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Abstract

This thesis examines the effects of coagulation on the droplet size distribution
within the hollow cone sprays used by industrial spray dryers. A simple model
is presented that incorporates the spray’s conical shape, droplet transport and
coagulation. Both a suitable droplet velocity profile and a coagulation success
rate are selected — with the coagulation rate being dependent upon both the
size and velocity of colliding droplets. A population balance equation is used to
describe how the droplet size distribution is affected by coagulation and this is
combined with a conservation equation to capture the droplet transport within
the spray. The resulting nonlinear partial integro-differential equation is solved
numerically using the cell-average sectional method for the non-local coagulation
terms and an essentially non-oscillatory scheme for droplet transport terms.

To our knowledge, this is the first time the cell average technique has been
applied to the specific conical sprays found within spray drying. A key achievement
of our approach is the significant reduction in computational time that it requires
to simulate the droplet size distribution throughout the spray. In comparison,
alternative computational fluid mechanics techniques take considerably longer to

converge on a steady state solution, as they rely on tracking the trajectory of every
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individual droplet within the system.

Numerical results obtained from our model show that coagulation does play an
important role within these sprays. Moreover, investigations into the influence of
the atomiser nozzle on the extent of coagulation reveal that an increased amount of
coagulation occurs in thin, flattish sprays, whilst very little coagulation is observed
in widely dispersed sprays.

The model is later extended to include the effects of droplet evaporation. In
this case, an increase in the number of smaller droplets near the bottom of the
spray is clearly observed in the numerical simulations.

Finally, the model’s predictions are validated against experimental data ob-
tained from a series of trials conducted within an industrial-scale dryer tower.
Once calibrated, the model’s predictions are shown to be in very good agreement

with the experimental data.
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Chapter

Background

1.1 Industrial motivation

In powder production industries, coagulation of small particles and droplets is
used to great effect to influence the final physical properties of the powder itself.
These properties may include the powder’s size, its moisture content and its phys-
ical morphology. Spray drying is one of the most widely used processes for the
manufacture of powders within these industries. Its popularity is partly due to
the fact that a single spray dryer is capable of producing many different types
of powder, each with different physical properties, without the need for invest-
ment in additional machinery. Examples of spray dried products range from high
value pharmaceutical powders, to consumables such as washing-up powders and
powdered foods like milk. The work presented in this thesis will be focused on the
production of detergent powders. However the models presented may be applied
to any spray drier operation, and potentially to several other fields where atomised
sprays are involved.

In spray drying, a slurry is atomised at the top of a tower and allowed to fall
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within a flow of drying air. The slurry droplets dry and stick together (coagulate)
as they fall, and the final powder is collected at the bottom of the tower.

The production of small, atomised droplets at the top of the tower is deliberate
and is due to the fact that, for a set volume of slurry, the smaller the volume of the
droplets, the greater the total surface area of slurry that is available for drying.
Thus the small initial droplets serve to reduce the slurry’s overall drying time.
However, one downside of these small droplets is that they are usually deemed too
fine to exist within the final powder, and so their coagulation with others is relied
upon to create droplets of a larger, more desirable, physical size. This coagulation
leads to a significant reduction in dust formation, meaning fewer fine particles
(fines), and subsequently makes the finished powder much easier to handle.

When producing detergent powders, the aim is generally to produce a final
dried powder of uniform size — usually within the range of 300-500 pm in diameter
[1]. In addition to this, the dissolution rate of the powder and its flow-ability must
both be maximized, whilst the production of fines kept to a minimum. Here, the
dissolution rate is the rate at which the final powder dissolves in water during
use (a better dissolution rate avoids clumps of undissolved powder being left after
a wash cycle), and the flow-ability is simply the ease at which the final product
flows for transportation to its final destination in retail packaging. In designing a
drying operation, the combination of atomiser nozzle type, spray pressure, slurry
consistency and airflow must be carefully chosen to achieve these aims. Rising
energy costs, and consumer demand for high quality powders, mean that it is
becoming increasingly important to optimise the operating conditions within spray
drying operations.

Despite their importance to the industry, the modelling of the physics within
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dryers is still relatively poorly developed. Historically, powder production has gen-
erally relied on past experience, and trial and error approaches, to produce powders
possessing the desired physical properties. More recently, thanks to modern devel-
opments in computational power, computational fluid dynamics (CFD) software
has been able to help model the droplet distribution throughout the length of
these sprays. The downside of the CFD approach is that it still requires the entire
trajectory of each droplet within the spray to be tracked and the addition of a
coagulation model adds considerable time to an already computationally intensive
process. Thus there is considerable motivation to develop simpler approaches that
can approximate the powder’s size distributions more efficiently.

Our main aim is to develop some simplified models that achieve exactly this.
Using a simple one-dimensional approach we predict the droplet size distribution
throughout the length of the spray dryer, both accurately and efficiently. The
end result will allow engineers to input a particular apparatus configuration, and
quickly approximate the size distribution of their final product. The coagulation
models we generate have the potential to be integrated into CFD codes, or larger
scale models of a spray dryer, in order to do the job of handling the coagulation

effects.

1.2 Spray drying

1.2.1 Dryer design

In its most basic form, a spray dryer consists of a cylindrical tower, with one or
more atomiser nozzles mounted at specific heights inside it. A slurry is pumped

through each atomiser nozzle and fired into a flow of air as shown in Figure 1.1.
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The atomised slurry droplets coagulate with others in the spray and dry as they
fall, producing a dried powder that is then collected at the bottom of the tower.
Finer dried powder particles will generally become entrained in the airflow, and
these will exit the dryer tower with the air at the air exhaust ports, where they

can be collected and either recycled or disposed of.

=5

Air + Fines

Slurry Exhaust

Feed

Dried
Hot Air Particles

Inlet S R E>

FIGURE 1.1: A simplified illustration of a counter-current spray dryer, based on
the pilot scale dryer used by Procter and Gamble (P&G).

There are two main designs of spray drying tower. These are tall-form and
short-form dryers, and are characterised by their height-to-width aspect ratios of
taller than 5:1 and around 2:1, respectively [2]. The short-form driers are more
popular, due to the fact they can accommodate the wide, flatter, spray trajectory
produced by many rotary atomiser nozzles. However the airflow pattern within
short-form driers is generally more complex, due to longer gas residency times and
shorter plug flow zones than those seen in the tall-form alternatives [3]. Here, plug
flow zones are simply regions where the velocity of the gas is constant across the
region’s entire cross-section. The longer gas residence times, when compared with

tall-form dryers, are due to increased turbulence within the short-form design.
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This turbulence leads to the drying gas following a far less linear path through the
tower and often results in increased zones of recirculating flow when compared to
a tall-form design.

A further distinction between dryers lies in the direction of the drying airflow.
This air is generally hot, and may either be travelling in the same direction as
the spray or flowing, as in Figure 1.1, in the opposing direction to the spray.
These two airflow set-ups are termed co-current and counter-current, respectively.
Co-current dryers are by far the most common within the industry, and the vast
majority of spray drying literature is focused on this particular set-up [4]. Of the
two designs, the co-current dryer has the higher rate of instantaneous drying, due
to the high temperature of the inlet air around the atomiser nozzle (usually around
150 — 220°C' [5]). This rapid evaporation increases the tendency for particles to
expand (or puff), and so powders produced in this way generally have more porous,
non-spherical morphologies. The fact that the hottest air is focused around the
top of the tower, means the driest particles are then surrounded by the coolest
air, and so this method is ideal for the production of thermo-sensitive materials
[6, Chapter 2]. However, the co-current set-up is relatively energy inefficient in
comparison to a counter-current design, which offers greater thermal efficiency, as
the slurry and hot air enter at opposite ends of the dryer [4]. Since hot air rises,
the counter-current design minimises potential for heat energy to be lost through
the exhaust pipes at the top of the tower, before the hot air has even made contact
with droplets in the spray. Thus, due to a demand for efficiency and cost savings,
recent years have seen more research activity focused around further developing
the counter-current design.

The counter-current design slows the downward flow of droplets, which sub-

-5-
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sequently increases the residence time of each droplet within both short and tall-
form driers. This, in turn, allows more time for drying and coagulation to take
place, which facilitates the production of larger dried particles. The slower dry-
ing rate also reduces the tendency for droplets to puff, and so the final product
will have a lower porosity than powder produced by co-current means. The main
downside of this technique is that the driest particles are exposed to the hottest
air at the bottom of the tower, and this can often lead to unwanted burning or
charring of the final product. So counter-current drying is generally only viable for
products that are not heat sensitive. Generally, washing up detergents are man-
ufactured in counter-current towers, often making use of multiple spray nozzles

that may be positioned at different heights within the dryer itself.

1.2.2 Atomiser nozzles

The atomiser nozzle is the heart of a spray dryer and so selection of an appropriate
nozzle to match production needs is a key stage in dryer design. There are various
ways in which a spray can be created. The main requirement is that a large
relative velocity exists between the slurry being atomised, and the surrounding
airflow. This may be achieved in several ways, including exposing the slurry to a
high velocity airflow within the nozzle itself, or by discharging the slurry, at high
velocity, from the edges of a spinning disc or cup that forms part of the nozzle.
The method of spray creation is unique to each atomiser nozzle, with each nozzle
type having different characteristics that may make it more desirable for specific
processes. For example, the spray shape may take many forms, including a flat
vertical sheet, hollow cone or a full cone, which will, in turn, influence the extent

of liquid-gas mixing and the initial droplet size distribution of the spray.

-6-
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Swirl Chamber

Orifice disc

FIGURE 1.2: Simplified illustration of a pressure swirl atomiser nozzle, based upon
illustrations in [7, Chapter 4] and [8].

The three main atomiser nozzles used by the spray drying industry are the
pressure-swirl, the rotary spinning disc and the rotary cup atomisers. These are
usually chosen due to their ability to create conical spray patterns, which lead to
the most thorough liquid-gas mixing of all the nozzle designs available.

We will focus on the pressure-swirl atomiser, which consists of a swirl chamber
that precedes a circular orifice, as pictured in Figure 1.2. The slurry is pumped
into the swirl chamber through tangential holes or slots within the nozzle body,
and this, in turn, creates pressure that is used to make the swirl chamber rotate.
The rotating swirl chamber creates a core of air at the centre of the spray as it is
discharged from the nozzle orifice, and the slurry is ejected as an annular sheet,
that spreads rapidly outwards to form a hollow conical spray [7, Chapter 1].

The spray sheet which exits the nozzle first breaks up into ligaments, before
eventually forming individual droplets at some distance further away. This is
termed sheet break-up and is a result of aerodynamic waves forming within the
sheet. These waves are caused by the combined forces of pressure, surface tension,
centrifugal force and drag acting on the sheet as it widens and falls. Further details

on the physics, together with different models for sheet break-up, can be found in
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9, 10].
The benefits of using the pressure-swirl atomiser are that it is both simple and
cheap and can produce a wide range of spray angles (30 — 180°). These rotary

atomisers also tend to produce the most uniform initial droplet size distribution.

1.2.3 Spray characteristics

There are several unique spray characteristics that will be dictated by the choice
of nozzle used, as well as the physical properties of the slurry itself. In the case
of the pressure-swirl atomiser, the first of these is the spray angle. This is widely
accepted in the literature [7, Chapter 7] as the angle at the vertex of the cone
formed by the two outermost surfaces of the spray, as illustrated in Figure 1.3.
The spray angle will vary, depending on the internal geometry of the nozzle being
used, and the pressure at which the slurry is being pumped through the atomiser.
For example, both the swirl chamber and nozzle orifice can be interchanged to
produce different shape sprays. In general terms, the higher the pressure of the
slurry feed, the larger the spray angle and finer the resulting atomised droplets.

Any changes to the nozzle geometry and flow rate will also affect the initial

Ficure 1.3: Illustration of the spray angle of a hollow conical spray.
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droplet size distribution created at the point of complete sheet break-up. The size
of the droplets at the point of sheet break-up will never be exactly uniform and
so the distribution of droplet sizes will be unique to the spray nozzle set-up being
used. Within the particle size literature, it is commonplace to assume droplets
are spherical, and use droplet diameter in microns as the main measurement of
size. The initial droplet size distribution may then be fitted to some mathematical
distribution function of two parameters — the first being a measure of the mean
droplet diameter, and the second a measure of the spread of droplet size within
the spray. This approach assumes we have a uni-modal inlet distribution, and
the most commonly used distributions for this purpose are the log-normal and
modified Rosin-Rammler distributions [7, Chapter 3]. The log-normal distribution

used takes the form

f(D) = \/Q_W;Dsgexp[—%sg(logD—logDngY}, (1.1)

where f(D) is the number density function for droplets of diameter D, and D,
and Sy are the mean diameter and the standard deviation parameters, respectively.

The Rosin-Rammler distribution was originally developed for powders, and takes

1= £ () el (L)) 12

where A, and k are distribution constants, representing measures of mean and

the form

spread, respectively. This is essentially a Weibull probability density function,
however Rosin and Rammler were the first to apply it in the context of particulate
systems when they used it to describe the cumulative distribution of coal particles

[11]. When presented in the literature, the Rosin-Rammler is usually given as a

-9-
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cumulative distribution function rather than the probability density function, and
takes the form [12],

F(D) =1—exp(—=D/\,)*. (1.3)

Examples of other droplet size distributions that can be used, such as the
Nukiyama-Tanasawa, can be found in [13].

To further quantify a spray’s characteristics, it is usual for some measure of
average droplet size to be quoted as well. The most common of these are the Sauter
mean diameter D3y and the median diameter D, 5 (diameter of the median droplet
volume). The Sauter mean diameter is defined by the formula
[ D* f(D)dD
Jore DEf(D)ydD

Dmin

Dyy = (1.4)

where D,y /mae are the minimum/maximum drop diameters respectively [14]. The
Sauter mean diameter represents the diameter of a droplet that has the same
volume-to-surface-area ratio as the entire system of droplets, and is widely ac-
cepted as the best measure of a spray’s fineness for atomisation processes. The
standard arithmetic mean (summation of all droplet diameters divided by the total
number) can often become skewed if there is a large number of smaller droplets
within a system, despite the fact that these smaller droplets only make up a small
proportion of the total volume. Thus, for processes like spray drying, where the
surface area, or the fineness of the spray will be a critical factor, the Sauter mean
gives a much better measure of which spray will be the most effective [7]. The
diameters D,g;1 and D9 will generally appear here as well, and represent the
droplet diameters below which 10% and 90% of the distribution’s total volume

lies, respectively. One final measure is the span of the size distribution, which is

-10-
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given by the equation

Dy — D,
Span = —22_ 01 (1.5)
Dv0.5

and provides a quantitative description of the distribution’s width.

1.2.4 Dryer phenomena

The following section provides an overview of the many complex physical phenom-
ena that feature within an industrial spray drying operation. The list presented
below is by no means exhaustive, but does aim to touch upon the main effects
present within the drying chamber itself, as this is the area this thesis focuses
upon. Not all of these effects will be incorporated into the dryer tower models
that we develop, as our goal is to predict the final droplet distribution in a compu-
tationally efficient manner. Our reason for discussing them here is to highlight the
inherent difficulties and challenges involved in producing a simple model that can
predict accurately the droplet distributions throughout the length of the drying

tower.

Coagulation

Coagulation is a physical phenomenon that appears within the dynamics of dis-
persed systems of droplets. It is the process by which droplets collide and become
stuck together to form one larger droplet. During this process, the original droplets
become an indistinguishable part of the new one. Coagulation is present in all aer-
osol systems where there exists a population of droplets that are free to move about
in space and interact with each other. Examples of these include cloud formations,

liquid mixtures and atomised sprays, many of which are commonplace in powder

-11-



CHAPTER 1 — INTRODUCTION

production.

In the same dispersed systems, droplets may also spontaneously break up into
smaller droplets — this reverse process is referred to as fragmentation. If colliding
droplets do not coagulate, they may simply bounce of each other, or alternatively

the collision may lead to fragmentation.

OO Collision

|

I | |
O N
@
@ s) 0.®
Bounce Fragmentation

Coagulation
(Stick together)

FicGure 1.4: In a particulate system, particles are free to move about and col-
lide. Often these collisions will result in successful coagulation of the
colliding droplets. Alternatively the droplets may simply bounce off
of one another. Occasionally, individual droplets may spontaneously
fragment, or do so as the direct result of a collision.

In the literature, mechanisms for coagulation have received significantly more
attention than their fragmentation counterparts [15]. Within the context of the
models we develop later, it will be assumed that no fragmentation occurs (after

the point of initial sheet break-up).

Airflow

Completely quantifying the airflow within a spray dryer is a very complex process

that, as stated earlier, generally requires the use of highly computer intensive

-12-
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CFD simulations. A comprehensive model needs to account for the effects of all
interactions between the discrete droplets and the continuous gas phase, whilst also
accounting for turbulence and the effects of coagulation and evaporation events
among the droplets. Within a dryer it is often found that there will be zones
of recirculating gas at the tower walls, and near the atomiser nozzle itself. The
use of different atomiser nozzles, with varying inlet swirl, may also lead to the
creation and collapse of eddies within the gas flow. A good insight into these flow
patterns can be found in [16], where smoke plumes and laser sheets are used to
show experimentally the existence of areas of recirculation, flow instabilities, and,

in some cases, large-scale drifting of droplets within the dryer.

Slurry rheology

Slurries used for detergent production are viscous, non-Newtonian mixtures, con-
taining large amounts of suspended solids, both organic and inorganic, and held
together by a binder fluid [17]. This construction allows the slurry to behave like
a thick fluid and, as such, it can be pumped to, and sprayed through, an atomiser
nozzle. Laundry detergent slurries are often white in colour, and very similar in
appearance to the gritty toothpastes that are widely available to the public.

It is noted that whilst no attempt will be made to incorporate the slurry and
its rheology in our models, the slurry’s characteristics do have an influence on the
model input parameters used later on within this thesis — namely the droplet
distribution and velocity at sheet breakup — and so it is of interest to provide a
brief summary of slurries here.

The slurry’s rheology will play a role in determining the physical properties of

both the atomised droplets and the final dried product — influencing the density,
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size, drying rate and morphology of each. The slurry pumped to the atomiser
nozzle should be as consistent as possible in all influential variables, including
temperature, moisture content, viscosity and aeration levels. In this context, the
aeration of the slurry involves the introduction of air into the mixture, whilst it is
stored. This air results in mixing as it rises through the slurry, and subsequently
keeps the slurry in a pumpable state. Monitoring all these variables ensures that
atomisation is both consistent and uniform for all production runs and for each
different batch of slurry [18]. Thus, characterisation of a slurry’s construction is

essential in maintaining a consistent spray drying operation.

Wall deposition

Wall deposition is commonly encountered in spray drying. However, due to the
challenges involved in modelling it, in this thesis we will make no attempt at
incorporating the phenomenon into any models. It is, however, of relevance when
analysing experimental data later on, and so it is beneficial to include the brief
summary of it provided below.

Depending on the stickiness of the slurry droplets, the tower operating para-
meters and the physical properties of the wall itself, the contact of slurry droplets
with the wall often results in an accumulation of product deposits upon the dryer
wall. This build-up is commonly referred to as wall deposition. The build-up often
sits on the wall for some indefinite period of time, however it may also become
re-entrained within the dryer’s airflow. This usually occurs when the aerodynamic
drag forces acting on the wall deposits overcome the pull of the adhesive forces
holding the deposits to the wall [19]. As a result, when present, wall deposition is

generally responsible for creating the majority of the larger droplets present within
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the end product, as it increases the residence time of droplets within the dryer.
It may also lead to undesirable events. For example, the deposition may catch
fire, or, if not re-entrained, the build-up will reduce the throughput of powder and
often requires the tower to be shut down frequently to enable removal of blockages.

Many factors affect the amount of wall deposition observed within a dryer. In
[20], it is demonstrated that decreasing swirl in the inlet air flow and decreasing
the spray angle will both minimize wall depositions within a dryer. In [21] it is
shown how the droplet stickiness level affects the rate of wall deposition for a dryer
producing powdered milk. In [22], a comprehensive experimental review of wall
deposition mechanisms within a counter-current dryer is given, and it is found that
wall deposits that have become re-entrained within the airflow account for more
than 12—20% in mass of the final product. Thus, in systems where wall deposition
occurs, the larger clusters produced by re-entrainment may lead to a second peak
in the particle size distribution of the end product, with the first peak being due

to smaller clusters that have had no interaction with the walls of the dryer.

1.3 Mathematical models of spray drying

Various approaches to spray dryer modelling have been presented within the liter-
ature, from plug flow models to full CFD simulations, a good review of which can
be found in [23]. These provide varying levels of detail from the model predictions,
with the most detailed also generally requiring the longest calculation times. To
help classify the different models, the following hierarchy was introduced in [24],

with each level producing more detailed results than the one preceding it.

1. Level 0 — Heat and mass balances.
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2. Level 1— Heat and mass balances with solid-vapour equilibrium.

3. Level 2A — Rate-based model with simplifying assumptions about droplet

motion.

4. Level 2B — Rate-based with simulation of gas flow and droplet motion

(CFD).

A model from levels 0-2B above, may then be selected depending on the desired
level of accuracy and detail required from the results. For example, a level 2B
model would be required if spray tower aerodynamics were being investigated,
whilst a lower level, less computationally expensive model may be more appropriate
for preliminary process design. We now summarize some existing models from

these categories.

1.3.1 Level 0 — Heat and mass balances

These are the simplest of all the modelling approaches and are based on the ap-
plication of appropriate energy and mass balance equations to the system. Being
the simplest type of model, they also require the least computational time, and
although limited information can be predicted from them, they prove useful in as-
sessing the thermodynamic feasibility of an operation at the earliest design phase.
The main “streams” used to construct these models are the flows of mass through
the four main entrance and exit points, into and out of the dryer. These are all
illustrated in Figure 1.5. There are two streams letting mass flow into the dryer —
the liquid slurry feed through the atomizer nozzle (FEED) and the gas inlet pipes
(IN-GAS), through which the flow of drying air is pumped. Then, two streams

allowing mass to exit the dryer — the exhaust gas pipes (EX-GAS) and the pipe
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FIGURE 1.5: Illustration of the different streams entering and exiting the dryer
tower. It is assumed that both solids and gases may enter the tower
via each of the two streams. Although obviously some streams, like
the gas exhaust and gas inlet pipes, will consist predominently of
gases, whilst the slurry feed and solids exit pipes will be predomin-
ently solids.

through which the dried solids exit (EX-SOLIDS). Whilst it is perhaps counter-
intuitive, there is potential for both solids and gases to travel through each of these
four entrances/exits to the dryer tower. For example, in the case of the inlet gas
feed, in some drying operations, fine particles which exit the tower through the gas
exhaust pipes, are simply fed back into the dryer through the gas inlet pipe. As
might be expected, the gas exhaust and gas inlet streams, will consist predomin-
antly of gas, and the slurry feed and solids exit pipes will be predominantly solids.
However, by accounting for the fact that gas and solids may travel through any
one of these streams, the models make sure all mass is always accounted for.

As explained in [24], the mass balances for solids and gases in these main
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streams are:

SOLIDS SOLIDS __ SOLIDS SOLIDS
Frpep ™ + Fin=cias = Fpx“sorips T FExZcas: (1.6)
GAS GAS  _ GAS GAS
Frgep + Fin“cas = FExZsorips + FEx  cas (1.7)

where Fij is the mass flow-rate of component j in stream i (Kg per second). Here,
equation (1.6) simply states that the flow of solids into the dryer must be equal to
the flow of solids out of the dryer, whilst (1.7) states the same for the flow of gases
into and out of the dryer. Using X; to denote the moisture content of solids in
stream i (kg per kg of dry solid), and Y; for the humidity of the gases in stream i
(kg per kg of dry air), a third mass balance can be written for the moisture content
entering and exiting the dryer:

SOLIDS GAS
(FpieD " Xreep + FreppYrEED)

SOLIDS GAS
+ (FiN—gasXin-cas + Fin—casYIN-cas)

_ (pSOLIDS GAS
= (Fex~“sorrpsXex—sorips + FEx_sorrps YEX —SOLIDS)

+ (Fg)(?eIG’aSSXEX—GAS + Fg)?EGASYEX_GAS). (1.8)

This states that moisture entering the system must be equal to the moisture exiting
the system. In addition to these mass balances, an overall energy balance for the

dryer is given by the equation

FreppHreep + Fin—casHin—cas

— Fox_casHex—cas + Fex—soripHex—sorip + Q, (1.9)
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where H; is the specific enthalpy (Joules per unit mass), @ is the heat loss from the
dryer (Watts = Joules per second) and F, is the combined mass flow-rate of gas
and solids in stream ¢. The specific enthalpy is used to quantify the total amount
of energy contained within a stream, due to pressure and temperature.

In general, the mass flow-rate, temperature and moisture content of all the
inlet streams will be known, along with the moisture content of the exiting solids
and gas. Equations (1.6-1.9), can then be used to calculate the energy lost from
the dryer, i.e. the dryers thermal efficiency. Similarly, if a certain moisture content
is required for the final product, and the heat loss () is known, these equations
may be used to check if the desired moisture content is achievable by, for example,
simply fine-tuning the drying air’s temperature.

Energy balance equations have been used in [25] to create simple models of both
co- and counter-current dryers, and also to assess the effects of slurry inlet mass
flow rate and the inlet gas mass flow rate upon the moisture removal capabilities
of a dryer. In addition, a heat balance equation played a key role in estimating
wasted energy in a survey investigating the energy consumption of a number of

industrial spray dryer installations, [26].

1.3.2 Level 1— Heat and mass balances with solid-vapour
equilibrium

In these models, the heat and mass balances are extended to include the moisture
content within the droplets themselves. This is achieved by the use of curves
that represent the equilibrium moisture content of the solid as a function of the

gas phase’s temperature and composition. These curves are generally referred
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to as desorption isotherms and show the variation of the equilibrium moisture
content of the droplets with relative humidity at a constant temperature. Here,
the equilibrium moisture content of each droplet is deemed to be that at which
the droplet is no longer losing (or gaining) moisture and is dynamic in nature,
in that it will vary with the relative humidity and temperature of the droplet’s
surroundings.

The advantage of models including these equilibrium moisture content curves
is that they can predict the final moisture content of the particles, rather than
relying on it being specified by the user (as in the previous heat and mass balance
approach).

Desorption isotherms are widely available in the literature, in the form of both
experimentally measured examples and correlations to experimental observations.
One example is that suggested in [27], where several correlations were reviewed
and the formula

Xeqg = Aexp [—BTIn(%)}, (1.10)

was proposed. Here X, is the equilibrium moisture content on a dry basis (in kg
water per kg dry material), T is the temperature of the gas (in Kelvin) and ¥ is
the relative humidity of the gas. The values of A and B are constants that will be
unique to the types of material that make up the solid and liquid phases.
Calculation times for level 1 models are relatively fast, and computationally
inexpensive. The shortfalls are the need to determine experimentally the desorp-
tion isotherms, and the assumption that the exhaust solid’s moisture content is in
equilibrium with the surrounding gas. Generally, it is safest to use this approach

for smaller droplet sizes, for which the moisture equilibrium will usually be reached
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quickly within the dryer tower; see [28].

1.3.3 Level 2A — Rate-based model with simplifying as-
sumptions about droplet motion

This next level of model aims to calculate the rate at which a droplet dries, to-
gether with its final moisture content, without requiring the calculation of full
gas flow patterns and droplet trajectories via CFD. These models consist of two
main components: a droplet drying model, and some method of estimating droplet
residence times within the spray.

The drying model often takes the form

—Mps— =N 1.11
DS dt ) ( )

where Mpg is the mass of drying solids (kg), X the moisture content (kg per kg
dry solid) and N the droplet drying rate (kg moisture per second) [24] !.

An estimation of the droplet residence time is obtained using a parameter called
the “chamber coefficient”, which relates droplet residence time to the average gas
residence time. The drop residence times 74,,, are then calculated by substituting

the chamber volume V_ pumper, and the volumetric flow rate of gas through the

Note that the form of the drying rate in (1.11) can be obtained from the growth rate later
introduced in (6.2): By multiplying the growth rate v(z) (Volume per second) by the droplet
density parop (kg per unit volume) and the corresponding moisture content X (kg per kg dry
solid), the moisture lost per second is obtained. A similar conversion may also be applied to the
evaporation rate found in (6.60).
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chamber quas, into the equation

Mean gas residence time
——

‘/vC amoer
—chamber (1.12)
‘/gas

Tdrop = Tee X

where 7., is the chamber coefficient.

This type of model was used in [29] to describe the drying of single droplets,
all of which were assumed to be the same size. It was also assumed that the
gas within the system was a single well-mixed mass, and this allowed standard
residence time distributions for droplets in a well-mixed reactor to be used. This
was used to simulate the droplet drying, and validated using experimental data
from the drying of skimmed milk concentrate.

Since the chamber coefficient (or residence times) must be calculated from
experimental observations, this type of model proves difficult to use for spray dryer
design purposes, as doing so would first require the construction of a prototype

dryer in order to obtain the necessary experimental measurements.

1.3.4 Level 2B — Rate-based with simulation of gas flow

and droplet motion (CFD)

Full computational fluid dynamics simulations track each droplet’s entire traject-
ory throughout the length of its residency within the dryer, and provide a com-
prehensive description of flow fields, as well as temperatures and velocities, within
a given model.

The main steps involved in the construction of a CFD model are as follows.

First a computational grid in the shape of the dryer chamber is created, followed by
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the calculation of the gas flow throughout the chamber, using mass and momentum
balances for each cell within the grid. This allows energy conservation to be
modelled, as well as the effects of turbulence when an appropriate turbulence
model is used in the simulation. Next, the droplet trajectories are calculated by
solving their equations of motion, taking into account both drag and gravitational
forces. At the same time, droplet moisture content and temperature are calculated,
often using drying rate curves of the form found in equation (1.11). The combined
effect of each droplet’s motion, temperature and drying has a resultant effect on
the surrounding gas flow field. Subsequently, the gas flow is recalculated to account
for this, and the above steps repeated until a measure of convergence is reached.

There have been many attempts within the literature to capture gas/droplet
flow patterns using CFD. A good review is provided in [3, 30] and [31], although
most of the models presented neglect the effects of coagulation.

A CFD approach that does incorporate coagulation in a spray is presented in
[32], where a droplet collision probability, based upon the kinetic theory of gases,
is obtained and used to model particle collisions within the dryer. Another CFD
based model that includes coagulation effects is given in [33], where a stochastic
approach is used to incorporate droplet-droplet collisions and coagulation into
a CFD simulation for two overlapping hollow-cone sprays. The results are also
verified against experimental data.

Benefits of the use of CFD include the high level of detail returned from the
simulations, together with the fact that there are no restrictions on the shape
of the spray drying chamber being used. The main downside is that CFD is
computationally expensive, and thus may not be warranted if a high level of detail

is not required.
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1.3.5 EDECAD project

The EDECAD (Efficient DEsign and Control of Agglomeration in spray Drying
machines) project was set up in 2001 with the aim of creating a comprehensive,
industrially validated computer model, using CFD software to model coagulation
and predict the resulting powder size distribution produced by a spray drying
tower [34]. The end product of the project is a tool that can be used to predict
the properties of the final dried powder, based on the slurry, dryer configuration
and operating conditions used.

The EDECAD model uses CFD to resolve the flow field within a dryer, adopting
an Euler-Lagrangian viewpoint to simulate the flow of both the continuous and
discrete phases. The flow field is combined with three sub-models which simulate
the drying, collision and coagulation of droplets. Local temperature and moisture
content of the air flow is handled by solving heat and mass balances. Combined,
all of these components allow droplet moisture content, temperature, porosity and
the structure of droplet clusters to be predicted with reasonable accuracy.

The project makes use of the stochastic approach described in [35] to simulate
collision events. The drying sub-model adopted uses an approach outlined in
[36], which is applicable to slurry droplets. It also incorporates a mechanism for
representing the drying of hollow droplets, which can occur if an expanding (due
to heat) air bubble is present within a slurry droplet.

The sub-model for coagulation takes a force balance approach and considers
only the viscous forces acting upon colliding droplets, when evaluating coagulation

success.
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1.4 Coagulation

The following discussion provides a brief outline of the history of mathematical

coagulation equations and their applications to dispersed systems of droplets.

1.4.1 Mathematical models of coagulation

One approach for describing coagulation is to concentrate on the statistical be-
haviour of the large numbers of droplets concentrated together in space. The
first person to succeed in using such an approach for coagulation was the Polish-
Austrian physicist Smoluchowski [37, 38]. He studied the Brownian motion of
particles within a spatially homogeneous, mono-disperse system and derived a
model for the binary coagulation of colloidal particles within this system. Here,
“mono-disperse” describes a system in which all the constituent droplets are of
uniform size, and “binary coagulation” simply means that only two droplets may
collide and coagulate at any given time. Smoluchowski’s theory of rapid coagula-

tion resulted in the formulation of an infinite set of nonlinear, differential equations

given by
dn; = 1
dtz = —N; Z Ki,jnj + 5 Z Kﬂ_jnjni_j, (113)
7j=1 7j=1
where ¢ = 1,2, 3, ..., and the initial conditions for the mono-disperse system are
n1(0) =ng, n;(0) =0 Vie {2,3,4...}. (1.14)

Here, n; represents the number of clusters made up of # monomers, per unit volume
in space, and K ; is the the coagulation rate constant for a cluster of ¢ monomers

successfully coagulating with one of ; monomers. These rate constants are non-
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negative and symmetric, in that K;; > 0 and K;; = Kj; for all 7 and j, and
are also referred to as the “coagulation rate kernel” or simply the “coagulation
kernel”. It should also be noted that, in the specific case of © = 1, the second sum
on the right-hand side (RHS) of (1.13) will be exactly equal to zero. This accounts
for the fact that the monomers are the smallest building blocks within the system,
and, as such, cannot be created by means of coagulation.

As discussed in [39], this infinite system of ordinary differential equations
(ODEs) provides a discrete, mean-field model for binary coagulation, and will
be referred to as the discrete Smoluchowski equation. The original Smoluchowski
papers [37, 38], written in German, appeared in 1916 and 1917, and detailed sum-
maries, in English, of the derivation of (1.13) can be found in [40, 41]. The discrete
size Smoluchowski equation (1.13) was later extended to the continuous size set-
ting by Miiller in 1928; see [40, 42, 43]. In this continuous form, the summations
in (1.13) are replaced by integrals, resulting in

on(z,t)
ot

1 xX o0
5 [ K- ynte vt dy— [ Kyt o0 dy
0 0
(1.15)
where n(z,t) is the number density function of droplets of volume z, at time ¢,

within the system, per droplet volume size range, per unit volume in space. Hence,

z+Ax
/ n(¢,t)d¢ = Number of droplets with
volumes in [x,x + Ax] per

unit volume in space.

The % in the birth term is necessary to avoid double accounting, as the integral

includes every possible way of constructing a droplet of volume x twice. Here, the
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term “birth” is used to represent the event of a droplet of volume = —y coagulating
with a droplet of volume y to create a new droplet of volume z, whilst “death”
will be used to represent the loss of a droplet of volume z from the system due to
coagulation with another droplet.

Equation (1.15) will be referred to as the continuous Smoluchowski equation.
Once again, the coagulation kernel is assumed to be non-negative and symmetric,
so that

K(xz,y) >0 and K(z,y) = K(y,z) Vz,y > 0. (1.16)

This symmetry property simply captures the fact that the rate of coagulation
should be unaffected by the ordering of the colliding droplets. Note that the co-
agulation rate kernel, K (z,y) in (1.15) or K;; in (1.13), gives the rate at which
successful coagulation of droplets of volume = and y (or i-mers and j-mers) takes
place within a dispersed system of droplets. The kernel is dependent on environ-
mental factors within the system, and the selection of a suitable coagulation kernel

is generally one of the trickiest parts of modelling coagulation.

K(z,y) Specific usage

(23 4+ y/3) (273 4 y~1/3) Brownian motion (continuum regime)
(213 + /32 (2=t 4y~ 1)/2 Brownian motion (free molecular regime)
(z1/3 4 41/3)3 Shear (linear velocity profile)

(213 + y/3)2 213 — y1/3) Gravitational settling

(213 + y'/3) (zy)/?(x +y)~3/? Based on kinetic theory

TaBLE 1.1: Table of specific coagulation kernels taken from [44].

Examples of some commonly used kernels for coagulation in flow driven mo-

tion, Brownian motion, and gravitational sedimentation, are found in [44] and
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presented in Table 1.1. The form each of these kernels takes generally reflects the
main mechanisms thought to be responsible the coagulation. For example, in the
gravitational settling case, the kernel is proportional to the effective cross-sectional
area that is available for collisions, and the relative (terminal) velocity of the two
colliding droplets (proportional to the droplet diameter squared).

In our spray drying models, the effects of coagulation will be represented by
a modified version of the population balance equation (PBE) (1.15) in which the
coagulation kernels are spatially dependent. The kernel we use later (which can be
found in (2.41)) is very similar in appearance to the gravitational settling kernel
found in Table 1.1. The main difference is that our kernel has an added spatial
dependence that is incorporated through the relative velocity of the two colliding
droplets at a each point in space. This differs from the gravitational settling case,
where the relative velocity is constant, due to the fact the droplets are all assumed

to be falling at terminal velocity at every point in space.

1.4.2 Exact solutions of the coagulation equations

The coagulation equations outlined above have very few exact solutions, and con-
sequently the solution of most coagulation problems will require the use of a nu-
merical method. Some of these numerical schemes will be described in Chapter 4.
Those analytic solutions that have been derived are only for very specific combin-
ations of coagulation kernel and initial condition.

The analytic solutions to the discrete equation (1.13), for the cases of constant,
additive and product kernels, subject to a mono-disperse initial condition can be
found in [45]. These are shown in Table 1.2. Similarly, exact solutions to the

continuous equation (1.15), for these kernels combined with a negative exponential
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initial condition can be found in Table 1.3.

Kernel Analytic Solution for n;(t)

Kij=1 (1+5)7(GH)"" 0<t<oo
Kij=i+j e'B(l—et1i), 0<t<oo

K@j =1J iilB<t,i)7 O<t<l1

TABLE 1.2: Table of analytic solutions for the discrete coagulation equation (1.13),
subject to a monodisperse initial condition, n(i,0) = §(i — 1), taken
from [45]. The three kernels listed are referred to as the constant,

additive (or sum) and product kernel, respectively.

In Table 1.2, some of the solutions involve the density function, B, of the Borel

distribution, where

Ai)ile—Xi
BQJ%—<016 Ci=1,2,3,...,0<A<1.
i
Kernel Analytic Solution for n(x,t)
K(z,y) =1 o epliE), 0<t<oo
K(z,y)=z+y %h@iﬁl/?), T=1-e¢" 0<t<o

TABLE 1.3: Table of analytic solutions for the continuous coagulation equation,
subject to a negative exponential initial condition, n(z,0) = e, taken

from [46]. Here [; is a modified Bessel function of the first kind.

1.4.3 Moments of the number density function

In many applications of PBEs to droplet coagulation, the main measure of interest

is often a particular quantity of the droplet volume distribution, such as the average

droplet volume within the system. This is where the moments of the droplet

number density function can play a valuable role. Particular moments represent
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some of the the inherent physical properties of the system, such as total number of
droplets and total volume, from which the evolution of properties, such as average
droplet volume and mass, can be monitored [47].

By definition, the v** moment of the number density function n(z,t) is given
by

M,(t) = /000 ¥ n(z,t)dz. (1.18)

Taking the time derivative of this function, and assuming it is permissible to

differentiate under the integral sign, gives

/ - > v 0
M,j(t)—/o x an(m,t) dx. (1.19)

An equation for the time evolution of the moments of a known PBE can then

be obtained by using the PBE itself to replace %. In the case of the continuous

Smoluchowski equation, we substitute the RHS of (1.15) for 4. This may then
enable the evolution of the moment related quantities, such as average volume, to
be obtained without the need for solving the entire PBE, which is usually more
complicated.

As a result, this technique of determining the evolution of particular moments
is often the one chosen, rather than solving the full PBE. However, in the context
of this thesis, our interest is in obtaining the complete droplet volume distribu-
tion throughout the length of the spray tower. Simply measuring average droplet
volume can make all the droplets appear to be of the ideal volume, but may hide
the fact that there are, in fact, a large number of undesirable small droplets and

large droplets present in the system. Thus, in the models presented later, we will

use the moments for an alternative purpose — as a global measure of the accuracy
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of the numerical techniques chosen to handle coagulation. For example, in the
absence of a mechanism for mass loss, such as evaporation, we would aim for a
model that conserves the total mass of the droplets in the system. This can be
done by monitoring the first moment of the system which, as described below,
allows the total volume of droplets within the system to be calculated, from which
the mass can easily be obtained.

In an isotropic system of droplets, with no spatial dependence, and volume as
the droplet’s “size coordinate”, the first moment corresponds to the total volume
of droplets within the system (per unit volume in space). Thus a good check that
any given numerical method is handling the coagulation equations well is to verify
that the volume of drops within the system, M;(t), remains constant for all time,
i.e. My(t) = My(0),Vt>0. In asystem where all droplets have the same density,
Pdrop, the total mass of the droplets within the system (per unit volume in space)
is simply

Total mass = pgrop X M (1). (1.20)

Together with the first moment, we will also make use of the zeroth moment
My(t). Here, the zeroth moment represents the total number of particles in an
isotropic system at time ¢. In the case of pure coagulation, it is expected that My(t)
will decrease as time progresses, since coagulation will cause the total number of
individual droplets to be reduced. Subsequently, the average droplet volume, Z,
within the system can be found by calculating

M, (2)

T(t) = ADE (1.21)

and will be expected to increase as time progresses.

-31-



CHAPTER 1 — INTRODUCTION

While there are an infinite number of moments of the number density function,
we only mention the cases v = 0,1,2 here. These are the moments most com-
monly mentioned in the literature, due to the fact they are the most physically
relevant to a system of particles. The third of these (v = 2) is the second moment,
which represents the volume of each droplet within the system, squared, and then
summed over all droplet volumes. The second moment is similar to the variance
that appears in statistical contexts and is useful for capturing the spread of the
droplet volumes found within the system. Knowing the second moment also allows
for an alternative calculation to find the average droplet volume within the system

[39, 48], using the equation
_ My (t)
z(t) = .
®) M (t)

(1.22)

Note that the formula in (1.22) will return a different value for the average droplet
size than that obtained from (1.21). However both are still valid interpretations
of the average droplet volume.

If we consider the case of coagulation in an isotropic system of particles gov-

erned by the continuous Smoluchowski equation (1.15), then, on using (1.18), we
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obtain

_LF ooq;VK(x—yay)n(x—y,t)n(y,t)da:dy
e
_/ / z” K (z,y) n(z, t)n(y,t) dx dy

//x+y (e, yn(z, n(y, t)dady

/O/Oxmxy)( Hn(y,t) dz dy

-2 / h / o+ ) Ko, y) nle, iy, 1) do dy

—l/go/mx K (w,y) n(z, n(y, ¢) dz dy
__/ / 2 K (,y) n(z, n(y, 1) dz dy
- / / {(+y) =" =y} Kz, y)nlz,Only,t) dedy,  (1.23)

where we have used the fact that K(z,y) = K(y,x). This is in agreement with
the result shown in [49].

Clearly, if v = 0, the RHS of (1.23) will be negative for all time (since n(z,t) >
0 and K(z,y) > Vt), and thus My(t) will always decrease as time increases.
This is in agreement with what we would expect. Similarly, when v is set to
1, the RHS of equation (1.23) is exactly zero. Again, this agrees with what is
expected physically. The first moment represents the total volume of droplets
within the system, and with no mechanism for mass loss it is understandable that
M;(t) should be constant. If it were not, it would indicate mass being gained
or lost from the system. The exception to this rule is when gelation is present
within the system [39]. Gelation occurs when mass conservation fails, and can be
characterised physically by the formation of a particle of infinite size within the

system. However, since this is unlikely to occur within the context of spray drying,
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we won’t go into any further details here.

Closed-form expressions for the moments can be obtained for the constant,
additive and product coagulation kernels. Calculation of the exact zeroth, first
and second moments of the number density function for the constant and additive
kernel cases can be found in Appendix A. These will be used to validate the
numerical methods developed later for dealing with the coagulation terms in our

model.

1.4.4 Self-similar solutions and long-term behaviour

In any model of a physical system that varies with time, it is important to know
what happens within the system over long time scales (as time t — o0). In
certain cases, the model equations predict that the solution will ultimately display
steady-state behaviour represented by a time-independent solution. In others, it
may be possible that the long-term behaviour remains time-dependent, but can
be represented in terms of a simple solution, known as a similarity solution.

If we consider the coagulation equation (1.15), then, since this models an ir-
reversible process, no equilibrium solutions can exist. However there have been

many investigations which have focused on similarity solutions of the form

ns(z,t) = g(t)CID(%), (1.24)

where g and ¢ are functions of a single scalar variable. Here, S(t) is an arbit-
raty function of time, often referred to as the scaling function and which usually
represents the typical size of droplets within the system. Detailed accounts of the

use of similarity solutions can be found in [48, 50, 51|, where it will be seen that
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attention is restricted to homogeneous kernels of the form
K(az,ay) = a* K (x,y). (1.25)

Here, a may be any positive real number, and A € (—o0, 2] is some fixed exponent

that represents the degree of homogeneity of K, [52]. Hence, for some function 3,
K(z,y) = m/\K<1, y>: :L“)‘ﬂ(g) (1.26)

An additional assumption is that
K(x,y) ~ a*y” for y > x, where p+v=Xand v < 1. (1.27)

The physical reasoning behind the restriction on A is that, for a large droplet of
volume y to increase at a rate not greater than its volume, we require K(y,y) =
v K(1,1) < 3?K(1,1); see [51].

Note that the kernels in Table 1.1 satisfy these assumptions. For example, if
we examine

K(z,y) = (&' +y )@y,

then we can write

v = (1 ()04 () )

and so A = 0 and $(z) = (1 + 2% (1 + 27Y2). Also, for y >> x, K(v,y) ~

Wl

y'/32=1/3. Consequently v = % and = —z.

The form taken by the function g in (1.24) can be established if we assume
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that the total mass in the system is conserved. This means that the first moment,

My, is constant for all time, and consequently

Mlz/ xng(x,t)dx
0

= g(t) /000 x@(%) dx

= g(t)S>(t) /OOO n®(n) dn, where n = St

It follows that
M,
S2(t) f5° n®(n) dn’

g(t) =

and assuming the integral is finite, we can choose ® so that fooo n®(n)dn = M to

obtain

Thus, when dealing with equation (1.15), we look for a similarity solution in the

form

ns(w,t) = 521@)@(%), (1.28)

where S(t) is some representation of the mean droplet size.
As discussed in [50, 51|, equations for S and ® can now be derived by substi-
tuting (1.28) into (1.15), and using the homogeneity condition (1.25). After some

lengthy, but routine, manipulations, we arrive at

S'(t) = wS(t),
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and

—wl20(a) +20(0)] = 5 [ K(pa = 9)2)0( = 9)dy

—wamww@ww@,

where w is a separation constant for the x and the ¢ dependence.

Establishing the existence of such similarity solutions for the coagulation equa-
tion is a non-trivial problem, but some progress has been made in recent years;
for example, see [53]. The role of self-similarity for coagulation arising in physical
applications is also nicely demonstrated in [54], where the coagulation and settling
of particles in Lake Zurich is examined and the resulting number flux distribution
of particles is shown to be self-similar with depth.

As mentioned earlier, a primary motivation for seeking similarity solutions is
that these provide information on the long-term behaviour of other solutions. In
connection with this is the “scaling hypothesis” for coagulation equations with
homogeneous kernels [48]. In essence, this hypothesis asserts that solutions em-
anating from a suitable initial distribution will evolve into a self-similar solution,
of the type discussed above, that is independent of the initial distributions. One
consequence of this is that similarity solutions have been employed as a means
of assessing the accuracy and efficiency of numerical algorithms designed to solve

(1.15).
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1.5 Outline of thesis

This thesis presents a novel, simplified and robust approach for the simulation of
droplet coagulation within the sprays produced by the atomiser nozzles of a spray
drying tower. This is achieved by coupling an existing PBE for coagulation with
spatial derivative terms in order to simulate the transport of droplets throughout
the spray. In later chapters, we further develop this novel coupling, with the
addition of droplet evaporation to the model.

The resulting integro-differential equations are solved numerically, using the
cell average technique for the coagulation terms and Kurgano-Tadmor’s high res-
olution, central difference scheme for the transport terms. To our knowledge, this
is the first instance that these two techniques have been combined and successfully
applied in a spray dryer model.

Another key part of this work, is the validation of its accuracy via comparison
against experimental results.

In Chapter 2, we construct a simple one-dimensional model for coagulation
and transport within the hollow-cone spray of a spray drying tower. The model
is based upon a population balance approach, and aims to predict the droplet
number distribution throughout the length of a steady-state spray. The resulting
nonlinear partial integro-differential equation combines coagulation with spatial
transport, and uses a coagulation kernel that is dependent on both a droplet’s size
and spatial position.

In Chapter 3, we explore the possibility of applying any existing mathematical
theory on coagulation to our governing equation.

In Chapter 4, the one-dimensional model is discretised, using the cell average
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technique and Kurganov Tadmor discretisations for the coagulation and transport
terms respectively.

In Chapter 5, the predictions of the numerical schemes are verified by using
the schemes to solve a series of test problems, and, where possible, comparing the
predictions to known analytic solutions.

Having established that the coagulation-transport model provides a reasonable
agreement to the experimental data, we extend the model to incorporate the effects
of evaporation in Chapter 6. This is done by the addition of a growth term to
the existing model, and the selection of an appropriate numerical technique to
discretise this new evaporation term.

We then go on to compare the predictions of the model against experiment-
ally obtained data in Chapter 7. In doing so, the coagulation kernel efficiency
parameter is optimised for the different slurries used in the experimental trials.

Conclusions and potential future investigations are given in Chapter 8.
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Chapter 2

A 1-D model for coagulation and

transport in a hollow cone spray

2.1 Derivation of a one-dimensional model

In this chapter, a model is presented for coagulation and droplet transport within
a spray dryer’s hollow conical spray. The model is “one-dimensional” in that all
spray properties are defined relative to a single axis in space, rather than relying
on a three-dimensional coordinate system. The main advantage of this approach
is that results can be obtained relatively quickly and in a computationally efficient
manner. Our approach uses a PBE to describe the coagulation and transport of
droplets throughout the spray, whilst at the same time accounting for the spreading

conical shape of the spray sheet.

2.1.1 Set-up, variables and modelling assumptions

Before deriving the equations behind our model, we first set the scene. Here,

we introduce the physical configuration of the dryer tower we are investigating,
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along with the variables and assumptions used in constructing our one-dimensional

model.

Physical set-up of the spray dryer

The spray drying tower being modelled consists of a cylindrical tower with a single
atomiser nozzle mounted centrally in the upper portion of the tower. The nozzle
is angled vertically downwards, perpendicular to the base of the tower, as pictured
in Figure 1.1 and is of the pressure-swirl variety introduced in Section 1.2.2, which

is designed to produce a hollow conical spray.

Model geometry

The vertical z-axis, illustrated in Figure 2.1, is the single axis that will quantify
location within the spray. It has its origin at the nozzle orifice and is used as a
reference axis for the displacement of droplets throughout the length of the spray.
The axis runs from the centre of the spray-nozzle tip, to the base of the dryer tower
so that the positive z—direction is vertically downwards. It is assumed that the
slurry exits the nozzle as a conical sheet, axially-symmetric about the z—axis and
subsequently breaks up completely into individual droplets at a distance z = z
from the nozzle. The model will focus on a spray which has a total length L in

the vertical direction.

Spray shape

As mentioned in Section 1.2.2, the spray starts life as a thin, conical sheet at the
nozzle, breaks up into (ligaments and then) droplets at z = z; and subsequently

spreads and increases in thickness as z increases. This phenomenon is referred
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Vz

FicURE 2.1: Ilustration of the set-up used to derive the governing equations for
the model of coagulation and transport in the hollow conical spray
system.

to as spray spreading, and, for simplicity, this is captured by assuming that the

spray takes the shape of the volume enclosed between the red inner and blue outer

surfaces in Figure 2.1. The blue and red surfaces are assumed to be cones with
cone angles o and [ respectively, such that § < a. The blue cone will be referred
to as the spray’s outer surface, whilst the red cone will be the spray’s inner surface.

The angles o/2 and /2 are assumed to remain constant throughout the length of

the spray.

To incorporate the spreading of the spray within the model, we will make use
of the horizontal cross-sectional area of the spray at each distance z. This area is

highlighted in green in Figure 2.1 and will be denoted by A(z).

Population balance fundamentals — continuous/discrete phases

At this point, it is important to outline some key features of the population bal-
ance framework used in our model. The system being modelled consists of droplets
(the discrete phase) dispersed within a flow of air, which shall be referred to as

the continuous phase. The way in which the droplets interact with the continuous
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phase will vary from droplet to droplet depending on a number of unique charac-
teristics associated with individual droplets. These characteristics are contained
within, what is referred to as, the discrete droplet phase vector and each charac-
teristic can be either continuous or discrete in nature. In the context of a spray
dryer, continuous characteristics are by far the most common type encountered,
and examples of these include droplet temperature, droplet position and droplet
volume. The continuous air phase vector describes the continuous air phase of
the system. This continuous phase vector is assumed to satisfy the traditional
transport equations and, as such, these will be coupled with the PBE proposed

later for coagulation.

Internal and external coordinates

The basis of the PBE assumes that the length scale of the discrete droplet phase
is considerably smaller than the length scale associated with the continuous air
phase. This is true for the spray we are modelling, as the atomised droplets are
typically 10 — 600 pm in diameter [55, Chapter 4], [56], whilst the dried particles
are in the range 100 — 2300 pm [57]. Both are considerably smaller than the height
of the spray tower, which is in excess of 3m. Here it is important to highlight the
difference between internal and external droplet coordinates that will feature in
our PBEs. External coordinates are those used to distinguish a droplet’s position
within the continuous air phase. In the spray model, the external coordinate used
will simply be the vertical displacement in the tower, measured in metres, and
given by the droplet’s z-coordinate. Internal coordinates are those associated with
the droplet itself. Here, the internal coordinate used will be the droplet’s volume,

denoted by x, and measured in pm®. Subsequently, the droplet phase vector for
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this model will only have one component, and this will be the droplet volume .
The domains of these internal and external variables will be the intervals 2, and
)., respectively, where €1, represents the range of droplet volumes found in the
spray and 2, = [z, L].

To specify the state of a droplet within our model, we require both its volume
and location. Consequently, the droplet state domain is given by €2, x ., with

the droplet state coordinates taking the form (z, 2).

Quantitative representations of the droplet population

The main quantity of interest will often be the total number of droplets of a
particular volume, at a certain distance down the spray. To calculate this quantity,
we assume there exists an average droplet number density function, n, defined on
the particle state space, as outlined in [58]. Here, n(zx, z,t) is the number density
function, for x € €., z € , and time ¢ > 0. The number density function itself
represents the number of droplets of volume x, per unit droplet volume, per unit
volume in space, at distance z down the spray, at time ¢. Subsequently, n(z, z, t)
has units of number, per (internal) droplet volume range, per (external) volume in
space. Since internal droplet volume and external volume in space are measured
in pm?3 and m?3, respectively, the number density will be in units pm =3 m=3.

Another useful measure is the droplet number concentration, denoted by N (z, z, t).

This is defined by the formula

r+Ax
N(zx,z,t) = / n(&, z,t) d§, (2.1)

and gives the number of droplets, at time ¢, with volume in [z, z + Az|, per unit
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volume of physical space. This number concentration has units of number per unit
volume in space, i.e. m~3.

The number of droplets with volume in [z, z + Az| and position in [z, z + Az]

at time ¢, is then given by

z+Az z+Azx
[ a0 e (22)
where
A(z) = 72* [tan’ % — tan? g] (2.3)

is the cross-sectional area of the spray at position z. Alternatively, (2.2) may be

calculated from the number concentration (2.1), by evaluating the integral

z+Az
| AoN@c o (2.4

The number density function also allows for the calculation of the total number

of droplets in the entire system at time ¢. This is given by
Total no. of drops at time ¢t = / / n(x, z,t)A(z) dr dz. (2.5)

Droplet velocities

For simplicity, we will assume that the spray has reached steady state and that all
droplets of a given volume x and position z have the same velocity for all time,
denoted v(z,z). Thus, droplet velocity has no time dependence and is simply a
function of droplet volume and position. It is assumed that the direction of this

velocity lies along the spray sheet’s centreline, halfway between the inner and outer
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spray sheets, at an angle QTJFE to the z-axis, as illustrated in Figure 2.2.

€

FI1GURE 2.2: Illustration of the basis vectors e, and e, used to write the velocity
vector v(zx, z) in its component form.

As a vector in component form, the droplet velocity is written as

v(z,2) = u(z, 2)e, + w(z, 2)ep, (2.6)

where e, and e, are the vertical and horizontal basis vectors shown in Figure 2.2.

Denoting the magnitude of the droplet velocity as

v(x, z) = |v(x, z)], (2.7)

we can write

v(z,z) =v(zx,z) [Cos<a+ﬁ)ez+sin<a+6)ep} (2.8)

Equating (2.6) and (2.8) shows that u(x, z), the component of the droplet’s velocity
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in the z-direction, is

OH—ﬁ)'

u(z, z) = v(z, 2) cos( 1

(2.9)

The speed u(x, z) will be referred to as the magnitude of axial velocity, and will
later be used in the calculation of the droplet flux in the z-direction.

At the top of the spray, all droplets are assumed to be travelling at the same
speed when they leave the nozzle and this speed will be denoted ;. Likewise,
all droplets will have the same axial velocity at the inlet, the magnitude of which
will be denoted as uy. The inlet axial velocity is determined by the pressure
drop across the nozzle and the ratio of the nozzle orifice to air-core diameter, as

outlined in [59]. The zero flux of droplets across the inner and outer surfaces of

FLUX IN

FLUX oOUT

/ v zZ \ \I‘ == NOFLUX

FIGURE 2.3: One of the modelling assumptions is that there is zero flux through
the inner and outer surfaces of the spray, as pictured above.

the hollow cone, illustrated in Figure 2.3, follows from the previous assumption
that all droplets are assumed to move in the direction of v(x,z), and agrees with

that observed experimentally in [60].
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2.1.2 Conservation equation for coagulation and transport
within the spray

Now that the physical set-up and variables have been introduced, the next step
is to construct an equation incorporating both coagulation and the movement of
droplets down the spray, together with the spray’s shape. This is done by looking

at the conservation of droplets within a thin slice of the spray.
From Above:

P4=P(z) A1=A(2)

S(2) D —

S(z)
|

FIGURE 2.4: The change in droplet number concentration within the slice S(z), due
to coagulation and advection, is equal to the number flux of droplets
into the slice through the plane P, minus the flux of droplets out of
the slice through the plane P, plus the number born, and minus that
lost, due to coagulation. The horizontal surface areas of the spray at
planes P, and P, are given by A; and A, respectively, as illustrated.

The slice used in this derivation, labelled S(z), is enclosed between the planes
P, and P, in Figure 2.4. Here, P(z) represents the horizontal, cross-sectional
annular plane of the spray at distance z. We define planes P, = P(z) and P, =
P(z + Az) to be the upper and lower surfaces of the slice S(z), respectively, and
denote their corresponding cross-sectional areas as A; = A(z) and Ay = A(z+Az).
As zero flux is assumed through the inner/outer surfaces of the hollow cone, all

droplet movement must be across the planes P; and P, as illustrated in Figure
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2.5.

The change in the number of droplets of volume x within this slice will be
equal to the difference between the number of droplets transported into and out
of the slice at P, and P, respectively, plus the number of new droplets of volume
x born due to coagulation, minus the number of droplets of volume x lost due to

coagulation with others.

A(z)

F1GURE 2.5: The slice S(z) of the spray and the flux at each of its four different
surfaces. The region R is a vertical cross-section of the slice S.

Let f(x,z,t) denote the number density flux of droplets of volume z crossing

the top surface P;, at time ¢t. That is,
flx,z,t) = A(2)u(z, 2)n(x, 2, t), (2.10)

which has units of number per droplet volume range, per unit time. The number

of droplets with volume between x and = + Az, entering the slice S(z) through
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the upper surface over a period of time, At, is then given by

t+At r+Ax
/t / (&, 2 7)dedr. (2.11)

Likewise, the number of these droplets exiting the slice through the lower surface

P, is given by
t+At rz+Azx
/ / f(& 2+ Az, 1)dédr. (2.12)
t x

Thus, the change in droplet number density within S(z) due to advection is given

by the difference between (2.11) and (2.12). This change is equal to

t+At  pr+Az
/t /x (f(f, 2,7) = f(& 2+ Az, ¢)>d§d¢. (2.13)

The change in the number of droplets in the slice S(z) over the same, small

time period At is given by

No. drops at time t + At No. drops at time ¢

/2+Az /m+Az £ .t At — /2+Az /z+m~ (g,gt)dgd;.
(2.14)

The expression in (2.14) must be equal to that in (2.13), plus the number of
droplets born and lost due to coagulation. Hence, using the standard coagulation
equation (1.15), but now allowing the coagulation kernel to be dependent on spatial

position z, the change in the number of drops with volume between x and x + Ax
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in the slice S(z), due to coagulation over the same time period At, is given by

/H-At/z—f—AZ/m—‘rAx /05 K(E— 1y (e — 9. C. 7m0 C. )
_ /0°° (

K (&5, n(&,¢.1)nly, ¢, 7)dy|dgdcdr. (2.15)

When combined, the expressions (2.13), ( 2.14) and (2.15) produce the conservation

equation

No. drops in S(z ) at time ¢t + At No. drops in S( ) at time ¢

/ - / " n(€, ¢t + At)dgd¢ — / o / A (€, ¢, t)d&d¢
_ /tt+At /zac—i—A;r f(&z)r)dng—/tH_At /::+Ax £(6. 24+ Az, r)dEdr

No. drops e?tering slice No. drops gxiting slice

No. drops born due to coagulation

~

. /tt-‘rAt /:+Az /:+A;c A(0) [% /05 K(€ — g,y On(e — . ¢, 7y, ¢, 7)dy

- [ K€ Onté ¢ rnto. ¢ iy dedcar. (216)

No. drops lost due to coagulation

Combining integrals in (2.16) gives

z+Az x—i—Aac
/ /ﬁ (€, .t + At) — n(E, . 1)) dedc

t+At T+Azx
=l /ﬁ [F(E,27) — (62 + Az, )] dédr

. /tt+At /ZZ+AZ /:+Aa: 4(0) [% /05 K(€ — g9, Ol — .. )y, ¢, 7)dy

- [ K€wonte. ¢ rnto. ¢ miay|dgdcar. 2.17)
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Assuming Az, Az and At are very small, each of the integral terms in (2.17) can
be approximated as follows. For the term on the LHS, the transport term and the

coagulation integral terms on the RHS, respectively, we have:

z+Az r+Ax
/ / A (€, G, 1+ AF) — (€, ¢, )] dedC

~ A(z) [n(m, z,t+ At) —n(x, z, t)] AxzAz , (2.18)

t+At r+Ax
/t / [f(ﬁ,z,T)—f(§,z+Az,T)]d§dT

~ [f(z,2,t) — f(z,z + Az, t) | AzAt , (2.19)

and /fm /:+AZ /:Mx A(Q) [% /;K(é — 4,9, On(€ —y, ¢, 7)n(y, ¢, 7)dy

- [ K€ n Onte ¢ mint ¢ vy acicr
~ A(z) [%/o K(x —y,y,2)n(x —y,z,t)n(y, z,t)dy

—/ K(a:,y,z)n(x,z,t)n(y,z,t)dy]AxAzAt. (2.20)
0

Combining the approximations in (2.18), (2.19) and (2.20), equation (2.17) can be
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approximated, to first-order, by

A(z) x [n(x, z,t + At) — n(z, 2, t)]

At
_ [f(z, 24+ Az t) — f(z,2,1)
T Az ]
+ A(2) [%/0 K(x —y,y,2)n(x —y, 2z, 7)n(y, 2, 7)dy

_/OOO K(x,y,z)n(x, z,7)n(y, z, 7)dy|. (2.21)

Letting Az and At tend to zero, and using (2.10), we arrive at the equation

Transport & Spray Shape

Ve

% A(2)n(x, z,t)] + % [A(z)u(x, z)n(z, z,t)}
= A(z) x [% /0 K(x —y,y,z)n(x —y, z,t)n(y, z,t) dy

- s

Birth of droplets

—/OOOK(af,y,z)n(x,z,t)n(y,z,t)dy . (2.22)

J/

Loss ofﬁroplets

This equation combines the movement of droplets within the spray, the spray shape

and the effects of coagulation.

2.1.3 Airflow velocity

The air velocity profile within the spray dryer will generally be complicated and
thus difficult to give an accurate mathematical representation. This is due to the
fact that it will depend upon various different factors, such as the type and shape
of air intakes, exhausts and dimensions of the tower used. It will also be affected

by the flow of the spray, with momentum transfer between the droplets and the
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gas flow, and there is also the fact that it may not be axially symmetric about the
z axis. Interaction with the droplets may also lead to recirculating regions within
the airflow close to the spray nozzle.

In this thesis, we will make use of three different approaches to define the airflow
velocity mathematically. The simplest of these is to set the air velocity to be zero
throughout the length of the spray. Secondly, the airflow velocity may be set to

follow the axial velocity of a decaying jet, using the relation

Uqir (%) = 20 X u””(ZO), (2.23)
z

where u,;.(z) is the magnitude of air velocity at position z and z, is the point
of complete sheet break up. Here, the airflow is assumed to be purely in the z-
direction and the value of wug;,(29) is assumed to be known. The third approach
used is to define the airflow velocity by fitting its magnitude to that observed using

experimental data.

2.1.4 Equation for droplet velocities

To calculate droplet velocities within the spray, the approach used in [35, 61] is
adopted. This approach assumes that the droplet velocity for each representative
droplet size follows a time dependent force balance equation. In doing so, it is
assumed that a droplet’s deceleration is due to aerodynamic drag, buoyancy and
gravity alone. The droplet velocities can then be defined in terms of a droplet’s
volume and position in the spray.

The droplet velocity equation is derived by considering the sum of all forces

acting on a droplet of volume x at position z within the spray. This gives the
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equation

Droplet mass x Droplet acceleration = Z Forces

dv(x, z
== Pdrop T X % = ZForces, (2.24)

where pgyqp is the density of the droplets. We recall, from (2.7) and (2.9), that the
magnitude of droplet velocity, and the component in the z-direction, are denoted
by v(z,z) and wu(z, z), respectively. Using these, the acceleration of a droplet of
volume z can be written as

dv(z,z)  Ov(z,2)dz
dt 0z dt

(2.25)

Resolving (2.24) in the z-direction, and using the standard formulae for drag,

buoyancy and gravitational forces, the vertical force balance equation is

ou(z, z)

Pdrop T X u(x, 2) 5

Diag
= 2 pui O, ()G (w)] X (0, ) — (), 2) — thi ()

+ 9Pdrop T —  GPairt 5 (2.26)
~——— ——"
Gravity Buoyancy
where pg;r is the density of the air, ¢ is the magnitude of acceleration due to
gravity and d(z) is the diameter of a droplet of volume x. The term Cp_(z) is
the coefficient of drag associated with a droplet of volume z, at position z and its
value will depend upon the droplet’s Reynolds number at that position within the

spray. We define the Reynolds number for a droplet of volume x at position z, to
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be

Rex(z) _ paird(x) |U(ZL’/,J]Z) _ Um'r(Z)‘7 (227)

where p is the dynamic viscosity of the air; see [62, 61]. The Reynolds number
and drag coefficient are both functions of z, as they depend upon the droplet/air

relative velocity which varies at different z positions within the spray.

For low Reynolds numbers (Re,(z) < 0.3), the drag coefficient for a sphere is

calculated via Stokes law as in [63] such that

24

CDz(Z) = Rex(z)

. (2.28)

When the droplet Reynolds number is intermediate (0.3 < Re,(z) < 500), the
drag coefficient is given by the Schiller-Naumann equation [61, 64] which states

that

cm@y_RM (14 0.15[Rey (2)]°557), (2.29)

ex(2)
Noting that the droplet volume z can be written in terms of the droplet dia-

meter d(z), as

x:%uww, (2.30)

Drag
du(z, 2) ] 3 pair (W, 2) = Uair(2)) (T, 2) — Ugir(2)]
U(x72> a - _CD’I‘( )4 d
z Pdrop (:L‘)
+ g = lir (231
~~~ Pdrop
Gravity ~—~—
Buoyancy
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This is the governing equation we will use for droplet axial velocities within our
model, and matches that found in [61].

It should be noted that we are assuming that droplets of the same volume
all share the same velocity at a given distance down the spray. Likewise, the air
velocity at a particular z point will be pre-defined and fixed under the steady-state
assumption. Here, droplet collisions will have no effect on the droplet velocities
and as such, in this model, there is no explicit mechanism for the conservation of

droplet momentum.

2.1.5 Size and velocity dependent coagulation kernel

The coagulation kernel that we use is derived from the kinetic theory of gases
and can be found in [61, 65]. The kernel takes into account both the total cross-
sectional area available to a droplet for collisions and the relative velocity of col-
liding droplets.

v(X,z)

d(x) Q OO

Q o) O ¥
@O(DOOQ

FIGURE 2.6: Illustration of the volume swept out (and hence available for col-
lisions) by a droplet of diameter d(z) travelling through a field of
droplets with velocity v(z, z).

It is assumed that all droplets in the path swept out by a droplet are available
for collision and possible coagulation. In Figure 2.6, we illustrate this path for a

droplet of volume z, with diameter d(x), travelling through a field of droplets with
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velocity v(z, 2).

The basic idea behind the derivation of the kernel is then as follows. When a
droplet of volume z enters the slice S(z), it is travelling with an initial velocity
v(z, z) in the r-direction, as illustrated in Figures 2.3 and 2.4. Here, the r-direction
is simply the centreline of the spray, at angle # to the z-axis. In the absence of
any collisions, after a period of time At has elapsed, the droplet will have travelled

a distance Ar, where

Ar = v(x, 2) At, (2.32)

and v(z,z) is once again the magnitude of the velocity v(z,z). This assumes
At is small enough that a constant velocity approximation is reasonable. Then,
assuming all droplets are approximately spherical, with a droplet of volume =z

having diameter
6x > 1/3

d(z) = ( - (2.33)

the volume, AV/(z,z), that is swept out by such a droplet in time At can be

approximated by
2
(d(x)) vz, )AL | (2.34)

Subsequently, this can be rearranged to give

%ﬁ’z) _ %(d($)>2v($» 2). (2.35)
% % - %(d(m))i}(m, z). (2.36)

Then, on letting At — 0, we obtain

- %—Zfl—j _ %(d@:))%(:@, 2), (2.37)
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which is in agreement with [61].

If every droplet of volume z collides and agglomerates with every droplet of
volume y found in the volume swept out along its flight path, then the agglomera-
tion rate is simply the product n(y, z,¢)V of the droplet number density n(y, z, t)
and the swept out volume. The total number of these collisions, accounting for

every droplet of volume z in the flow, is then simply

1
§n(x, z,t)n(y, z,H)V.

This is the number of collisions for one droplet, multiplied by the number density
of droplets of volume z and divided by two. Here, the factor of % is necessary to
ensure each collision is counted only once.

The total number of collisions, C'(z,y, z), between droplets of volumes z and y
in the slice S(z) will thus depend upon the diameters d(z) and d(y), the relative
velocity v(zx, z) — v(y, z), and the number densities n(z, z,t) and n(y, z,t). Basing

the swept out volume V on that of a droplet of diameter d(x) 4 d(y), we then have

1 .
Cla,y,2) = ynla, % Only, 2,1) x V

= %n(x, z, t)n(y, z,t) x %(d(:)&) +d(y))*v(z, 2) — v(y, 2)|. (2.38)

If only a proportion A* of all collisions result in successful coagulation, then we
modify (2.38) accordingly to arrive at the following expression for the rate of

coagulation of droplets of volumes = and y at position z down the spray:

%)\*n(x, z,t)n(y, z,t) X %(d(m) +d(y))?|v(z, 2) — v(y, 2)|. (2.39)
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Then, in keeping with the form of (2.22), the coagulation rate kernel we use is

K(pn) = o R o) ) ole ) o 2)| (240
G y1/3)2\u(x, Do), (241)

where
A= \rl/3(3/4)%3. (2.42)

This kernel has units of volume in space per unit time. Subsequently, since we
have opted to use different scales for the droplet diameters and spatial lengths,
the parameter A must have dimensions of spatial length scale squared per droplet
length scale squared. Note that if the units chosen for the droplet length scale and
the spatial length were the same, then A\ would not need a scaling factor.
Throughout this thesis, A will be set to be constant, however, in reality its

value is likely to depend on the volume of the two droplets colliding.

2.2 Dimensionless model

Before investigating the modified coagulation equation (2.22) and transport equa-
tion (2.31), non-dimensional versions of these are derived using an approach similar
to that found in [66]. Within the model we have constructed, there exist large vari-
ances in the scales used to quantify the different parameters. For example, the pm?
scale associated with droplet volumes is around 10? times smaller than the m? scale
associated with the spatial volume of the dryer tower itself. Thus, from solutions
in a dimensional form, it may not be obvious how variations in one parameter

affects the overall system. However, by converting the equation to a dimensionless
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form, we reduce the complexity of the problem, and obtain a better insight into the
fundamental scales within the system. In the simplified, non-dimensional form, it
is also often easier to spot cases to which existing mathematical techniques may
be applied to simplify the solution process.

In the case of this model, making the equations dimensionless allows an insight
into which of the time-scales is the dominant time-scale for the system. That is,
whether coagulation or advection is the dominant force influencing the droplet

volume distribution throughout the spray.

2.2.1 Dimensionless coagulation-transport equation

The coagulation-transport equation (2.22) is non-dimensionalised using the dimen-
sionless variables introduced below. The dimensionless form of each variable will
be distinguished from the dimensional form by the use of an over-bar.

Since the spray is assumed to be in steady state, the inlet drop size distribution
will be constant for all time. Hence, at the inlet, at position z = z,, the total
number of droplets and total volume of droplets (per unit volume in space) are

given respectively by

No(t) = /000 n(z, zp,t)dz , Vo(t) = /000 xn(z, 20, t) dz. (2.43)

Due to the steady state assumption, both of these are independent of time, ¢; i.e.
No(t) = No and Vy(t) = Vp for allt > 0. Using (2.43), the mean droplet volume

at the inlet is defined to be
Vo

-5 (2.44)

Zo

This is then used to produce non-dimensional versions, Z and ¥, of the droplet
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volume variables x and y, given by

x=xoT and Yy = xy. (2.45)

To non-dimensionalise the spatial variable, z, we use the length, L, of the spray,

as described in Section 2.1.1, and define Z via

z=1Lz. (2.46)
For the coagulation kernel, we set
K(I’,y, Z) = KOK(jag7 2)7 (247)
where
1 oo o0
Ky = —2/ / K(z,y, 20 + €,) dxdy (2.48)
Ly Jo  Jo

is the average rate of coagulation at distance zy 4+ €, down the spray. We have
assumed there is no coagulation at zy and so must use the zg + €, term (e, < 1)
to evaluate the average coagulation rate as close to the separation distance z, as
possible.

For the droplet velocity, we set

u(z, z) = uou(z, 2), v(x,z)=upo(z,2), (2.49)

where w1 is the constant axial speed in the z-direction at which all droplets leave
the spray nozzle.

To obtain an explicit form for K (7,7, 2), we use (2.41), (2.47) and (2.49) to
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write

_ 1
K<j7g72) = KK(IO@QUOZ?,L?)

= g ug (2" + g* P lo(z, 2) — 07, 2)]. (2.50)

Noting that

1 (o] o0
Ky = —2/ / K(x,y,20 +€,) dzdy
Lo Jo Jo

1 o0 oo
=2 / / K(xﬂja xﬂga L(ZO + Ez))flfg d.i'dg
A / / 7 @+ g PP + ) — 05 % + E)| dad

—Auox2/3/ / (@ + P o(z, % + &) — 0(y, % + &) dzdy,

(2.51)
(2.50) reduces to
K(z,9,2) = O x (#° +§'7°*|o(z, 2) — 0(7. 2)|, (2.52)
where C' is some constant.
The cross-sectional area of the spray is non-dimensionalised by setting
A(z) = AL A(2), (2.53)

where A;, = A(L) is the cross-sectional area at the end of the spray. Recalling

from (2.3) that

A(z) = z*[tan® (%) — tan? <§>}, (2.54)
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it follows that

Az) == =2 (2.55)

We note that m and ULO have units of time; the former being the time-
scale associated with coagulation, whilst the latter is that associated with droplet
advection. To non-dimensionalise the time variable, either one of these time-scales
could be used. In order to determine which is the best choice, we would identify
which of the time-scales is dominant within the spray. For example, if coagulation
effects happen faster than advection can remove the droplets from the system, we
will non-dimensionalise time using the coagulation time-scale.

Here, we assume coagulation is the dominant time-scale and, for the time

variable, we set

t =1/ NoKo, (2.56)

and define the dimensionless number density n by

xon(%zat) = No’fl(ff’,f,ﬂ, (257)

where Ny, Ky, g, ¥ and z are as described above. We could equally have as-
sumed that advection was the dominant time-scale, however, since we are inter-
ested in coagulation effects, we have chosen to use the corresponding timescale
to non-dimensionalise the time variable. We also point out that, in terms of the

dimensionless variables, the following relationships are true
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From (2.46) and (2.56),

0 0 dz 10 0 0 dt 0
% 9:d: Loz ™ a—azd—NoKOat

Substituting these expressions into (2.22), and changing the limits on the y integ-

rals, leads to the equation

9) - No_,_ _ 0 o No_ 1
Ny K()&t [ALA( Z)—n(Z, z f)] + Za—[ALA(z)uou(x,z)w—on(x,z,f)] =
Ny N
ALA(z / KoK (2 —9,9,2)— ‘(:f—y,z,ﬂ—oﬁ(@,z,ﬂxody
_ N o
/ KoK —n(x Z f)—n(y,z f)xody} (2.59)

Grouping all the constants together, this becomes

ApLA(Z)NZK, O[i(z, 2, 1)] N ApugNoy O[A(2)u(z, 2)n(7, 2, 1)]
o ot Lxg 0z

— KN2
ALA(z) x 2o /K 5.9, 2)AE — 5, 7 DG, %, 1) dy

/Km,-r(man(y,zady (2.60)

Simplifying (2.60), and using (2.55), produces the non-dimensional form of the

coagulation-transport equation (2.22):

#x [5 [ K6 -p5.9006 - 5,500 2.0 d

/ng,-r(man(y,zady (2.61)
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Dropping the bars for notational convenience, (2.61) can be written as

% [z2n(x, z, 75)} + QO% [ZZU(L 2z, 2, t)] -

1 T
22 X |:§/ K(I‘ —Y,Y, Z)n(SC - yaz7t)n(y7z7t) dy
0

_/OOOK(x,%z)n(x,z,t)n(y,Z7t)dy}a (2.62)

where z, y € Q,, z € Q, and t € [0, o0),

Up Coagulation time-scale
9= ~7-7 (: — ) (2.63)
NoKyL Advection time-scale
and K(z,y,2) = C x (' + y"*)jo(x, 2) — v(y, 2)|. (2.64)

Note that qq is the ratio of the two different time-scales associated with coagulation
and advection. It is observed that if gy < 1, we have coagulation dominating. On

the other hand, if ¢y > 1, the opposite is true and we have convection dominating.

2.2.2 Dimensionless velocity equation

The next step is to put the droplet velocity equation into a similar dimensionless

form. Starting from equation (2.31), which stated that

Drag
u(z, z)M :’_ Dz(2>§ Pair (U2, 2) = Ugir (2))|u(, 2) — Ugir (2)]
z 4pdrop d(iL’)
Buoyancy
Gravity ,_/\
+ g = Ll (965)
Pdrop

it is clear that the ratio pu;/parep is already dimensionless. Similarly, the drag

coefficient, C'p_, is dimensionless by definition. The magnitude of acceleration due
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to gravity, ¢, has units of length in space per unit time squared, ms=2, whilst the

velocities u(z, z) and w4, (2) have units of length in space per unit time, ms™'.

First, we divide both sides of equation (2.65) by ¢ to produce

3 Pair (U2, 2) = Uair(2))|u(, 2) — Uair ()]
4 Pdrop g d(l’)

1 Lair o 9.66)

Pdrop

and note that the last two terms on the RHS are now dimensionless.

To eliminate the dimensions from the other terms, we introduce the following
dimensionless variables. Again, the bar above the variable is used to distinguish
the dimensionless form of a variable from the original. For the droplet velocity, we

again use (2.49), and, for the air velocity, we set
’U/m;r<2> = UO’ZZM‘T(E), (267)

where uy is the axial speed at which all droplets are assumed to be travelling when
they exit the nozzle and , as before, z = Lz.

To non-dimensionalise the droplet diameters, we use

d(x) = d(wox) = (§xox> P aa), (2.68)

where x4 is the same mean droplet volume, per unit spatial volume, at zy as in
(2.44).

To remove the dimensions from the gravity term, we set

9L = (u0)’g, (2.69)
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Rewriting equation (2.66) in terms of the new dimensionless variables produces

L_u% g an(ZL', Z) =
C ( 2)3 Pair L (ﬂ(,l’, Z) uair(z))lﬁ’(j7 2) - ﬁ'air(z”
Pt pirep (0) /3 gd(z)
11— Lam o (9.70)
Pdrop
where
24 . _
CD (Lz) _ W if Re[xoj](LZ) < 03,
[z07]
4 _\10.687\ . _
o2tz (14 005 [Reun (L2)]) ") if 0.3 < Repeya(L2) (§2 5723
Here, we have
Repays (L7) = %d(moxﬂu(asox, LZ) — i (L)]. (2.72)

This is only dimensionless, if zy and L share the same units. So to reach a fully
dimensionless equation, we use the dimensionless terms i and pg;., defined by
p= pairtio Lt and puir = PairPair, respectively, to remove dimensions from (2.72)

(Note: by this definition, pa; = 1). This leads to

_ Pair 3 /- Ry _ _
Rejgoz(LZ) = uoL—Mmé/ d(Z)up|u(Z, 2) — Ugir(2)|
wy” d(Z)|A(%, 2) — Gair (2)]
L i
x1/3 ~
= OTRCE(E),
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where

Subsequently, the coefficient of drag can now be written in dimensionless form as

ea® 5 —
Con ) #Reﬁj(%) if 09— Rez(z) < 0.3,
Dz\%) = 1/3 _ 1/3 _
) 1095t

(2.73)
Note that whilst the drag coefficient is usually dimensionless by definition,
the fact that we have chosen two different length scales for z-displacement and
droplet diameter (m and pm), means the dimensionless drag coefficient in (2.73) is
necessary. If the two length scales for spatial length and droplet diameter are set
to be the same, then the drag coefficient in (2.73) simply reduces to the normal
drag coefficient equations, found in (2.28) and (2.29).
Dropping bars for all terms apart from g, and rearranging, leads to the dimen-

sionless equation

0 L 3pair UL, Z2) — Ugir(Z))|UT, Z) — Ugir (2
ul@, 2) 5 u(r, 2) = —ch(zgpdmp( (z,2) <d(>g|0)< ) — thin(2)
vg— gl (274
Pdrop

where L/(z/®) is the ratio of spatial and droplet length scales. As g is taken
customarily to represent the usual gravitational constant, we retain the bar on the

g terms.
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Chapter 3

Analytical results for

coagulation-transport equations

In the previous chapter, we established that the non-dimensional form of the PBE

used to model the spray can be written as

% [2271(:1:, 2, t)} + qo% [

1 x
22 X |:§/ K([E - Y,Y, z)n(x - ?J,ZJ)n(yaZat) dy
0

2u(z, 2)n(z, 2, t)]

- /OOO K(x,y, 2)n(x, z,t)n(y, z,t) dy], (3.1)

where z,y €8Q,, 2z€Q, t€[0,0), ¢ = ﬁ,
and K(z,y,2) = C x (z'* +y'*)|v(z, 2) — v(y, 2)}; (3.2)

see (2.62) - (2.64). In later chapters, the emphasis will be placed firmly on the
application of appropriate numerical techniques to obtain information on the be-
haviour of solutions to (3.1). However, before we describe these numerical in-

vestigations, it is worth exploring the established analytical results on continuous
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coagulation equations, to see if any of these can be applied to (3.1).

3.1 Coagulation-transport equation

On setting
c(z,z,t) = 2*n(z, z,t), and (3.3)
K(z,y,z C
oy 2) = DEED G e ) o2l @34)

equation (3.1) becomes

%c(x, z,t) + qo cos(a Z ﬁ) % [v(:c, 2)e(x, z, t)} =
1

5/ k(x —y,y,2)c(x —y, 2, t)c(y, 2, t) dy
0

_.jéa)k(x7y,z)c(x,z,t)c(y,z,t)dy> (3.5)

where we have used the fact that u(z,2) = cos(o‘Tw)v(x, z). Note that (3.5) is a
spatially inhomogeneous coagulation equation incorporating (1-D) spatial trans-
port. The cone angles «, B appear in the coefficient of the transport term, as do
ug, No, Ko, and L. Here, the terms «, 3, ug, Ny, Ky and L are all input parameters
for the model.

If we assume that v(x, z) is known a priori, then there are some existence and
uniqueness results within the literature that can be applied to equations of the
form (3.5). However as far as we are aware, none of them deal with a spatially

and size-dependent coagulation kernel such as (3.2).

A typical uniqueness/existence result is that given in [67, Chapter 11]. Here,
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the spatially inhomogeneous equation that is considered takes the form

—c(z, z,t) + 9 [r(x)c(z, z, t)] + divz<v(x, z) c(z, z, t))
= %/Ox k(e —y,y)c(z =y, 2,t) cly, 2, t)dy

—c(x, z,t) /000 k(x,y)c(y, z,t)dy, (3.6)

where r(x) is a rate of condensation. Here, z is not restricted to being a scalar
variable, as it is in our model, and instead may represent any position in 3D space,
such that z € R3. However, as (3.6) uses a coagulation kernel k(x,y) which does
not depend on spatial position, the results in [67] are not directly applicable to
equation (3.5).

Other existence/uniqueness results are provided in [68]. Here an equation in-
corporating coagulation, fragmentation and spatial diffusion is considered, and

takes the form

% c(z,z,t) + Az, 2, t)c(z, 2, 1)

1 X
= — / k(x —y,y,z,t)c(x —y, z,t) c(y, 2, t)dy
0

2
(a2 1) / E(ey, 2 t) ey, 2 t)dy
0

+ f(z,v,2,t) + h(x, z,t), (3.7)

where f(z,v,2,t) and h(z, z,t) are fragmentation and source terms respectively.
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Here,

Az, z, t)c= —div, (a(x, z,t) grad ,c + a(x, z, t)c)

+ b(x, z,t) - grad ,c + ao(z, 2, t)c,

where a is the diffusion matrix, ¢ and b are drift vectors and aq is the absorption
rate.

The general nature of equation (3.7) means that it does indeed include coagulation-
transport equations with size and spatially dependent coagulation kernels as a spe-
cific case. However the existence/uniqueness results that are established require

the coagulation kernel to be bounded, which is not the case for the kernel given

by (3.2).

3.2 Steady-state equation

When we later solve equation (3.1) numerically, we assume that sufficient time has
elapsed for a steady-state system to be achieved throughout the length of the spray.
Thus, in this section, we investigate if there are any existing analytical results that
may be used to support the assumption that such a steady-state solution to (2.62)
may be achieved.

On setting the time derivative to zero in (3.5), we obtain the steady-state
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equation

:—){%/Oxk(x—y,y,Z)Cs(w—y,Z)Cs(%Z)d?/
_/OOOk(:p,y,z)Cs(x,Z)Cs(y,Z)d?J}> (3.8)

where

C
k(l‘aya 2) = ;("L‘l/?) + y1/3)2|1}($, Z) - U(y,Z)'

If we put f(z,z) =v(z, 2)cs(z, 2), (3.8) simplifies to

2 feny=1 / Fe - 9.9.2) flz - 9.2) f(5. 2)dy
_ / Ty, 2) (e 2) fl, )y, (3.9)

where

N sec((a+5)/4> k(z,y,2)

k(z,y,2) = % v(x, z)v(y, 2)
c sec((a + 5)/4> [v(@, 2) — v(y, 2)|(="/° + y/3)? (3.10)
qo2* v(z, 2)v(y, 2) ‘ |

If we regard z as a “time-like” variable, then (3.9) can be regarded as a non-
autonomous Smoluchowski equation, for which a small number of analytic results

are available; for example, see [69, 70].
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In [70], the coagulation-fragmentation equation considered takes the form

of(x,t) 1
o 2

/0 Ky — 9,00 f (@ — g, )dy

— f(x,t)/ K(x,y,t)f(y,t)dy + fragmentation terms, (3.11)
0

where K is a time-dependent coagulation kernel. Under certain hypotheses, it is
shown in [70] that a unique solution exists. However, whilst (3.9) may be obtained
from (3.11) if fragmentation is set to zero, one of the hypotheses in [70] stipulates
that the coagulation kernel is bounded. Since our kernel is unbounded, the results
presented in [70] cannot be applied to our equation.

Similarly, in [69], the existence of a unique, global, non-negative solution to
an equation of the form (3.11) is established. However, for the results in [69] to
hold, the coagulation kernel is again required to be bounded. Subsequently, these
results are also not applicable to our spray-drying coagulation model, due to our

choice of kernel.

3.3 A simplified steady-state problem

In the previous section, we highlighted the fact that, to the best of our knowledge,
existing analytic results on non-autonomous coagulation equations cannot be ap-
plied to the steady-state equation (3.8) because of the form of our coagulation
kernel. However some progress can be made if we make an additional simplifying

assumption on the velocity v(z, 2).
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More specifically, suppose that v(z, z) is separable and can be written as
v(x, z) = vi(x)va(z), where wvy(x) >0, vy(z) >0, Vu,z.
Then, from (3.10), we obtain
_ C sec((a + ﬁ)/4) (@3 1 y 32 oy (2) — w1 (y))|

k(@,y,2) = . vi(x) v1(y) 2v2()

= ki(z,y) X ka(2),

where
B C sec((oz + 5)/4> (2 + y3)? vy (2) — vi(y)|
ki(z,y) = % v1(z) v1(y) ’ (3.12)
and
Tolz) = — - (3.13)
S 2209(2) .

The steady-state equation (3.9) is then

5 H@2) =R {5 [ Bl = v e =) i

_ /OOO ki(z,y) f(x,2)f(y, z)dy}. (3.14)

The benefit to be gained from having the steady-state equation in this form is
that we can now rescale z to obtain an autonomous Smoluchowski equation. To

achieve this, we set

s=0(2) = /Z ko (0)do, (3.15)

20

and assume that ks satisfies the following conditions:
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1. EQ S C([ZQ,OO)),
2. O(z) » o0 as z — 0.

It follows that © is a strictly increasing, differentiable function from [zg, 00) onto
[0, 00). Consequently © is invertible, with inverse © ! mapping [0, 00) onto [z, 00).

We use ©7! to define a function w by

w(z,s) = f(z,071(s)). (3.16)

Given that f satisfies (3.14), it follows that

%w(m, s) = 82 [f((:v, @’1(3)”
= 2 j2,07(s) w0 ()

= {32(@;@;){% /OI El(x —y,y)w(r —y, s)w(y, s)dy

— /Omgl(x,y)w(w,S)w(y78)dy}.

0 1 [*~
= soles) = 5 [ e~ yyhele - sl )y
s 2 Jo

—/Oooif/l(x,y)w(x,s)w(y,s)dy, (3.17)

-T77 -



CHAPTER 3 — ANALYTICAL RESULTS FOR COAGULATION-TRANSPORT

where k; is given by (3.12). From (3.16), we also have that

w(,5) = f(2,07(s)) = v(z,07(5)) cs(z,07(s))

= (071(5))? v(z,071(s)) ny(z,07(s)), (3.18)

where ng(z, z) is the steady-state solution to our original problem (3.1). We can
then work backwards from any steady-state solution of (3.17) to get the corres-
ponding steady-state solution to (3.1), using the relationship
_ w(z, s)

s 7@ ! = :
N GO EXC)

M whnere zZ) = T g g
Sole ) Where O(2) /Zokrg()d.

= ny(x,2) =

Since equation (3.17) is an autonomous Smoluchowski equation, there are many
more analytic results available; for example, see [71]. However, before these can
be considered, we require some a priori information on the function vy, since this
features in the kernel ky. Even then, there is no guarantee that the kernel will
satisfy the conditions under which the analytic results hold. However, if we make
a further simplifying assumption, namely that the droplets in the tower are falling
vertically at their terminal velocity, then the scaling theory, described briefly in

Section 1.4.4, can be applied. This is explained in the next section.

3.4 Simpler model: droplets at terminal velocity

The steady-state equation can be simplified further if it is assumed that the

droplets are falling at their terminal velocity within the dryer tower. This as-
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sumption removes spatial z dependence from the droplet velocities, leaving us
with velocities Urgra(x) that only depend upon droplet volume.

Here, we assume that, for z sufficiently large, the radial component of any
droplet’s trajectory is zero. Subsequently, for large z, the droplet will simply fall
vertically downwards at its terminal velocity Urgga(z), as illustrated in Figure

3.1.

£\
AN
) V20
%?Eg 7 : < 2’5‘2\1
238 1 N\ a9
o2/ \°@
P @O'ool | \© O‘JO A
p@O@u / | \° eé\
2%0° / | \ Oge a
Do, Q@ °/ : \¢ eveoév\
) @ 7 (2
R0 R B 5
RO¥SH ! IbC)«'J I u
s, i resQsl  yUTERM
I

Ficure 3.1: Ilustration of the bell shape taken by a hollow conical spray as z —
0o, and droplets simply fall vertically downwards, after a certain z
position in space.

The terminal velocity of the droplets can be obtained by setting the spatial

derivative to zero on the LHS of (2.74). This results in the following equation for

Urerm:

4 ZEI/3 Pair
UTERM(ZU) = \/—O—gd(x)<1 + “ ) —+ Ugir
3 LCDz,TERM Pdrop
4 /3 6\ 1/3 3
e ) )

3 LCDz,TERM ™ Pdrop

where Cp, ;pp,, 1S the dimensionless drag coefficient of a droplet of volume x
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travelling at its terminal velocity. For this particular case, we assume the air
velocity wug; is constant. Subsequently, we can say that Urgra(z) behaves like
26 for large x.

Since the droplets are now all falling vertically, the spray’s cross-sectional area,

A(z), will be constant and therefore,
321t A(z) = A(z) = 2] ¥V 2 > 1.

Thus, for z > 21, equation (3.1) simply becomes

9, 9]
20 2 9 _
2, [n(a:, 2, t)} + qo2iUrgru () oy [n(x, z, t)]
A [5 [ K@=y onle = .z nly. 0 dy
0

—/OOOK(:E,y,z)n(:E,z,t)n(y,z,t)dy . (3.19)

At steady state, let n(x, z,t) = ng(z, z) be the steady state droplet number density.
Here, the time derivative is zero and the constants in (3.19) cancel out to give the

steady state equation

% [UTERM<x)nS<:U’ 2)] - % [% /Ox K(z =y, y,2)ns(z — y, 2)ns(y, 2) dy

—AMKWWJWALd%@Jﬁ@-(3m)
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If we then set f(x,z) = Urgru(z)ns(x, z), we have the steady-state equation

_/0‘00%1<5U,y)f($,2)f(y,2)dy ., (3.21)

2| Urerm (%) — Urpru (y)]

where ki(z,y) =7 x (/2 + y/3
1@, y) =9 x( v’ Urgrm (2)Urgrym (y)

, (3.22)

with

(3.23)

C
Y=
qo

It follows that, for large droplet sizes, the coagulation kernel El behaves like
Q(z,y) = (@ 4y ) [y=V0 — 27 1], (3.24)

Note that

Q(ax,ay) = a®*79Q(z,y) = a'*Q(x,y),

and, for y > x,

Q(z,y) oc y*321C,

Consequently, @) is a kernel of the type considered in Section 1.4.4, and satisfies
the assumptions (1.25) and (1.27) with A = §, = —¢ and v = 2. Also, since

Q(z,y) = lim a ? k) (az, ay),

a— 00

Ky is asymptotically homogeneous of degree % (see [48, p107]) and therefore the

corresponding coagulation equation can be investigated using the scaling and self-

similar solutions approach described in [48].
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However, since our interests lie with the less specialised case of droplets falling
non-vertically and at non-terminal velocities, we do not pursue this special case
any further here.

In summary, due to the unbounded and spatially dependent nature of our
coagulation kernel, we have shown that none of the existing analytic results for
coagulation-fragmentation equations can be applied to our spray model. Instead,
most of the existing work focuses on kernels that depend only upon the size of the
coagulating droplets. This inevitably means that the results cannot be applied
to spatially or temporally dependent kernels. There are a few results which are
applicable to spatially and temporally dependent kernels, however all of these
require the kernel to be bounded in nature, which ours is not. Even in the simplified
case of a steady-state system, the established results once again specify that the
kernel must be bounded. Subsequently, due to the absence of applicable analytic

solutions, we now proceed to validate our model numerically in Chapter 4.
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Chapter I

Numerical techniques for

coagulation-transport equations

This chapter introduces some numerical methods that have been specifically de-
signed to handle coagulation and transport. We show how these techniques can be
combined to discretise a general coagulation-transport equation of the form (2.62),

given by the equation

0 0

A(z) x [% /Ox K(x —y,y,2)n(x —y, z,t)n(y, z,t) dy

[A(Z)U(% 2)n(z, z, t)} -

— /Ooo K(z,y,z)n(x, z,t)n(y, z,t) dy},

r,y €0, 2€Q, te[0,00). (4.1)

Once the discrete system of equations has been established, we go on to describe
how they are solved numerically and illustrate the advantages of the methods we

have chosen by solving a series of test problems. For these test cases, we focus our
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attention on the specific case where A(z) = 1 and ¢o = 1, as appropriate analytic

solutions are available within the literature.

4.1 Numerical discretisation

4.1.1 Partitioned droplet size domain

In order to produce a discrete system of equations, the first step is to partition
the droplet volume domain, €2, as illustrated in Figure 4.1. The range between
adjacent points, v; and v, 1, is referred to as the i cell and the droplet population
in this cell is represented by a single volume z;, such that v; < x; < v;3; and
1 <4< 1. Here vy and vy correspond to the largest and smallest droplet volumes
considered. The point z; is termed the i** pivot point or representative droplet
volume and its value may be assigned differently depending on the numerical
technique being used. Throughout the remainder of this thesis, we will simply set

the pivot points to be the midpoints of the respective it" cells.

V1 V2 V3 V4 V5 Vi Vi+1 V|+1
o+—+— # p—- - ——¢—+—----—0—- - - -
0 X;
FIGURE 4.1: Partitioning of the droplet size domain. The ** cell covers the range

of droplet volumes between v; and v; 1, and v, represents the largest
droplet size considered.

The spacing of the points v; is arbitrary and the following methods will work

for any partition. These could be equally spaced along the droplet size domain;
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however we have opted to use a geometric grid given by
Vjt1 = T Uy, (42)

where > 1 is a constant grid ratio, and we set v; = ¢, where € (> 0) is small.
Careful choice of the constant r then allows the grid to be engineered to span a
specific size range. Here, this range is from the smallest droplet volume v, up to
the largest vry1. To achieve this, with a total of I grid points, the grid ratio is set

to be

r= () (4.3)

U1
Due to the decreased number of grid points needed to cover a given volume range,
the use of a geometric grid proves less computationally expensive in comparison
to a uniform grid. This will be especially relevant later, when applied to the
droplet volumes within a spray dryer, as these will generally cover several orders
of magnitude from around 15 — 2000 pm in diameter. The geometric grid also allows
for increased accuracy in the smaller droplet volume ranges, which will be covered
by a finer resolution set of grid points. This is important, as it is anticipated that
the vast majority of droplets will have volumes concentrated around the smaller

volume size ranges.

4.1.2 Partitioned spatial domain

The next step is to partition the spatial domain, €2,. This is done using a uniform
grid, which splits the range of dimensionless z values between z = 0 and z = 1
into J equal cells of size Az. The j spatial cell, €., is then the range z €

[2j—1/2: Zj4+1/2), where z;j_1/5 and 2,19 are the cell boundaries. We assign z; to be

-85-



CHAPTER 4 — NUMERICAL TECHNIQUES FOR COAGULATION-TRANSPORT

the representative distance for €2, and all droplets within the cell are assumed to
be concentrated at this point in space. For simplicity, these z; points are assigned
to the cell midpoints. A non-uniform grid could also have been chosen, however
we have opted to use a uniform grid for simplicity, and to minimise potential error
due to numerical diffusion.

Combined with the discretised droplet volume range, we now have the grid upon
which the general coagulation-transport equation (4.1) may be discretised. This
grid is illustrated in Figure 4.2 and we use the notation 2;; to represent the domain

of a grid cell such that

Qij E[Ui,viﬂ] X [ij1/272j+1/2],

where 1 =1,...,I, and j=1,...,J. (4.4)

4.1.3 Discretisation of the coagulation-transport equation

Having defined the computational mesh, the aim is now to approximate the droplet
number concentration in each of the grid cells €2;;. To achieve this, it is convenient
to use a piecewise constant approximation to the number concentration in each cell,
such that the number concentration at every distance in the cell €2;; is assumed to
be approximately equal to the concentration at the cell centre z;. The approximate

number concentration N;;(t), in the cell £;; at time ¢, then takes the form

Vi1l
Ny (1) =~ / n(z, 2, 8)dz = Ni(z, 1), (4.5)
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Distance
4
Ziv1f2.... ..
z
Ziqp. ... -
| | = Qij
Az t
X Droplet volume
Vi Vi1 X

FIGURE 4.2: Computational mesh used to discretise the coagulation-transport
equation (4.1). The cell with the black dot will be referred to as
Q

ij

where N;(z,t) denotes the droplet number concentration in the droplet volume
range [v;, v;+1] at distance z down the spray at time t. By definition, N;(z,t) is
given by

Vit1
Ni(z,t) = / n(x, z,t) dx. (4.6)

If we assume that all the droplets in the volume-range [v;, v;11] are concentrated
at the representative volume x;, then this allows us to approximate the droplet

number density n(z, z,t) over the it droplet volume cell by

n(z,z,t) ~ Z Ni(z,t)6(z; — ). (4.7)

This approximation will be a key step in producing a system of numerically tract-
able equations for N;;(t), as this will require a way of expressing the n(z, z,1t)

terms of the governing equations as functions of the N;;(t) terms.
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To begin, we take the general coagulation-transport equation, (4.1), and integrate

over the grid cell €2;;, which results in the equation

j+1/2 Vi+1
/ / 3 n(z, z, t)] dx dz

Zj—1/2 i

Influx of droplets due to coagulation
7\

~

g Zj+1/2 Vi1 z
/ A(2) / / K(x =gy, 2n(x — g, = n(y, 2 ) dy da d
(% 0

Zj—1/2

N | —

Outflux of droplets due to coagulation

- Zj4+1/2 Vit1
—/ A(Z)/ n(x,z,t) / K(x,y,2)n(y, z,t) dy dx dz

j—1/2
j+1/2 Vi4+1
—qo/z e /v 82 Ju(z, )n(x,z,t)]dxdz. (4.8)

J/

Transport term: Loss/gain of droplets due to advection

We then note that the term on the left-hand side (LHS) of (4.8) can be written as

/ - / o a )n(z, 2 t)}da: dz = — / ]%A (2)Ni(z,t)dz. (4.9)

Zj—1/2 Vi Zj—-1/2

Using the midpoint rule for the z integral, leads to the approximation

/ G+1/2 /vz+1 0 (e, Z,t)}dl’ ds ~ %[Vj]\fij(t)]7 (4.10)

Zj—1/2 i

where

V, = AzA(z;) (4.11)

is the approximate spatial volume of the system being modelled, lying within the
spatial cell €2.,. Using the expression in (4.10), equation (4.8) can now be written

as

~ [ Bj;(t) — Dij(t)] — Ti; (%), (4.12)
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where B;;(t), D;;(t) and T;;(t) are the birth, death and transport terms highlighted
n (4.8). In what follows, approximations to these terms are calculated, and dis-

tinguished from the exact values by the use of an over tilde, i.e. Eij(t), D;;(t) and
Tis(t).

In (4.12), we now have an equation where N;;(t) appears on the LHS but not on
the RHS and as such, cannot be solved for N;;(t) without first rewriting the birth,
death and transport terms on the RHS in terms of N;;(¢). To achieve this, we
make use of the approximation in (4.7), among others, to convert the birth, death
and transport terms into functions of N;;(¢) that can then be combined and allow

(4.8) to be solved numerically.

4.1.4 The Kurganov-Tadmor scheme for the transport term

We first consider the transport term in equation (4.8)

j+1/2 Vit+1 é)
Tis( —q()/ / Ju(x, z)n(:c,z,t)]d:cdz,

Zj—1/2 CH)

which we want to rewrite in terms of N;;(z,t). We can use the discrete approxim-

ation for n(x, z,t) and u(z, z) to approximate T;;(t) as

Ty(t) = g / i % [A)us(2)Ni(z, 1)) de, (4.13)

where

ui(2) = u(x;, 2) (4.14)
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is the velocity of a droplet of volume x; at distance z. Carrying out the integration

in (4.13) leads to the equation

Tij(t) ~ qoA(zj1/2)ui(Zj41/2) Ni(Zj1/2, 1) — @ A(Zj—1/2)ui(2j—1/2) Ni(2j-1/2, ).
(4.15)
The RHS of (4.15) is simply the difference between the number flux of droplets
into and out of the cell 2;; due to advection. However, due to the way we have set
up our computational mesh, the droplet number concentrations at the cell edges,
N;(2j11/2, 1), are currently unknown.
This is overcome by using the upwind, central differencing scheme of Kurganov
and Tadmor [72]. The technique is a modification of the Nessyahu-Tadmor scheme
[73] and satisfies the total variation diminishing property [74]. The scheme allows
us to approximate the fluxes at the cell edges, using the information about the
droplet number concentration from the cell centres, and is implemented as follows.

By setting
¢(z,t) = A(z)Ni(z,t)  and  f(z,¢(z,1)) = qoui(2)d(2, 1), (4.16)
equation (4.15) can be rewritten as

Ty(t) ~ f<2j+1/27¢(zj+1/27t)> - f<2j71/2,¢(2’j71/2,7f)>,

~ Fipip(t) — Fj_12(1), (4.17)
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where the numerical flux terms Fj1,/5(t) are defined as

1
Fyarpa(t) = 5[f (212, 0110 (8) + F(Z11/2, 0 1o (1))]
_ aji1/2(t)

2 [ ;Lil/Q(t) o (b;:tl/Q(t)]' (4-18)
Here, a;41/5(t) is the maximal local speed of propagation at the cell boundary
Zj+1/2. Since we know the droplet velocities and number concentrations at the cell

centres, intermediate values ¢j‘[+1 /Q(t) are given by the equations

Az 10¢
Tap(t) = Gpn(t) — 7(@) :
Zj+1
and
_ Az (0¢
Drp12(t) = 05(t) + > <§> (4.19)
These intermediate values (b;l /2 (t) and b5 /Q(t) are slope limited extrapolations,

approximating the value of ¢(z;41/2,t), using the known droplet velocity and num-
ber density information from the cell centres z; and z;.1, respectively. Approxim-

ations to the spatial derivatives used in (4.19), are then given by the formula

(%)

chj — ij—l’ Gjr1 — Qi1 0¢j+1 — ¢;

Az 2Az ’ Az )’ (4.20)

= minmod(

Zj
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where 1 < ¢ < 2, and the multivariable min-mod slope limiter function takes the

form

min{xj} if T > 0 VJ,
minmod(z1, z,...) = ¢ max{z;} ifz; <0 Vj (4.21)

0, otherwise.

The local speed of propagation at the cell boundaries, a;11/2(t), is then calculated

as
[ AV ) N G AV ) |

In our case,

ajr12(t) = % = qoui(2;). (4.22)

Zj

Putting the above together, the discrete transport term is simply

Tij(t) = Fjyay2(t) — Fj—1/2(t), (4.23)

where the numerical flux terms, Fji1/5(t), are defined in (4.18).

Whilst we have chosen to use the Kurganov-Tadmor scheme for this approxim-
ation, there are many other existing techniques that could have been used here.
These include first-order upwinding, the Lax-Friedrichs scheme, and second-order
methods such as the Beam-Warming or Lax-Wendroff method [75, 76, 77]. In later
sections, we will perform some numerical experiments to demonstrate why we have

made this choice.
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4.1.5 Discrete death term

We now consider how to discretise the birth and death terms in equation (4.8),

starting with the death term

Zj+1/2 Vi1 o
D;;(t) :—/ A(z)/ n(:v,z,t)/o K(z,y,2)n(y,z,t)dydxdz. (4.24)
Zj—1/2 Ch

Approximating the z integral using the midpoint rule, this term becomes

=V,

A\

Vo ™~

’Ui+1 o
Di;(t) ~ — (2j11/2 — zj—1/2) A(%) / n(:x,zj,t)/ K(z,y, z)n(y, zj,t) dy dx.
Uy 0
(4.25)

The y integral can be written as a sum of integrals so that

1

Dij<t) = _Vj /vviJrl [n(x’ Zj>t) Z

‘ k=1 """k

Vk+1

K(z,y,z)n(y, 2, t) dy]d:v. (4.26)

Here, the summation up to ¢« = I is to account for v;,; being the largest droplet
volume in the system. Replacing the n(zx, z;,t) terms by the approximation given

in (4.7), we obtain the new approximation

I
Dij(t) = =V; > K; jkNi(zj, t)Ni(z5, 1), (4.27)

k=1

where

Ki,j,k = K(IZ, JZj, Zk).
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4.1.6 Discrete birth term

We next consider the birth term in (4.8),

1 ;+1/2 Vi+1
Bi(t) = 2/ / / Kz —y,y,z)n(x —y, 2, t)n(y, z,t) dy dz dz.

Zj—1/2

(4.28)
Using the midpoint rule for the z integration,
=Vj
1~ o -~ Vi1 T
( ) 5 (Zj+l/2 — Zj— 1/2 (Z]) / / K(x_yay7zj)n(x_y7Zjat)TL(y?Zjat) dy dzx.
v 0
(4.29)

Splitting the y integral into the sum of two separate integrals, we obtain

V. Viy1l LU
~ ?J [/ / K(z —y,y, zj)n(x —y, zj, t)n(y, zj, t) dy dz
v; 0
Vi+1 x
+ / / K(l‘ - Y9, Z])TL(LL' - Y zj,t)n(y, zj7t) dydl‘ ) (430)

which is then rewritten, with the first y integral replaced by the corresponding

sum of integrals, such that

V} vip1 i1 Vk+1
sz(t) = ?[/ [Z/ K(I —y,y,Zj)n(x - y»Zjut)TL(ya Zj7t> dy} dx
v; 1 ¥ Uk

Vi1 x
+ / / K(z —y,y, z))n(x — y, 2, t)n(y, 2, t) dy dw} - (4.31)

Replacing the n(x, z;,t) terms by the approximation

n(z, zj, t) ~ Z Ni(zj, t)d(x — xy), (4.32)
I=1

~94-



CHAPTER 4 — NUMERICAL TECHNIQUES FOR COAGULATION-TRANSPORT

we obtain the approximation to the birth term

k=1 "k

X Z[Nm(zj, )o(y — )] dy] dx

Vi41 xX
+/ / K(z —vy,y,z) X

X [N (2, )0(y — z)] dy dz|.  (4.33)

m=

Vk+1

1
K(z —y,y, %) XZNZ 2, 1)0(x —y — x1)]
=1

] -

[Ni(z,1)0(x — y — )]

=1

~

—_

As with the transport term, the tilde over the variable is used to emphasise that
this is now an approximation to the birth term.
To allow us to simplify (4.33), we change the order of integration for the second

integral term so that

1—1

_ V. vig1 Vg1 d
sz(t):_[/ [Z/ K _y’y7Z] XZNZ Zj? x—y—xl)]
Ui =1

=1

<.

X Z[Nm(zj, )o(y — )] dy] dx

XY [No(2,)0(y — )] dady|. (4.34)
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Now applying the sifting property of the Dirac-delta function to the integrals in

(4.34), we have that

i—1

By(t) = %[/+ [ZK o xk,wk,zj)xi[]\fl(zj,t)d(x—:ck—:cl)]xNk(zj,t)] do

(%

Vit1 I
+ K(x —x;, @i, 2j) X Z[Nl(zj, 1)0(x — x; — x7)] X Ny(z;, t)dx} . (4.35)
1=1

U

To proceed further, it is noted that

Vit1 Vit1 1, if Tj+x) € [Ui, Ui+1],
/ Mr—xj—xp)de = / M — (zj+xy))de =

0, if T+ T §§ [Ui,vi+1],

and, as such, we only get a contribution to the birth term from the first integral
when x;+12; € [v;,v;41]. Likewise, in the second integral, we only get a contribu-
tion to the birth term when x; + x; € [v;,v;41]. Thus the birth term from (4.35)

can be simplified to

Byy(t) = % [i Ne(zt) Y Kz e %) Nz, 1)

v < Tp+r; <vig

Sum over [ =1 to I.

+ > K (1, 24, 2 ) Ni(z, ) Ny(z;, 1) | .~ (4.36)
Vi< x4 <vigl

—_——

Sum over [ =1 to I.

We can then add the two terms on the RHS of (4.36) together, being careful not to
count terms twice. Since K (z,xj, z;) is symmetric (K (xy, z;, 2;) = K(xj, vk, 25)),
each term K (zy,x;, 2;)N;(2;,t)Ni(2;,t) has a corresponding identical term

K(xj, xk, 2j) Ni(2zj,t)N;j(z;,t) except for the case when | = k. Thus if we add
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the two sum terms on the RHS of (4.36) and specify that [ > k, then we avoid
counting these identical terms twice. However, we still end up double counting the
terms where [ = k and so these terms need to be removed. This is done using the

Kronecker delta term, d;, to remove the duplicates and (4.36) becomes

1>k
~ Z— 1
Bij(t) = V; (1 — §5lyk)K({L’l,Jik,Zj)Nl(Zj,t)Nk(Zj,t)7

vi< xR+ <vigl
1>k

~ 1
— sz(t) = ‘/; Z (1_§5l,k)Kl,k,le,j<t)Nk,j<t)' (437)

v; <t <vigl

From this point, there are a number of different numerical methods that we could
use to proceed, such as the fixed pivot method of [78] or a finite volume scheme
as used in [79]. However, on weighing up the advantages and disadvantages of
the available methods, we have chosen to use the cell average technique proposed
in [80]. Whilst the fixed pivot is currently the most widely used of all existing
techniques, the cell average technique provides a more accurate prediction of the
number density of larger droplet sizes and so it is the best choice for our model.
Both these sectional methods are more general and flexible than the other exist-
ing discretised techniques in the literature, with each allowing for any choice of
numerical grid, being compatible with both multiple and binary coagulation and
allowing the accurate evolution of any two desired moments of choice.

Before we focus our efforts on the cell average technique, we will quickly outline
the fundamental difference between the two schemes and the effect this subtle
change has on the predictions of droplet number density and integral moments

obtained from each method.
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4.1.7 Sectional methods

The cell average and fixed pivot techniques are sectional methods developed spe-
cifically for application to coagulation and fragmentation processes. Both are de-
signed to work with a general partition of the droplet size domain, and each aims
to accurately evolve any two desired moments of the droplet volume distribution.
The fundamental difference between the two techniques is simply the way in which
the birth term is handled. Rather than assuming all droplets born in the range v;
to v;41 are of size x;, the methods distribute a fraction of these newborn droplets
to each of the neighbouring representative volumes. However, they both perform
this distribution slightly differently, and this subtle difference has a significant ef-
fect on the subsequent predictions made by each method.

The cell average technique was developed by Kumar et al. [80] as a more accurate
evolution of its predecessor the fixed pivot method [78]. Using the fixed pivot
method, each newborn droplet within a cell is considered separately and a fraction
of that droplet is allocated to each of the neighbouring pivot points, so that the
two desired moments of the droplet size distribution are evolved accurately. These
pivot points are assigned to be the representative droplet volumes, x;. The idea
behind the cell average technique is to calculate the average volume of ALL new-
born droplets within a cell and to assign a fraction of this average droplet volume
to the neighbouring representative volumes such that any two properties of interest
can be accurately evolved. In the case of the spray drier model, the two properties
of interest we want to evolve accurately are the total mass of the system and the
droplet number density.

When using the cell average technique, the net birth in €2, the i droplet volume
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FIGURE 4.3: Illustration of the assignment of droplets born in the (i — 1) cell
to the neighbouring representative size x;, via (a) the fixed pivot
method, (b) the cell average technique where a;_; < x;_; and (c) the
cell average techniqgie when a;_; > x; ;. Here, a;_; is the average
volume of a new born droplet in the (i — 1) cell.

cell, is calculated using the volume average of all newborn droplets due to co-
agulation within the three neighbouring cells; €2, , , ., and €, . The newborn
droplets are then assigned to nearby representative volumes depending on the posi-
tion of this average value. The difference between these two concepts for allocation
of the newborn droplets is illustrated in Figure 4.3.

The main disadvantage of the fixed pivot technique is that while the two moments
are evolved accurately, it consistently overpredicts the droplet number density.
This is especially obvious for the larger droplet sizes when using a coarse numer-
ical grid, and so, in general, a finer grid has to be used to maintain accuracy with
the fixed pivot technique. Another weakness is that the fixed pivot method can
only be used for coagulation and breakage, unlike the cell average technique which

can still be used when growth and nucleation are present within the system being
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modelled [81].

The problem is, that in the context of a spray dryer, the finer droplets generally
far outnumber the larger ones. This means that it is beneficial to use some form
of geometrically stretched grid, that will allow the full size range to be covered
efficiently, ensuring high accuracy for the fine droplets, yet not neglecting the lar-
ger ones. This is where the newer cell average technique prevails. On the same
geometrically stretched grid, the new technique improves the overall accuracy of
the numerical predictions for both the intermediate and large droplet size ranges,
yet still maintains the accuracy over the finer droplet sizes and moments, seen with

the fixed pivot technique.

4.1.8 Fixed pivot technique

The theory behind the fixed pivot technique is fairly simple — consider two
droplets that collide and coagulate to form a new droplet of volume v at dis-
tance z within the spray. If this droplet’s volume lies between the representative
volumes x; and x;,1, then we simply assign a fraction of the newborn droplet to
x; and the remaining fraction to z;,1.

If the newly formed droplet has volume exactly equal to one of the representat-
ive volumes, it is simply allocated solely to that representative volume and con-
sequently all physical properties, such as mass, will be preserved. When a newly
born droplet’s volume does not correspond to one of these representative volumes,
we must assign it to neighbouring representative volumes in such a way that the
moments of choice are preserved. To achieve this, the formation of a droplet
of volume v in the range (z;,x;11) is handled by assigning fractions a(v, z;) and

b(v, x;) to the representative volumes at x; and z;,; respectively. The represent-
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ative volume z; then gains a fraction a(v, x;) from the droplets born in the range
(2, x;+1) and a fraction b(v, ;) from the range (z;_1, x;), where a(v, x;) and b(v, x;)
are calculated as shown below.

If we are to conserve the (** and p'* moments, then for a droplet v born in the

range (z;, T;41), the fractions a and b must satisfy the following equations:

a(v, z;)zs + b(v, xi+1)x§+1 = ¢¢

a(v, z;)zt + b(v, i)l = v (4.38)

The fractions a(v, z;) and b(v, z;) are then found to be

Colt a6
VT — U T

a(v, ;) = 4.39

( ) xicx?-&-l - $¢x§+1 ( )
vzt | —vras

b(v,2;) = — il ” 2_1 (4.40)

” )
Ty 1 — Ty

i
From (4.37), our approximation to the birth term of the equation is currently

>k

Byty=v; > = (1- %5l7k)Kl,k,le,j(t)Nk,j(t). (4.41)

vi<xpta; <viql

This is then further approximated to give the modified fixed pivot birth term
for the birth in the cell €;;. Since the representative volume x; gains a fraction
a(v, z;) from the droplets in the range (x;,z;41) and a fraction b(v,z;) from the

range (z;_1,x;), the modified birth term is

>k
~ = 1
B = > (1- §5l,k) n(v) KNk, () Nij(t) (4.42)

Lk
i1 <(zp+x)<wip1
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where
v =2 + Ty,
I TN
vSak vh s
1 1
s = Ty <V < T
o6t — Pl -
n(v) = i Tit1 i Uiv1
ol — ol
Ti1 <0< T
26t — Pt
iTi1 i Ti1

Note that in the above, n(v) is simply the fraction a(v,z;) when z; < v < x;44
and the fraction b(v, z;) when z; 1 < v < ;.

The exact preservation of numbers and mass is achieved by setting ¢ = 0 and
p =1 as in [78] and by doing so, the expression for n(v) simplifies to the linear

hat function

Tiy1 — VU
P T <v < Ty
_ i+l — Ty
n(v) =
UV —Tj1
S — zio1 <v <
Ty — Ti—1

4.1.9 Cell average technique

Now focusing on the cell average technique from [80], we take the same birth
term approximation (4.37) that the fixed pivot method began with, and modify it
accordingly, to get the corresponding modified birth term. From (4.37), we have
that

1>k
~ — 1
B(ty=v; > (1- 5 000) Ko Nig (8) Nie (1), (4.43)

v < @pta; <vigt

where this is interpreted as the total number of new droplets born due to coagu-
lation, whose volume lies within the range €2, at distance z; down the spray. The
net volume of newborn droplets in the cell €2;; as a direct result of coagulation will

thus be equal to the number of new droplets Eij (t) multiplied by their respective
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volumes. This volume is labelled M;;(t) and given by the equation

>k
= 1
sz(t) = V7 Z (1 - §5l,k)Kl,k,le,j(t)Nk,j(ﬂ(xl + ZL’k) (444)

v; < Tp+T; <vig1

From (4.43) and (4.44), the average volume of newborn droplets in 2;; can be
calculated. Denoting this average volume as a;;(t), it is calculated by simply
dividing the total volume of newborn droplets by the total number of newborn

droplets and thus, we have the equation

a(t) = =" (4.45)

Using the cell average technique it is now assumed that all newborn droplets in the
cell ;; are temporarily of volume a;;(¢) and these droplets are subsequently divided
between the neighbouring pivot points (representative volumes), depending on the
position of a;;(t). As with the fixed pivot technique, this division of newborn
droplets between pivot points is done so as to accurately evolve both the number
and total mass of droplets in the system.

Suppose that the volume a;;(t) lies between x; and z;41, and let a and b represent
the number of the newborn droplets assigned to the pivot points z; and x;y;
respectively, at distance z; within the spray. Thus for the correct evolution of

both number and mass, we require

at+b = By(t), (4.46)

al’i—|—bl’i+1 = Blj(t)&Z]@) (447)
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Solving (4.46) and (4.47) for a and b, results in

(Z(C_lij (t)) _ Bz‘j<t) (dij (t) - $i+1) and b(C_lij (t)) _ Bij(t) (dij (t) _ JZZ) (448)

Ti — T+l Tit1 — T4
Now if we look to model the birth due to coagulation in the cell €2;;, then at

position z; in the spray, the volume pivot point z; gains contributions equal to

a(aii(t)) if a;(t) € [zi, il blaii(t) if ay(t) € [zi1, wi),

a(di—l—l,j) lf C_Li_,_l,j(t) - [acl-,xiﬂ] and b((_li_l) lf (_Ii—l,j(t) - [mi_l,xi].

Thus, by introducing A\ and \;, where

Ne(r) = £ T

b
Ty — Ti+1
we can rewrite the functions a and b as

a(§) = Bij(t)A;r(g) and b(§) = Bi; (t>>‘i_+1(5)-

Using these, the cell average approximation to the birth term for cell €2;; can then

be written in the form of [80, Equation 17], which states

BGA(t) = Bimry(t) A7 (@im1 () H (@515 (t) —2im1) + By (N, (@ (8)) H (05— a5 (t))
+ By (N (@ (1)) H (@55(t) — 21) + BiagA @1y (0)H (i1 — i1 5(2))

(4.49)
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where H(z) is the Heaviside function

1, x>0
H(z) = %, z=0
0, z <0

The first term in (4.49) represents the contribution to the pivot point x; due to
birth in the cell €;_; ;. Such a contribution occurs when a;_; ;(t), the volume of
the average newborn droplet in the cell ;4 ;, lies in the range [z;_1,2;]. As a
result, we then have a fraction A;_; of the total number of droplets born (Ei_lﬁj (1))
in the cell ;_; ; assigned to the pivot x;. The Heaviside function is simply there
to tell us whether we get a contribution or not. If a;;(t) < z; lies out with [z;_1, z;]
we will have no contribution. The Heaviside function reflects this and takes the
value zero if this average lies outwith this range.

The other three terms in (4.49) act in the same way — representing the contribu-

tion to the pivot point z!" of the cell Q;; if:
e the average volume of new droplets born in €2;; lies in the range [z;_1, 2;];
e the average volume of new droplets born in €2;; lies in the range [z;, zi11];
e the average volume of new droplets born in €, ; lies in the range [z;, z;41].

The Heaviside function is chosen with H(0) = % to avoid double counting, since,
if the average birth in the ;; is exactly equal to x;, then we find we have a
contribution to the birth at z; from both the second and third terms in (4.49).
Had the standard definition whereby H(0) = 1 been used, we would have allocated

double the number of droplets to the representative volume z;.
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So from (4.49), when applying the cell average technique, our discrete birth term

becomes

BEAW) = Bioa g () A7 (@1 (0) H (@i (8) =ai0)+ By (DA (i (0) H (a5 (1)

+ By (A (@i (1)) H (@i (t) — @) + Biyi N (@1 5(6) H (21 — Qi (1)),

(4.50)

where
1>k

- 1
Byt)=Vv; Y, (- 500 Kk N () N ()

Vi< p+T; < Vig1
Combining the discrete transport, birth and death terms, (4.23), (4.50) and
(4.27) with equation (4.8), results in the coupled system of ordinary differential
equations
d 1 ~

S Vu(t) = v BEA() + Dyy(t) = Ty (1) | (4.51)

where

1<i<I and 1,<j < J (4.52)

4.2 Numerical solution of the discretised system
of equations

To solve (4.51), we first create a vector IN(t), which takes the form

N(t) = (Nll(t),N12(t),...,Nij(t),...,Ngl(t),Nzg(t),...,Nu(t)>T, (4.53)
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and then solve

d
(1) = G(N()), (4.54)

where G is a vector corresponding to the RHS of (4.51).

The system (4.54) is solved numerically using an explicit, fourth order Runge-
Kutta method with adaptive time-step control (MATLAB’s ode45). We are in-
terested in being able to quantify the droplet volume distribution within a steady
state spray, where the temporal effects of atomiser start up are negligible. As
such the approach described here is specific to the solution of steady state prob-
lems. For the solution of (4.51), the system is treated as a time-dependent system
of equations, and the Runge-Kutta scheme is used to return the droplet number
concentration throughout the length of the spray at a time where the spray has
established its steady state. That is, we integrate the system of equations forward
in time until the computed approximation of N takes on a steady state value.
To test for convergence towards a steady state, we evaluate the L; norm of the

differences in the approximation to N between time-steps, given by

J 1
=2 2 ING =N

j=1 i=1

, (4.55)

where the superscript 7 denotes the time step at which the temporal differences

has been calculated. Time integration proceeds until

E. <k, (4.56)

for a chosen tolerance x and/or when some maximum time, t,,,, has been exceeded.
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4.3 Test problems

We now look to see how the combined numerical methods perform in a group of
test problems. In these, we run a series of simulations of advection and coagulation
in isolation, followed by the case of coagulation with constant advection. To check
the accuracy of these simulations, the predicted results are verified against known

analytic solutions for the test problem used.

4.3.1 Constant advection and no coagulation

To illustrate the Kurganov-Tadmor scheme’s ability to resolve sharp advecting

fronts, we consider the following model problem of constant advection with no

coagulation,
0N, 0N,
— =U;—— 4.57
at d Oz ; ( )
where
100 if z =0,
N1 (Z, 0) =
0 if z£0,
Ui >0, z¢€ [O, 1],
and

Ni(0,t) =100, V¢

This PDE models a constant influx of monomers at z = 0, advecting at con-
stant speed U, through an initially empty region where all monomers are initially
concentrated at the inlet. Here, Uy is the constant advecting field and, for this
example, is set to be Uy = 0.006.

Equation (4.57) has been approximated using the Beam-Warming [76], Lax-
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Wendroff [77] and first-order upwind schemes [75, Chapter 4], and the results are
shown in Figure 4.4. The equations were solved using a uniform spatial grid. The
grid point spacing is denoted by Az and the process was repeated using grids of
both 40 and 160 points.

To ensure stability of these methods, it is essential that the size of the time
steps, At, satisfies the Courant-Friedrichs-Levy (CFL) condition [82]. For stability
of the first-order upwind and the Lax-Wendroff schemes, the following inequality

must be satisfied [83, Chapter 17]

A
CFL number = UdAt < 1 (4.58)
z

In order to achieve this, we set the time step size to be

A
At =0.1x —, (4.59)
Uq
and subsequently, the number of time steps used to be t,,,,/At.

Similarly, for the second-order Beam-Warming scheme, the CFL condition re-

quires [83, Chapter 17]
Uy At

2 4.60

AZ — ) ( )
whilst, for the Kurganov-Tadmor scheme [72],
Uy At 1

—. 4.61

Az 8 (4.61)

Figure 4.4 shows the computed solutions using each method at time t,,,, =

100. The analytic solution at this time is a step function, dropping from 100
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to 0 at z = 0.6. We can see that both the Beam-Warming and Lax-Wendroff
schemes capture the steep advecting front well, but both methods give rise to
unwanted oscillations. In a particulate system, any oscillations in these solutions
may result in unrealistic, negative droplet number concentrations and so they
must be avoided at all costs. The first-order upwind scheme has none of these
oscillations, but instead sees significant numerical diffusion and, as a result, it fails
to resolve the steep advecting front. The Kurganov-Tadmor scheme does the best
job of capturing the steep advecting front. In comparison to the other techniques,

there is very little numerical diffusion and there are no unwanted oscillations.
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FIGURE 4.4: Numerical approximations for constant advection with no coagula-
tion. Comparison of results produced using the following schemes:
(a) Beam-Warming scheme [76]; (b) Lax-Wendroff scheme [77]; (c)
First-order upwind scheme [75]; (d) Kurganov-Tadmor scheme [72].

To investigate the estimated order of convergence (EOC) of the Kurganov

Tadmor scheme, equation (4.57) was solved using the initial condition

Ny(z,0) = 50 [1 + tanh(

Z0 — Z)]
€4 ’

where we set ¢, = 0.1 and 2y = 0. The equation was solved using grids of increasing
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resolution for the spatial range, with 20, 40, 80, 160 and finally 320 grid points.
The results for the 160 point run are shown in figure 4.5, where we have integrated
forward in until time ¢,,,, = 100. We solve using an explicit Runge-Kutta method,
with adaptive time-stepping and very small tolerances. With such fine tolerances,
the assumption can then be made that any error in the results is due to the
discretisation of the advection term, and so these errors can be used to estimate a

numerical method’s order of convergence. The error in the numerical results was

100 : : ‘ e

90 r

80

X 160 grid points

— — Analytic solution | 7

— — Initial distribution

70+ \
60 \ \
50 \ \

40t \ ¢

Number density, N;

30t
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FIGURE 4.5: Illustration of the smooth initial condition used for calculating the
EOC results for constant advection case. The predicted results are
also shown for a grid of 160 points.

measured at t = t,,,, using the norm

J
E;= Z(Zj+1/2 — 2j—1/2) | N1(2j, tmaz) — N1j(tmaz)|-

J=1

(4.62)

Here, Ny;(tmae) is the numerical approximation to the number of monomers of
volume x; at distance z = z; in space. From this, the EOC was calculated using

the formula
In [EJ/EQJ}

E =
o€ In(2)

(4.63)
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and the results are shown in Table 4.1. We can see that the EOC for the Kurganov-

J E; EOC Rate

20 |9.03 x 107! —

40 | 3.20 x 1071 1.50

80 | 8.11 x 1072 1.98

160 | 2.00 x 102 2.02

320 | 4.99 x 1073 2.00

TABLE 4.1: Estimated order of convergence results for the numerical solution of
equation (4.57) for constant advection and zero coagulation.

Tadmor scheme is displaying second-order convergence as the number of spatial
grid points is increased. This is consistent with what we would expect, as the
scheme is designed to be a second-order accurate numerical method when the
exact solution is smooth. Subsequently, we can conclude that the discretisation of
the advection terms from our model is functioning as desired.

Based on the observations from Figure 4.4 and Table 4.1, it is clear that the
Kurganov-Tadmor scheme will be one of the most accurate and best suited for our
purposes. The scheme has also been successfully applied to the solution of spa-
tially dispersed coagulation PBEs, as in [84], where the hydrodynamic interactions
of liquid-liquid dispersions are modelled. The scheme effectively combines the best
characteristics of first-order methods with benefits of second-order central differ-
ence techniques in that it does not suffer from unwanted oscillations, or numerical
diffusion and does a very good job of reproducing a steep advecting front. The
scheme is also second-order convergent for smooth solutions.

There are of course other equally capable numerical schemes available. How-
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ever, the alternatives, such as second-order upwind schemes, generally require a
complicated characteristic decomposition of the convective flux, using approxim-
ate Riemann solvers, which is both time-consuming and computationally expensive
[84]. Thus, in keeping with the aim of this thesis, to construct a computationally
inexpensive tool for the prediction of droplet size distributions, the Kurganov-

Tadmor scheme is a far better fit for our goals.
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4.3.2 Coagulation with no advection:

Fixed pivot vs cell average

Next, we test the numerical approximation of a pure coagulation process using
known analytic solutions to the coagulation equation (1.15) for two simple ker-
nels. Since we have no spatial dependence, we let N;(t) represent the number
concentration of droplets in the i droplet volume range and n(x,t) the number
density of droplets of size x at time ¢t. We assume an exponential initial droplet
size distribution

n(z,0) =e°, (4.64)

and solve (1.15) for both the constant kernel and sum kernel

K(z,y) =1, and K(z,y) =z +y, (4.65)

respectively. The numerical results are plotted against the analytic solutions
presented in Table 1.3. The results for the constant kernel case are shown in
Figure 4.6, whilst those for the sum kernel case are shown in Figure 4.7.

For the results in Figures 4.6 and 4.7, we have used the grid from (4.2) with
the grid ratio (4.3), and set v, = 1 x 1072 and v,e, = 1 x 105, for a total of
I = 80 grid points. The simulations were run until a final time ¢,,,, = 0.8 for
both cases. The droplet number concentration results shown in Figures 4.6(a) and
4.7(a) have been plotted on a log-log scale to highlight the difference in accuracy

between each technique.

-115-



CHAPTER 4 — NUMERICAL TECHNIQUES FOR COAGULATION-TRANSPORT

n, N

100k

100

x Fixed pivot method
o Cell average technique
Exact solution

Number concentratio

100

Initial size distribution

10750 . .
10t 10?

102 10°
Particle volume, =
(a)
1 T T T
x Fixed pivot method
o Cell average technique
Exact solution 1

-
g 1
g
=}
g
© 1
17}
<1
8=
=1
gl
s
g
£
o 1r
Z

i . . . .

o 0.1 0.2 0.3 0.4 0.5 0.6 0.7

Time

second moment.

Normalised zeroth moment,

Normalised second moment, 7

°

°

1 T T T
x  Fixed pivot method
o Cell average technique
—— Exact solution 1

0.9F
8sf
0.8F
75t
07 . . . . .

0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8

Time
1.45 T T T
x  Fixed pivot method
o Cell average technique
Exact solution

13 g
125} g
12 g
115f g
L g
1.05 g

1 . . . . .

0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8

Time

FIGURE 4.6: Comparison of cell average technique and fixed pivot technique for co-
agulation, using the constant kernel K (z,y) = 1, and the exponential
initial droplet number density given by (4.64). The plots show:(a)
droplet number concentration (log-log axis scales); (b) normalised
zeroth moment; (c) normalised first moment; and, (d) normalised
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FIGURE 4.7: Comparison of cell average technique and fixed pivot technique for
coagulation, using the sum kernel K (x,y) = z+y, and the exponential
initial droplet number density given by (4.64). The four plots show:(a)
droplet number concentration (log-log axis scales); (b) normalised
zeroth moment; (c) normalised first moment; and, (d) normalised
second moment.

It can be clearly seen in Figures 4.6(a) and 4.7(a) that the fixed pivot method
overpredicts the number concentration of larger droplets, whilst the cell average
results are much closer to the analytic solution in both cases. Both techniques
do a good job of evolving the zeroth moment and the first moment result is very
accurate for both methods, with it remaining constant at one as expected. The

second moment results are reasonable for the fixed pivot method, however those
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from the cell average technique are excellent in comparison and clearly outperform
the fixed pivot more and more, as time progresses.

To investigate the EOC for both the fixed pivot and cell average techniques, the
same test problem was solved, using grids of increasing resolution for the droplet
volume range. This time, the geometric grid was defined using equations (4.2),
with grid ratio (4.3), where v; = 1073 and v; = 105. The number of grid points
looked at were 20, 40, 80 and finally 160.

The error in the numerical results was measured at t = t,,,4., 2 = 2o, using the

norm

I
EI = Z‘N<$Z> ZOatmaz) - NZ (tmax) . (466)
=1

Here, Nio(tmaz) is the numerical approximation to the number of droplets of size
x; in the system, at distance z = 0 (since we have no advection in this test case).

From this, the EOC was calculated using the formula

In [E[/EQ[]

EOC = =57

(4.67)

and the results are shown in Tables 4.2 and 4.3. From Figure 4.2 it can clearly
be seen that the estimated order of convergence for the fixed pivot technique is
converging towards a value of two for both the constant kernel and sum kernel
cases. This is consistent with results found in [85], that show the fixed pivot
method is second-order accurate on a non-uniform, smooth grid. Similarly, for the
cell average technique, Table 4.3 clearly shows the method is second-order accurate
for the sum kernel case. For the constant kernel case, there appears to be some
oscillation in the EOC rate, however, it does still converge to a value of two. This

is again agreement with [80], and so we can conclude that the cell average is also
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Constant Kernel Sum Kernel
I E; EOC Rate E; EOC Rate
20 | 2.35x 1072 —_— 5.41 x 1072 —_—

40 | 6.50 x 1073 1.85 1.44 x 1072 1.91

80 | 1.73 x 1073 1.91 3.69 x 1073 1.96

160 | 4.52 x 10~* 1.94 9.34 x 1074 1.98

320 | 1.14 x 1074 1.99 2.34 x 1074 2.00

TABLE 4.2: EOC results for the numerical solution of the pure coagulation equa-
tion using the fixed pivot technique.

Constant Kernel Sum Kernel
I E; EOC Rate Ly EOC Rate
20 | 7.86 x 1073 — 5.34 x 1072 —
40 | 2.34 x 1073 1.75 1.48 x 1072 1.85
80 | 1.62x 1073 0.53 4.08 x 1073 1.86
160 | 2.52 x 1074 2.68 1.05 x 1073 1.96
320 | 6.651 x 107° 1.92 2.63 x 107* 2.00

TABLE 4.3: EOC results for the numerical solution of the pure coagulation equa-
tion using the cell average technique.
second-order convergent using a non-uniform, smooth grid.

Here, we have seen that both the fixed pivot method and cell average technique
are second-order accurate on the non-uniform smooth mesh used in our model.
However, as per Figures 4.6 and 4.7, it is clear that the cell average technique
predicts the moments of the droplet number density function with greater accuracy

than the fixed pivot method as time progresses. Thus, on this basis, we will only
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use the cell average technique to discretise the coagulation terms throughout the

remainder of this thesis.

4.3.3 Coagulation and constant advection

We next consider combined coagulation and advection for the simple case of con-

stant advection, which takes the form

on(z, z,t) LU, on(z, z,t)
0z

ot
1 xr o
5 / K(x —y,y,2)n(x —y,z,t)n(y, z,t)dy — / K(x,y,z)n(x, z,t)n(y, z,t)dy,
0 0

(4.68)

where Uy is the constant speed of advection.
For these test cases, we will again use an exponential distribution for the droplet
number density at the inlet and presume that initially all droplets are concentrated

at z = 0, such that the rest of the system is empty. That is:

n(z,0,t) =e* Vi, and (4.69)

n(z,z,0) =0 Yz € (0, L]. (4.70)

For simple kernels, such as the constant and sum kernels, analytic solutions to
(4.68) can be calculated using the change of variable technique presented by At-
tarakih [84]. When t = L/U, , the leading droplets will have reached position
z = L, and the droplet number density will subsequently have reached a steady

state for all z < Ugt = L. When t > L/Uy, the leading droplets will have passed
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the end of the spray. If we therefore set ¢t =t — U%, then

on(x,z,t)

t>0.
5 0, Vt>0

This change of variable allows us to now write (4.68) as the equation

1 [ K(z—
on(z,z,1) / K@=y.9:2) oo Dy, 2 Dy
0

0z N 5 Ud

-/ K@ :2) o (g, = By, (4.71)
0 Uq

Equation (4.71) can then be written in the form of a standard coagulation equa-
tion, where z plays the role of time and we have a modified coagulation kernel

K(z,y,z) = K(x,y,2)/Uqy. This gives the equation

on(x,z,t) 1

5 — §/Ov K(;C —-Y,, Z)n(x - Y% E)n<y7 Zaady

_ /OOO K(z,y,2)n(z, 2z, O)n(y, z,H)dy. (4.72)

Analytic solutions to (4.72) using the inlet condition (4.69) can be found in the
paper by Scott [46], for both the constant and sum kernel cases. We can then
work backwards from these to obtain the analytic solution for the droplet number

density function corresponding to each test case.

Constant kernel with constant advection

The first case we look at is that of the constant kernel K(x,y,z2) = C. Here, we
are interested in solving (4.68) to find the system’s steady-state solution. To do

so, we integrate the equation far enough in time, so as to make sure a steady state
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system has been reached — in this case any physical time ¢ U% will be sufficient to
achieve this.

For the constant kernel, the modified coagulation kernel in equation (4.72) is
then

K(z,y,2) = Ugd’ (4.73)

and hence, using the analytic solutions in [46], we have the steady-state solution

n(z,z) = [(%;%2]2 exp [—21:/ <U£dz + 2)} . (4.74)

Equation (4.68) was solved for the constant kernel case using the Kurganov-
Tadmor scheme to discretise the advection term and the cell average technique
for the coagulation terms. The calculation was carried out using the geometric
grid from (4.2) for the droplet volume size range, with the maximum and min-
imum droplet volumes set to be v; = 107% and vy, = 10%. In the z-direction a
linearly spaced grid of J points is used, spanning the range between z = 0 and
z = 1. A total of I = 100 and J = 150 grid points were used, for the droplet
volume and spatial distance ranges, respectively. The value of the constant kernel
was set to be K(z,y,z) = 0.75, the constant speed of advection used was Uy = 1,
and we integrated in time to ¢t = 2, to ensure a steady-state system within the
range z € [0, 1].

Figure 4.8 shows the numerical results for the droplet number concentration
plotted against the analytic solution at three points in the z-direction. Observe
that as z increases, there is an increase in the number of larger droplets relative to
the number observed at shorter z distances. It is clear that the numerical results

are in good agreement with the analytic solution, and so, for this case, we can
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conclude that our chosen numerical techniques are handling both the coagulation

and transport terms correctly.
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FIGURE 4.8: Numerical simulation of coagulation and constant advection, using
the constant kernel K (z,y,z) = 0.75 for coagulation and a constant
advecting velocity field of Uy = 1.

Sum kernel and constant advection

We next consider the sum kernel K (z,y,z) = x +y and use the same exponential
inlet distribution as before (4.69). This time, the modified kernel in equation (4.72)

will be

_ gj—{—y

K(z,y,2) = 7 (4.75)

Using the change of variable from [84] and solutions from [46], we have the analytic

steady state solution

n(x,z) =

(L—7)exp(-a(r+1)) <2ml/z), (4.76)

xTl/?
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where

T=1—exp(—2/Uy), (4.77)

and [;(x) is the standard modified Bessel function of the first kind. As before, the

steady state solution given by (4.76), is valid for all time ¢ satisfying

z

t>—. 4.78
> (4.78)

The same mesh was used, as per the preceding constant kernel case, and the

constant advecting speed was again set to be Uy = 1.
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FIGURE 4.9: Numerical simulation of coagulation and constant advection, using
the sum kernel K(z,y,2) = x + y for coagulation and a constant
advecting velocity field of Uy = 1.

The numerical results are plotted in Figure 4.9, against the analytic solution, at

three points in the z-direction. Once again, we observe an increase in the number
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of larger droplets, as z increases. It is also clear that the numerical results are an
excellent match to the analytic solutions, and so, we have yet more evidence that
the chosen numerical techniques are handling both the coagulation and transport
terms correctly.

To investigate the estimated order of convergence (EOC) for coagulation com-
bined with constant advection, the test problem (4.68) was solved again, using
grids of increasing resolution for both the spatial and droplet volume ranges. When
varying the number of droplet volume grid points the number of spatial grid points
was held fixed at J = 160. The error in the numerical solutions was measured at
z = 2z using the norm

I
EI = Z)N(‘TU ZJ) - NiJ ) (479)
i=1

where N(z;, z;) is the exact number concentration found by combining the analytic
solution for n(z,z) with (4.5). By doing this, we are fixing a representative value
of z, and looking at the value of the error at this point in space, while we refine
the droplet volume grid. The estimated order of convergence is then calculated

using
In [E]/EQI:I

FOC = =15

(4.80)

Grids with I = 20, 40, 80, 160 and 320 were used for the droplet volume range and
the results are shown in Table 4.4. This time, a droplet volume range spanning
from v; = 1 x 1073 to v = 1 x 10* was used and the constant kernel was taken
to be K(z,y) = 0.6. It is clear that second-order convergence is displayed, as
the number of droplet volume grid points is refined. Since the spatial grid has
been fixed, we expect any error in the solution to be down to the discretisation

of the coagulation terms. Subsequently, the results agree with what we would
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expect, as the cell average technique has been shown to be second-order accurate

on non-uniform smooth grids in [80].

Constant Kernel Sum Kernel
1 E; EOC Rate E; EOC Rate
20 7.6 x 1073 — 4.17 x 1072 —

40 | 2.89 x 1073 1.39 1.15 x 1072 1.85

80 | 7.13 x 107 2.02 3.04 x 1073 1.92

160 | 2.22 x 1074 1.68 707 x 107* 1.96

320 | 4.75 x 107° 2.31 1.88 x 1074 2.05

TABLE 4.4: Estimated order of convergence results for the numerical solution of
equation (4.68), when the droplet volume grid is refined, and the total
number of spatial grid points is fixed at J = 160. Results are for the
case of constant advection and coagulation using both the constant
and sum kernels.

Similarly, when the number of spatial grid points was varied, the number of
droplet volume grid points was fixed at I = 400, and the error in the numerical

results was measured using the norm

J
Ey =7 (24172 = 2-12)|N(@rer, 2) = Nror|, (4.81)

j=1

where xppr was chosen to be x5 = 7.39 x 1072, By doing this, we are fixing a
particular droplet volume x5, as the spatial grid is refined. From this, the EOC
was calculated using the formula

1n[EJ/E2J:|

EOC = In(2)

(4.82)
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Here, grids with J = 5, 10, 20, 40 and 80 were used for the spatial range and the
results are shown in Table 4.5. This time, a droplet volume range spanning from

v1 =1 x 1073 to v741 = 1 x 102 was used and the constant kernel was taken to be

K(x,y) =0.75.
Constant Kernel Sum Kernel
J E; EOC Rate E; EOC Rate
5 | 1.07 x 107° — 1.33 x 107° —

10 | 3.28 x 107° 1.71 4.43 x 1076 1.61

20 | 9.53 x 107 1.78 1.29 x 1076 1.75

40 | 2.54 x 1077 1.91 3.22 x 1077 2.00

80 | 6.44 x 107 1.97 8.75 x 1078 1.88

TABLE 4.5: Estimated order of convergence results for the numerical solution of
equation (4.68), when the spatial grid is refined, and the number of
droplet volume grid points is fixed at I = 400. Results are for the case
of constant advection and coagulation using the both the constant and
sum kernels.

The results of refining the uniform spatial grid, while keeping the droplet
volume grid fixed, can be seen in Table 4.5. This time, it has been assumed that
any error is due mainly to the discretisation of the transport terms. From the table,
we see second-order convergence is being displayed, as the spatial grid’s resolution
is refined. This agrees with what we would expect to see as the Kurganov-Tadmor
scheme for advection has been shown to be second-order accurate for uniform grids

n [72]. So we can conclude that the Kurganov-Tadmor scheme we have used for

the transport terms is also second-order accurate for this particular problem.

Based on the results of Tables 4.5 and 4.4, we can confidently conclude that

our chosen numerical methods are functioning as desired.
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To allow for comparisons to be made to an alternative numerical technique,
we have repeated the experiments used to produce Table 4.5 using a first-order
upwind scheme [75, Chapter 4], instead of our chosen Kurganov-Tadmor scheme.

The results are shown in Table 4.6. Clearly switching to the first-order scheme for

Constant Kernel Sum Kernel
J E; EOC Rate E; EOC Rate
5 | 4.65 x 107° — 6.14 x 107° —

10 | 2.45 x 107° 0.92 3.31 x 107° 0.89

20 [ 1.26 x 107° 0.95 1.71 x 107° 0.95

40 | 6.40 x 107° 0.98 8.74 x 107° 0.97

80 | 3.22 x 107 0.99 4.33 x 1076 1.01

TABLE 4.6: Estimated order of convergence results for the numerical solution of
equation (4.68), when the spatial grid is refined, and the number of
droplet volume grid points is fixed at I = 400. Results are for the case
of constant advection and coagulation using the both the constant and
sum kernels, when a first-order upwind scheme is used to handle the
advection terms.

advection results in first-order convergence for both the constant and sum kernel
cases. The errors observed when using the first-order scheme also appear to be
larger than those encountered when the Kurganov-Tadmor scheme is employed.
Thus, we have more evidence here to support our conclusion that the second-order

convergent, Kurganov-Tadmor scheme is a better choice for our particular needs.

-128-



Chapter 5

Discretisation of the spray model

5.1 Numerical solution of the spray model

Having established that our chosen numerical techniques are working as desired in
Chapter 4, we now go on to apply them to equation (2.62), the governing equation

for our spray model. From equation (4.51), the discrete equation for our spray is

d 11~ ~ -
aNij(t) =V B (t) + Dij(t) — Tiy(t) |, (5.1)

where

i=1,2....1, and j=1,2,..., J.

Here

V; = AzA(z) (5.2)

is the approximate volume of the spray within the spatial cell €2, and as such, the

area 1s

A(z) = nz*[tan’ % — tan? g] (5.3)
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In (5.1), the discretised transport, birth and death terms all take the same
form as those derived for the general coagulation-transport equation in Chapter 4.

Thus we have

Tij(t) = Fysap2(t) — Fi1y2(2), (5.4)

where the numerical flux terms, Fj4;/2(t), are the same as those defined in (4.18).

Our death term is again

1
Dij(t) = =V; > K(xi, 2k, 2)Ni(25, 1) Ni(25, 1),

k=1

and the discretized, cell-average, birth term is

BEA(t) = Bimy () A (@i () H (@515 (8) —im1) + By (N (@ (£)) H (2 — a5 (t))
+ By (NS (@5 (6)) H (55 (t) — @) + Bia A (@i (0))H (201 — @i 5(1)),

(5.5)

where
1>k

~ 1
B;(t)=V; Y, (- 5000 K g N () N ().

v < Tptm; <vigl

The numerical solution of the discrete spray system described by (5.1) is carried
out in exactly the same way as described in Section 4.2, with the only difference
being that the values of the area A(z) and the parameter ¢y are now unique to the

spray set-up being modelled.
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5.2 Coagulation and advection in the spray using
size and velocity dependent kernel

Having established the discretised form of our governing equations, we now move
on to simulate a full conical spray system. In this section, we run a series of
simulations to investigate the effects the various model parameters have on the
droplet size distribution within a spray. The parameters considered include the
density of the droplets, the thickness of the spray sheet and the droplet inlet velo-
city. Knowledge of the effects that each parameter has on the droplet distribution
of the spray is fundamental to spray dryer design to produce the optimum final
product characteristics.

To allow the effects of each change to be easily observed, we first define a base
configuration. The droplet distribution produced by these base settings can then
be used as a benchmark, against which comparisons can be made and the effects of
varying a single parameter may easily be quantified. In the base configuration, all
the model’s constant parameters, such as densities, velocities and spray angles, are
assigned arbitrary, but realistic values. In the following simulations, a log-normal

inlet droplet size distribution is used:

Npar 1 2
n(z, z,t) = ﬁ;—ﬂ exp [—@ (10gx - 10%(9550)) i|7 (5.6)

where the mean droplet volume and spread parameters are set to x5y = 6.545 x 10~ 2m?3

and o = log(2.5), respectively. Here N, is the total number of droplets, per unit
volume in space, in the initial distribution, and is set to Npgw = 1 X 10°m~3. The

x50, 0 and Ny, values and the base settings which follow below, were all arrived
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at after discussions with process engineers at Procter and Gamble. The only ex-
ception is the value of the coagulation efficiency parameter A\, which is at present
has been chosen arbitrarily. This parameter will later be fitted to the particular
slurry being used within the spray dryer.

The base settings used in the following simulations are:

Pair = 1.2kgm™,  parop = 1000kgm™2 | =1.8x 107° m?s™,

L=1m, 2o = 0.2m, A=0.75,
dpin = 1001, dpgy = 2080 pn, 5=
=T Uinget = 40m s~ 1, Ugir(20) = T.5ms™1 .

This combination simulates a spray of water droplets falling in a co-current flow
of air. The sheet break-up length zy, the smallest and largest droplet diameters
Amin/maz and velocities, are all chosen to be within the usual ranges generally
observed experimentally for a hollow cone spray [56, 57]. We integrate in time
to tmae = 1 for all simulations within this chapter, and plot the resulting droplet
distribution within the spray.

We are interested in quantifying the number of droplets of volume x at a given
distance z within the spray for each simulation. If the thickness of the spray was
uniform throughout its length, this would simply require looking at the number
concentration N;;. However, since N;; has units of number per unit volume in
space, and the cross sectional area A(z) of our spray is increasing with z, we must
use a different measure for our comparisons. For example, if IV;; were to appear
constant for all z, the actual number of droplets of volume z is in fact increasing

as z increases. Thus, to avoid confusion, we choose to compare the number of
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droplets per unit length in the z direction. This is simply calculated as

No. per unit length = N;; x A(z;). (5.7)

Figure 5.1 shows the droplet number per unit length distribution obtained when
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Ficure 5.1: Ilustrating the droplet number per unit length distribution through-
out the spray, for a constant droplet velocity and zero coagulation.

all droplets share the same velocity throughout the spray, with no coagulation.
That is to say u(z, 2) = Uiner =40ms™!, Vo, 2. As expected, the droplet number
per unit length distribution remains constant throughout the length of the spray.
The lack of numerical diffusion here is further evidence that the Kurganov-Tadmor
scheme is doing a very good job of accurately evolving the transport term from of

our system of equations.
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5.2.1 Effect of realistic droplet velocity

As mentioned above, we begin by introducing the droplet velocities outlined in
Section 2.1.4. These are calculated by solving (2.74) numerically using a Runge-
Kutta method. This returns a velocity for each droplet volume size, at each z
distance within the system, and these droplet velocities are then assumed to be
constant for all time. That is, every single droplet of volume x, at distance z in
the spray, will always be assigned exactly the same pre-defined velocity, from the

solution of (2.74). Figure 5.2 shows the droplet velocities for various droplet sizes,
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FiGure 5.2: Droplet velocities throughout the spray. Here it is assumed the initial
velocity of all droplet sizes is the same.

produced by solving equation (2.74). The air velocity used here is co-current, and
defined by equation (2.23), with ug;(20) = 7.5ms™! and zy = 0.2m.

Clearly the velocity of all the droplets decreases as z increases. We observe
that the smaller droplets decelerate much faster than the larger droplets. This

is due to the fact the larger droplets have the greatest momentum, which lets
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them maintain their velocity for longer. The smaller droplets have significantly
less momentum, and so aerodynamic drag forces them to decelerate much faster.
Note that the velocity of the smallest droplets tends towards the airflow velocity
as z increases. This is in agreement with what is observed experimentally, when

these fines tend to become entrained within the airflow.
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FIGURE 5.3: Droplet number per unit length distribution throughout the spray,
when using realistic droplet velocities, with zero coagulation. A snap-
shot at ¢t = ¢,,,. = 1.

The effect of using the realistic droplet velocities on the droplet number distri-
bution can clearly be seen in Figure 5.3. Here we see an increase in the number
of all droplets at every distance within the spray. This can be explained by the
increased residence times caused by the realistic droplet velocities.

On closer inspection, the number of smaller droplets increases very slightly
more than that of the larger ones, towards the end of the spray — this can be

seen in Figure 5.3 when comparing the distance between the red and green lines
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at the outer edges of the bell curves. This increase was observed consistently
in multiple simulations for varying inlet velocities and droplet densities, and the
trend continued throughout all trials. This can be explained by the increased
deceleration of these smaller droplets, which results in them having even longer
residence times within the spray. In contrast, the larger droplets maintain more of
their velocity as z increases, and so their number decreases slightly less throughout

the length of the spray.

5.2.2 Effect of size and velocity dependent kernel

Next, we introduce coagulation to the experiments, in the form of the size and
velocity dependent coagulation kernel defined in (2.41) and (2.42). The resulting
droplet number distributions can be seen in Figure 5.4.
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FIGURE 5.4: Results produced using realistic droplet velocities with the size and
velocity dependent coagulation kernel.

This time, we observe a significant increase in the number of larger droplets,
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as z increases. This is expected, as using the kernel from (2.41), larger droplets
are much more likely to coagulate, as they have both larger diameters and travel
at faster velocities than the smaller droplets.

Here, the number of smaller droplets decreases as z increases. However the
decrease is not as large as the increase seen in larger drop sizes. This can be ex-
plained by the combined effect of their increased residence times, and the fact that

these smaller droplets are less likely to coagulate than their larger counterparts.

5.2.3 Effect of varying spray angle

To investigate the effect of varying the spray angle, we increase the air-core angle
from § = 7/3 to 5 = 87 /9, whilst keeping the thickness of the spray sheet (/2 —

[/2) constant at 7/36. The results are plotted in Figure 5.5.

s x10°
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—+—Halfway down spray]| |
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w

= N
3 5 [N} o

Number per unit length, N x A (#/m)

1010 10°°
Volume, z (m?)

FIGURE 5.5: Results of increasing the air-core angle from 5 = /3 to f = 87/9,
whilst keeping the spray thickness the same. Droplet velocities remain
as per Figure 5.2.

Here, we observe an increase in all droplet sizes, as z increases. The increased
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air-core angle produces a flatter spray, and reduces the axial velocity of the droplets
in the z direction, which leads to increased residence times within the spray for
all droplet sizes. The increased angle, with fixed spread angle, also increases the
cross-sectional area of the spray, for all z. This results in an increase in the number
of droplets per unit length for all points within the spray and the shape of the plot
reflects this — it is similar to the plot in Figure 5.4, only translated vertically
upwards. So the rates of coagulation are similar to those observed when the air-
core angle was smaller. The main result of increasing the air-core angle is simply

that the number of droplets per unit length increases at all points within the spray.

5.2.4 Effect of varying spray sheet thickness

Next, we look at the effects of varying the spray sheet thickness. This is done by
decreasing the air-core angle to § = 7/9, whilst increasing a to 137/9.

x107
45 :

—x—Inlet
—+— Halfway down spray
End of spray

Number per unit length, N x A (#/m)

Volume, z (m?)

FIGURE 5.6: Results of increasing the spray sheet thickness. Achieved by decreas-
ing the air-core angle to f = m/9, whilst increasing a to 13w/9.
Droplet velocities remain as per Figure 5.2.
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The results in Figure 5.6 are similar to the case of increasing the air-core angle.
We simply see an increase in the total number of droplets per unit length across
all droplet volume ranges. This is explained by the fact the cross-sectional area of

the spray is again increased for all z.

5.2.5 Effect of varying droplet density

One of the main design parameters available to process engineers when formulat-
ing a new product will be the actual density of the slurry that gets fed into the
atomiser nozzle. So here, we investigate the effects of increasing the density from
Parop =1000kgm™ £0 parep =1600 kg m™3,

6
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FIGURE 5.7: Droplet number per unit length distribution throughout the spray
resulting from increasing the droplet density from pg,., =1600 kg m=3.

The resulting number per unit length distribution and droplet velocity profiles
are shown in Figures 5.7 and 5.8. From the first of these, it is evident that we

still see an increase in smaller droplets toward the end of the spray. The main
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difference is the smaller number of larger droplets in comparison to that seen in
Figure 5.4. So there is less coagulation taking place when the density of the slurry

increases. This decrease in coagulation can be explained by the new droplet velo-
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FIGURE 5.8: Droplet velocities resulting from increasing the droplet density from
Pdrop =1600kg m3.

city profile pictured in Figure 5.8. Clearly the heavier density droplets maintain
their momentum for longer, and so have shorter residence times within the dryer,

and thus less time for successful coagulation.

5.2.6 Effect of varying inlet velocity

To investigate the effects of droplet inlet velocity, we reduce the inlet velocity to
below that of the inlet air. The results are shown in Figures 5.9 and 5.10.

This agrees with what is observed in Figure 5.9, where there is very little
coagulation throughout the length of the spray. These results can be explained

by the fact that the droplet velocities converge upon the airflow velocity, and so
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the relative velocity between colliding droplets becomes zero. As a result, the
coagulation kernel, which depends upon this relative velocity, becomes close to

zero, and minimal coagulation events take place.
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FIGURE 5.9: Results of decreasing the droplet inlet velocity to 4ms™?.

velocities are shown in Figure 5.10.

Droplet

From Figure 5.10, we see that all droplet velocities converge upon the airflow’s

velocity, as z increases.
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FIGURE 5.10: New droplet velocities through out the spray when the droplet inlet
velocity is decreased to 4ms™!
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5.2.7 Effect of varying the efficiency parameter

in the coagulation kernel

The last parameter investigation we carry out here is the effect of the efficiency
parameter A from the coagulation kernel (2.41). By its definition, we should expect
that an increase in A would result in increased coagulation within the entire system.
So this is another good way to check that the model is functioning correctly.
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FIGURE 5.11: Results of increasing the coagulation efficiency parameter from A =
0.75 to A = 1.

The results are shown in Figure 5.11 where the droplet velocity profile remains
identical to that in Figure 5.2. As expected, there is a big increase in larger
droplet volumes and a decrease in smaller droplets at the end of the spray. This

is an obvious result of increased coagulation within the whole system.
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Incorporation of evaporation

6.1 Modelling growth and coagulation

We next consider the incorporation of evaporation into the spray drying model,
to investigate what effect this has on the model’s predictions. Since evaporation
causes droplets to shrink, it can simply be thought of as droplet growth, with a
negative growth rate. So we first investigate the incorporation of growth into the
coagulation equation. This is achieved by the addition of a growth term to the

LHS of (1.15), and results in the equation

Growt/lkl term

Ve

P+ g [antan)] = %/0 K@ —y,y)n(z —y,t)n(y, 1) dy

ot ox

_/000 K(z,y)n(z,t)n(y,t)dy, (6.1)

where  vy(x) = f;_x

. x € Qy, and t € [0, tnaal,

see [47, 86]. Here, y(x) is the growth (or shrinkage) rate of droplets of volume

x and its exact form may be tailored to the particular problem being considered.
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This growth rate has units of volume per second, however it may be converted into
kg moisture lost per second, to give a rate of the same form as that mentioned

earlier in Chapter 1 in equation (1.11).

6.1.1 Exact solutions for the growth-coagulation equation

Similar to the pure coagulation case (1.15), analytic solutions to the growth-
coagulation equation (6.1) are only known for a few very specific cases. Most

of these make use of either a constant or a linear growth rate, where

Y(x) =7 or () =z (1 =>0), (6.2)

respectively, [86]. Below, we list some of these known solutions for the case of the
negative exponential initial condition given by

n(x,0) = ]I_;] exp(— :r;%)’ (6.3)

where Ny is the initial number of droplets, and z( is the mean initial volume of
the droplets. The analytic solutions presented will prove useful in evaluating the

accuracy of the numerical techniques described later on.

Constant coagulation kernel and linear growth

The first case we look at is that of the constant coagulation kernel, with linear

growth, where

K(z,y) = Ko, ~(z) =02,
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and Ky, 7o are positive constants. For the initial condition (6.3), the solution

presented in [87, 88] is

(2.1) [ 2 ]2 Ny [ 2 x ] (6.4)
n(x,t) = exp|— ) )
2 4+ KoNot! xqexp(yot) P75 + KoNot xgexp(ot)
The zeroth and first moments are
2N,
My(t) = —— 6.5
M, (t) = Nozg exp(yot). (6.6)

Sum coagulation kernel and linear growth

The second case is that of the sum coagulation kernel paired with linear growth.
Here,

K(z,y) = Ko(z +y), ~(x) =77,

and Ky, v are again constants. This time, the analytic solution is given in [87, 88|

by
n(.) = x\/% exp|— %‘igg (Aji\é‘;)—l)x} 121~ M]S[(()t) [J\ZO(:;)D
(6.7)

where [ is the modified Bessel function of the first kind. Here, the corresponding

moments at time ¢ take the form

Mo(t) = Noexp [K“i\ioxo (1= exp(a0t)) | (6.8)
M, (t) = Nozg exp(ot). (6.9)
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Constant coagulation kernel and constant growth

The third and final case we look at is that of the constant coagulation kernel, with

a constant growth rate, where

K(z,y) = Ko, ~(x) =0,

and both K, and ~, are positive constants. The approximate solution from [87, 88|

for this case is

n(z,t) = (Mo(t)*/My(t)) wexp|— My(t)(z — 2Azo(No/My(t) — 1))
(6.10)
where
o
A= KQN()ZL‘O’

and the zeroth and first moments, respectively, are given by

2Ny
My(t) = ——— 6.11
2’70 2
My (t) = Noao|1 — 1n( )} 6.12
1(> 0-0 K()N()l'o 2+KON()t ( )

It is important to note here that, for this particular case, the analytic solution is in
fact an approximation, and is only valid for larger droplet sizes. This is discussed
in [87], and is due to the fact that the solution is derived using a Laplace transform
technique which needs to be inverted; however the inverse cannot be determined.
Subsequently, to work around this issue, the authors of [87, 88] use a solution

which has been approximated using linearisation instead.
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6.1.2 Dimensionless growth-coagulation equation

To derive the non-dimensional form of equation (6.1), we use a similar approach
to that described in Section 2.2.1. Here, we have no z dependence, so we define

the dimensionless variables to be:

Tr=1xT, =x9y, t= , and x) = xoNoKo (), 6.13
0 Y 0y KoNg v(x) oNo Ko ¥(7) ( )
where
0 1 o
Noz/ n(z,0)dzx, zg= —/ axn(z,0)dx, (6.14)
0 No Jo
and
1 oo [e.¢]
= —2/ / K(z,y)dxdy. (6.15)
Ty Jo Jo

We can then say that
g 001 1 0

ox 0 dx 1007

Using these non-dimensional variables, equation (6.1) can be rewritten as

0

NoKo8 [;\fon( 3] —f-i%[IoNOKO’}/( ) Oﬁ(j,f)] =

N,
/ KoK(z -7, y)—on(x yi)—n(y,f):co dy

N,
/ KoK (@.5)32n(z.D~"n(5.1) 20 dg. (6.16)
0
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where, K(7,7) = KLO K (z,y). Then, on cancelling out the constants and dropping
the bars, we end up with the dimensionless equation

on(z,t) 0

5t o [”y(:c)n(ac, t)} = % /0 K(z —y,y)n(z —y,t)n(y,t) dy

_/OOO K(z,y)n(z, )n(y, ) dy. (6.17)

Note that with this particular choice of dimensionless variables, the dimensionless
equation in (6.17) takes exactly the same form as the original dimensional equation

in (6.1).

6.1.3 Previous work — numerical techniques for growth

There have been several attempts to solve (6.1) using cubic splines [89, 90]. How-
ever, whilst the results show good agreement with known analytic solutions, the
technique is both computationally expensive, and fails to capture the steep ad-
vecting fronts commonly found in growth-coagulation problems.

More recent developments have focused on different discretisation techniques
for the growth term appearing in (6.1). If we ignore the coagulation terms, we

have the pure growth equation

on(z,t) 0

S+ s y@n( )] =o. (6.18)

We define the exact number concentration in the i droplet volume cell to be

NE(t) = / ) do (6.19)
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Then, upon integrating (6.18) over the i'* droplet volume cell, we arrive at the

following equation for the droplet number concentration:

Growtkl Term

LNE®) = ~[rvssnvian, ) = 1(@n(vi, 1)) (6.20)

The problem we are faced with here is that the number density is undefined at the
cell edges. Thus, the terms n(v;,t) and n(v;y1,t) which appear on the RHS are
unknown. To get around this issue, various approximations to the growth term of
(6.20) have been presented, some of which are outlined below.

Examples of first and second-order central difference schemes to approximate
the growth term have been presented in [91] and [47], respectively. These discret-

isations take the forms:

V(i) Niga(t) | v(vigr) — (v Ni(t) v(vi) Ni1(t)

Growth Term = + — in |91},
2(%’+1 - Ui) 2(1;2- - Ui—l) 2(%‘—1 - Ui—2) [ ]
27(;) ViU ViVi1 .
Growth Term = ( Ni_1(£) + Ny(t) + 2L, t) 47).
row erm ot Vo1 O, — 0 1(t) + Ny(t) + 0, 0 +1(t) ) in [47]

Here, N;(t) is simply the approximate number concentration in the i droplet
volume cell, such that N;(t) ~ NF(t).

The main advantage of these two discretisations is that they are computation-
ally efficient; however both techniques suffer from oscillations where the number
density is zero, and also see overpredictions in the tail regions of the droplet number
density function due to numerical diffusion.

In [92], an improved discretisation is presented, making use of the method of
characteristics for the growth term. This technique produces very accurate results,

and avoids both the unwanted oscillations and overpredictions of the techniques
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mentioned previously. However the method requires the characteristics used to be
known a priori, which is not possible for the majority of particulate processes. For
many of these processes, v(x) is not simply a function of x, and will often depend
on other unknowns such as temperature and heat transfer coefficients. A more
general scheme was later introduced in [86]. Here the cell average technique is used
to discretise the growth term; however with careful choice of the approximations
used, the technique was shown to reduce to the simple first-order upwind scheme

given by
Nialt) — () )

Ui — Vi—1 Vit1 — Vs

Growth term; = y(z;_1) (6.21)

When it comes to the prediction of the moments, this first-order upwind scheme is
only consistent with its predictions of droplet number (zeroth moment), and not
mass. However, we will later show how this scheme can be modified to accurately
predict the first moment as well. The authors of [86] also commented that (6.21)
produces near identical results to those obtained via the cell average technique for

the droplet number density.

6.1.4 Discretisation of the growth-coagulation equation

In this section, we present the numerical techniques we later use to discretise
the growth term found in (6.17). In doing so, we are interested in formulating a
discretisation that accurately predicts both the zeroth and first moments.

At a discrete level, (6.20) is approximated as

—(Nl-(t)) . [GPi(t) oM, (6.22)
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where

GP;(t) ~ v(vip1) n(vig1,t), and GM;(t) ~ vy(v;) n(v;, t). (6.23)

Here GM;(t) and GP;(t) are the number fluxes of droplets into and out of the i

droplet volume cell due to growth, and hence, for consistency, we assume that
GP;(t) = GM; (). (6.24)

The zeroth moment represents the total number of droplets in the system, and
so in the case of pure growth, the total number of droplets remains constant; i.e.
4 My(t) = 0. Using the relationship (6.24) and summing (6.22) over all i values,

the rate of change of the zeroth moment with respect to time can be written as

I

% My(t) = % 2 N;(t) = GMy(t) — GPy(t). (6.25)
Here, My(t) is the discrete approximation to the zeroth moment Mp(t). Thus, so
long as vy, is suitably large, such that n(vryq,t) >~ 0, and v(v;) >~ 0, then we
have the RHS of (6.25) approximately equal to zero. It follows that, no matter
how GM;(t) and GP;(t) are defined, we will have successfully achieved approximate
conservation of the zeroth moment.

Moving on to look at the first moment, if we take the pure growth problem

(6.18) and multiply through by z, we have

% (,x n(z, t)) =1 [’y(x)n(x, t)] : (6.26)
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Integrating this over the i cell with respect to z, we have that

/;Hl %(I n(x,t)) dx = — /:Hl 0 [V(x)n(x,t)}da:

x —_—
ox
d Vit1

— & (en@0) o = <[ (sr@)ntan)

Vi+1

" /U‘“i+1 (7(m)n(x,t)>dm}.

Summing over all ¢, and using the same assumptions as above, we get the following

expression for the rate of change of the first moment with respect to time

%Ml(t) N /v1+1 (7(1;)n(x,t)>d1?- (6.27)

v1

At a discrete level, multiplying our approximation for the zeroth moment (6.22) by

x;, and summing over all ¢ values, we arrive at the corresponding approximation

for the first moment:

d (~ " d

G (00) =3 2 (mNi) = - Z zi |GPA(t) - GMi(1)]

t) — GMi(t)) + 22(GPa(t) — GM,y(t

(t) 1(1) + 22 (GPa(t) 2(t)) (6.28)
+ o 42 (GP(t) — GM,(t))].
The tilde on M () is again used to distinguish that this is a discrete approximation

to the first moment. Using the relationship in (6.24) and the same assumptions as
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before, the sum on the RHS of (6.28) can be written as

RHS = — [:chpl (t) + 22 (GPy(t) — GPy(t)) + 25 (GP3(t) — GPy(t))
T xI(—GPI_l(t))}
= | (22 = 2)GPi() = (25— 22) G (1)
(- a;l,l)apl,l(z)}
= (w5 — 21)GPi(t) + (w3 — 22)GPy(1)

+ ...+ (:CI — Clel)GP[,1<t).

Thus, by assuming that there is zero contribution to growth from the boundary

terms, we have that

~

-1

%(m)) =Y (i1 —2)GRi(1), (6.29)

1

.
I

which is clearly an approximation to the integral in (6.27). The choice of GP;(t)
will thus dictate the accuracy of the evolution of the first moment. Whilst there
are many possible forms of the growth fluxes GP;(t) and GM;(t), we will outline

two of the most relevant below.

Modified first-order upwind scheme for growth

The first pairing we present forms the modified first-order upwind scheme outlined
in [93], where the authors present a modified version of (6.21) that is designed

to accurately predict both the zeroth and the first moments of the droplet size
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distribution. For this scheme, we have

Ni(t)
Pi(t) = y(r;) ————, :
GPAD) = 5(w) (6:30)
N;_1(t)
GM;(t) = y(2;,) ——2 6.31
(0) = rlior) L (6:31)
and, as a result, equation (6.29) takes the form
d (v ~ W) Nilt) _
%<M1(t)> = ?:1 (zi1 — ) 1 Zlﬁv(wi)Ni(t)- (6.32)

The sum on the RHS of (6.32) can be thought of as a mid-point quadrature ap-
proximation of the integral in (6.27), with the integral approximated by a sum
over each of the sections [v;,v;41]. Subsequently, this particular choice of GP;(t)
ensures good first and zeroth moment evolution. Due to the approximation only
being first-order in nature, we are unlikely to see a good agreement with analytic
solutions for the droplet size distribution using this scheme.

In [93], the discretisation (6.30) and (6.31) was combined with finite volume
schemes to model coupled problems, involving growth, breakage and coagulation,
and the results display good agreement with analytic solutions for the moments.
Whilst (6.21) and the sum of the fluxes in (6.30) and (6.31) look very similar, the
subtle difference on the denominator makes all the difference to the moments. It
is noted, however, that the discretisations are identical for the special case of an
equidistant droplet volume grids.

If we combine this modified first-order scheme for growth with the cell average

technique for the coagulation terms from [80, 94], we arrive at the discrete growth-
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coagulation equation

d N;(t)
—N:(t) = B%A(t DA (¢ ) =Ny A S )
FN0 = B + DI + fwin) S0 = () e (633)

where BE4(t) and DF4(t) are the cell average birth and death terms, respectively.
The full derivation of these can be found in [94, Section 2]. We will later use this

discretisation to solve some test problems for combined coagulation and growth.

Second-order upwind scheme for growth

An alternative second-order upwind scheme for growth is outlined in [88, 95]. Using
this technique, we again see accurate predictions of the zeroth and first moments,
as well as the droplet size distribution. In both papers, however, the scheme is
formulated in terms of the mass density of the droplets (zn(x,t)), rather than
the number density n(x,t) that we have been working with. So here, we outline
the form that this second-order scheme takes when applied to the growth term of
equation (6.18).

This time, we set the growth fluxes to be

GP0) = (i) [ + 5 (%A_x;i_l)@@(t)) () _ Nty

Axi+1 sz
Ni-1(t) Az N Ni(t)  Ni_1(t)
Az, T (Tt — xi_2)q)(7’i—1(t>)< Az, Ar, )], (6.34)

GM;(t) = 7(v) |

where

Ni(t) _ Ni—a(®)
|:Ami - Axil,l +€i|

= |:Ni+1(t) _ NL_(t) +€:| .

_ @I+ @
L+t @)

(6.35)

Al‘i+1 AiEz
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Here, € is some arbitrary, very small number, and has been included to avoid
division by zero. The function ®(r; (t)) is simply a slope limiter function, and this
particular form is known as the Van Leer limiter [96].

Note that this time G P;(t) is a second-order approximation of the growth flux
at v;1. When multiplied by (z;41 — x;), as per (6.29), we again have a mid-point
quadrature approximation to the integral in (6.27), except this time it is summed
over the intervals [z;, ;11]. This time we not only get good first moment evolution,
but we also expect a much improved estimate of the droplet size distribution.

Combining (6.34) and (6.35) with the cell average technique for coagulation, we
arrive at the following numerical approximation to the growth-coagulation equa-

tion (6.1):
%Ni(t) = BEA(t) + DEA(t) — |GPi(t) — GM,(t)], (6.36)
where BEA(t) and DE4(t) are once again the spatially inhomogeneous cell average
birth and death terms from [94, Section 2].
We note here, that despite the combination of the cell average technique and
the second-order growth scheme being somewhat obvious, it does appear that this

may in fact be the first time that they have both been combined to evolve a number

density form of the growth-coagulation equation (6.1).

6.1.5 Test cases - combined growth and coagulation

Having established two alternative discretisations for the coagulation-growth equa-
tion, we now go on to evaluate the predictions of each using a series of test prob-
lems. Here (6.33) and (6.36) are solved numerically using MATLAB’s built in

Runga-Kutta solver ode45. The results are presented for each of the three cases
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outlined in Section 6.1.1 and allow the predictions of the modified first-order up-

wind scheme to be compared to those of the second-order scheme.

Case 1: Linear growth and constant coagulation

First, we consider the case of linear growth with constant coagulation, where
v(z) =z, and K(x,y) = 10. (6.37)

Since the analytic solution is known for the negative exponential initial distribution
in (6.3), we set

n(z,0) = N exp(— - ), (6.38)

Zo Zo

and, to allow for comparison with the results presented in [88], we specify
Ng = 5, and o = 0.01. (639)

Equations (6.33) and (6.36) are solved on the geometrically stretched grid defined

by (4.2) and (4.3) with parameters
v =1x107° vy =1x107 and I = 200.
We have imposed the boundary condition
N(Tmin, t) = np(v1, t), (6.40)

where ng(vy,t) is the exact analytic solution for the droplets of volume v; at time

t. By using this boundary condition, we can avoid the discontinuities seen in
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the predicted number density of the smaller droplets in [88], and thus establish
improved results. The simulations were run until a maximum time of t,,,, =
10, and the droplet number density predicted by both the first and second-order
schemes have been plotted in Figure 6.1. Plots of the moments can also be seen
here, and the corresponding analytic solutions may be found in (6.4), (6.5) and
(6.6).

From Figure 6.1, it can be seen that the moments predicted by both the first and
second-order schemes are both in excellent agreement with the analytic solutions.
Similarly both numerical methods do a very good job of predicting the droplet size
distribution, however the first-order scheme clearly loses some of this accuracy as
time increases, with the results for ¢ = 10 showing some deviation from the exact
solution. This is in agreement with the results published in [88], where a similar
small loss in accuracy is observed as time progresses. The accuracy has been
shown to further improve, however, if the number of grid points [ is increased.
In comparison, the second-order scheme appears to maintain a superior level of
accuracy for all time.

So for this test case, it would appear that the second-order scheme produces
the most accurate predictions for all three of these properties of interest.

To investigate the rate of convergence, the above test case was repeated using
droplet volume grids of increasing fineness, with I = 20, 40, 80, 160, 320 and 640
grid points respectively. For each run, the error in the numerical predictions was

then measured using the norm

Er =Y |Ni(1) - NE(L)| (6.41)
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where N(1) is the exact number concentration in the 7" droplet volume cell, at
time ¢ = 1, as defined in (6.19). The estimated order of convergence was calculated
to be

In[E;/ Ea]

EOC = In(2)

(6.42)

From Table 6.1, it is clear that the first-order scheme is displaying first-order con-

First-order scheme Second-order scheme
I Er EOC Rate E; EOC Rate
20 | 2.62 x 1072 — 1.92 x 1072 —

40 | 2.07 x 1072 0.34 1.62 x 1072 0.24

80 | 1.44 x 1072 0.52 4.82 x 1073 1.75

160 | 9.07 x 1073 0.67 1.02 x 1073 2.24

320 | 5.38 x 1073 0.75 2.23 x 1074 2.19

640 | 3.01 x 1073 0.84 5.58 x 107° 2.00

TaBLE 6.1: EOC results for the numerical solution of linear growth combined with
constant coagulation.

vergence whilst we have second-order convergence for the second-order method.
We also note that the error in the second-order scheme’s results is smaller than
the corresponding error for the first-order scheme for every single value of I. Fur-
thermore, it is observed that this improvement in accuracy increases even more as

I is increased, and the grid becomes finer.
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Case 2: Linear growth and sum coagulation

Next, we compare the results for the case of linear growth and the sum coagulation

kernel, where we set

v(z) =2, and K(x,y) =x+y. (6.43)

We solve equation (6.1) using the same negative exponential initial condition and
parameter values defined in (6.38) and (6.39), with the boundary condition (6.40).

Here, the geometric grid is defined by

v =1x107° vy =1x 10* and I = 200. (6.44)

In this case, we only integrate in time up until #,,,, = 3, as the combined effect of
the linear growth with the sum coagulation kernel leads to a quicker increase in the
number of larger droplets than in the previous case. The predicted droplet number
density has been plotted in Figure 6.2. The corresponding analytic solutions can
be found in (6.7), (6.8) and (6.9). From Figure 6.2, it is clear that both first-
and second-order schemes capture the evolution of the two moments very well.
Similarly, the first-order scheme provides a good estimate of the droplet number
density for the smaller volumes, but suffers from slight overpredictions of the larger
droplet volumes. We again observe that, in comparison, the second-order scheme
does a far better job of resolving the droplet number density, with no loss of
accuracy for the larger droplets.

Due to our use of the exact boundary condition (6.40), we see improved results

for the smaller droplets, in comparison to those of [88], where the authors simply
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set the boundary condition to n(z,,t) = 0. It is also noted that the observed
overpredictions by the first-order scheme can be reduced by increasing the number

of droplet volume grid points used. We have again carried out a convergence

First-order scheme Second-order scheme
I Er EOC Rate Er EOC Rate
20 1.23 — 1.65 —

40 | 8.60 x 1071 0.51 6.07 x 107! 1.44

80 | 5.16 x 107! 0.74 1.09 x 107! 2.45

160 | 2.85 x 107* 0.86 1.97 x 1072 2.46

320 | 1.51 x 1071 0.91 4.20 x 1073 2.23

640 | 7.77 x 1072 0.96 9.49 x 1074 2.15

TaBLE 6.2: EOC results for the numerical solution of linear growth combined with
sum coagulation.

analysis using (6.41) and (6.42), and the results of this can be seen in Table 6.2.
Clearly, we again have first and second-order convergence for the respective first
and second-order upwind schemes. We also generally observe smaller errors with

the second-order scheme.

Case 3: Constant growth and constant coagulation

Finally, we consider the case of constant growth, with constant coagulation. To

do so, we solve equation (6.1) for the case of

v(z) =1, and K(z,y) = 100. (6.45)
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We again use the negative exponential initial condition, parameter values and

geometric grid as defined in (6.38) and (6.39), combined with the grid parameters

v =1x107° v =1 x10% and I = 200. (6.46)

The boundary condition

n(Tmin, t) = 0, (6.47)

is imposed, to correspond to that used in [88], and be consistent with the exact
solution which becomes zero for z < t.

As mentioned previously, in this particular case, the analytic solution is in fact
an approximation, and is only valid for larger droplet sizes [87]. Subsequently, we
can only assess the predictions of the numerics to plotting accuracy in this case.

The simulations were run until a time of ¢,,,, = 10, and the predicted droplet
number density has been plotted in Figure 6.3 at various time steps against the
analytic solution (6.10). Plots are also shown of the corresponding normalised
zeroth and first moments.

The results in Figure 6.3 show excellent agreement to the analytic solution, for
both first- and second-order upwind schemes, for all three of the properties plotted
— droplet number density, zeroth and first moments. The predicted droplet size
distributions match the analytic solutions at every timestep, for both schemes,
with the exception of the smaller droplet sizes, where it is known that the analytic
solution is invalid [87, 92]. We also note that the first-order upwind plots match
those presented in [88], for the same problem, perfectly. Again we see improved
accuracy with the second-order scheme. This is observed by the fact that the jump

discontinuity in the droplet number density is resolved better by the second-order
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scheme.
Thus, having shown the second-order scheme is consistently more accurate, it
is this scheme that we will later incorporate into our model for evaporation in the

spray dryer.
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6.2 Evaporation in a spray dryer

Asin (6.1), the incorporation of evaporation effects into the spray model is achieved
via the introduction of a convective term along the droplet volume range x to

equation (2.22) along with the specification of a growth rate v(x, z), where

Y(z, z) = i %(Droplet Volume), (6.48)

is the rate of growth/shrinkage of a droplet of volume x within the spray. The
addition of this evaporation/growth term results in the new governing PBE for

the spray model:

Transport & Spray Shape Evaporation

OlA(In(x,2,1)] DA(2)ulz, 2)n(z, 2,t)] +E9[A(z)7(x,z)n(x,z,t)]
ot 0z ox
A(z) x [%/0 K(x —y,y,2)n(x —y, z,t)n(y, z,t) dy
) Birth ofrdroplets

_/000 K(z,y, z)n(xz,r,t)n(y, z,t)dy |. (6.49)

Loss ofTiroplets

6.2.1 Derivation of an evaporation rate

Before we go onto solve (6.49) numerically, we must first specify an evaporation
rate y(z, z). The form we have opted for is similar to that presented in [97], and
is derived below.

For conservation of mass during evaporation, we require

Pdrop A‘/drop = Pgas A‘/gas> (650)
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where AVy,, is the change in volume of the evaporating liquid droplet, and AV,
is the corresponding change in volume of gas vapour due to evaporation. Here pgqs
is the density of the gas produced by the evaporation.

The change in volume as a function of the liquid droplet’s diameter D = d(x)
is given by

AVyas — AVirop = A(%D?’). (6.51)

Dividing (6.51) by some change in time At, we have

A‘/gas . A‘/drop m A <D3>

= — ) .02
At At 6 At (6:52)
In the limit as At — 0, this gives the equation
AVyas  AVirop m™d [ 4 T _,dD
. T D>:—D el 6.53
dt dt 6 dt ( 2 dt (6.53)
From equation (6.50),
AVjos = 252 AV, . (6.54)
gas
Substituting (6.54) into (6.53) the LHS becomes the expression
Pdrop dvdrop - d‘/drop _ (pdrop - pgas> d‘/;lrop‘ (655)
Pgas  dt dt dt

Pgas

A thermal energy balance for the heat energy absorbed into the droplet, relative
to the energy required to convert a certain mass of liquid into vapour is given by
the equation

7TD2hf<Tgas — Tdmp)At = AhvpdropA‘/dropa (656)
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where Ah, is the enthalpy of vaporisation of the moisture within the droplet and
hy is the heat transfer coefficient for a single droplet. Here, T, and Ty, are the
temperature of the air, and the evaporating droplet, respectively.

Equations (6.53) and (6.55) can then be combined with the thermal energy

balance in (6.56), to produce the equation

dD _ 2hy(Tyas = Tirop) (Parop — Poas) (6.57)

E pgaspdropAhv

To get an expression for «y(z, z) from (6.57), we make use of the fact that for a

droplet of volume x with diameter D = (6z/m)'/3,

dx dx dD

m
Vo) =2 =2 =2

_dx _dvdD 9 dD_7T1/3 23 D
dt dD dt

x 8= () (6.58)

Since
kairNu kair Nu

M= T Gy (6.59)

this leads to the following equation for the evaporation rate:

72/3(6x>1/3kairNu (Tair — Tdrop) (,Odrop - ,Ogas)
Ahvpdroppgas .

Y(z,2) = — (6.60)

Here, k,; is the thermal conductivity of air and Nu is the Nusselt number. This
evaporation rate describes the evaporation rate of spherical droplets within a liquid
flow, and so is perfect for our purposes.

An example of the typical values taken by the parameters found in (6.60),
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within a spray dryer, can be found in [57, Table 1]. Here, we have that:

koir = 0.03Wm™ K, Ty = 286.35°C,  Tupop = 92.35°C,  pgas = 0.615kg m™>

Parop = 1566kgm ™3, = 2.945 x 10~°kg/(ms), Ah, = 2.26 x 10°J kg~".

The Nusselt number correlation used comes from [98] and takes the form

Nu=2.0+0.6R"Pr'/3,  with Pr= pu x c,/kair, (6.61)

where Pr is the Prandtl number and ¢, = 1006J kg~! K is the specific heat of the
gas. Here, the Reynolds number takes the same form as (2.27), and so is given by

the equation

_ Paird(2) [u(2, 2) — Uair (2)|
p .

Re (6.62)

From these, we can see that

v(x, 2) ~ 23

Clearly, this means larger droplets will evaporate faster than their smaller coun-
terparts. This is due to the fact they have larger surface areas, and thus a bigger

surface in contact with the air, at which evaporation may take place.

6.2.2 Dimensionless growth-coagulation-advection equation

Before we proceed further, we first derive the non-dimensional form of equation
(6.49), using the same steps taken in Section 2.2.1. In what follows, the constants
No, Vo, xg, Koy, and the non-dimensional variables Zz, ¥, Z, u and v are the same

as those defined in (2.43) — (2.49). The dimensionless area A(Z) can be found in

-171-



CHAPTER 6 — INCORPORATION OF EVAPORATION EFFECTS

(2.53), the dimensionless number density 7 in (2.57) and the dimensionless kernel
K(z,9,7) in (2.52). We again assume that coagulation is the dominant time-scale
and, for the time variable, set t = ¢ / Ny K.

For the growth rate v(z, z), we have that

ox 0T

v(z, 2) = 5 = IONOKOE. (6.63)

These dimensionless variables can then be used to write equation (6.49) as follows:

0 No 10 . Ny
NO K()a— [ALA( ):U—OTL(I',Z,E)] + Z@[ALA(z)uou(x,z)aj—on(x,z,f)}
10 o No_
+ 2 03 [ALA( ) 2o No Ko ¥(Z, 2) x—on(x, zZ, ﬂ] =
ApA(Z / KoK(z — 9,7, E)En(x -1, Z, t_)—n(y,z t) o dy
Zo
/ KoK (z,7 NO (x Z,f)%ﬁ(gj,i,f)xo dg] (6.64)
0

Grouping all the constants together, this becomes

Zo 8t LZEO 62

/Km-r(man(y,zady (6.65)

Simplifying (6.65), and using (2.55) for the specific cross-sectional area of the

spray, produces the non-dimensional form of the combined growth, coagulation
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and advection equation (6.49):

8 —2_/— = U a o
ik eSO R R Lo (7, 2)(#, 7, D)
0
29 (o Nl s _
7+ z OT [V(xa Z) n(I, Z, t_>]
72 « [% K(f - Y, Y, Z)T_L(f -9, Zz, {)ﬁ(@ z, f) dy
0

_/ K(j;ag7 E)ﬁ(‘fa Evaﬁ(gu 27E>dg : (666)
0
Dropping the bars for notational convenience, (6.66) can be written as

%[z%(w, z,t)} + QQ% [Z2u($, z)n(zx, z,t)] + 22% [’y(x, z)n(z, z, t)} =

1 x
22 X |:§/ K([L’ - Y,Y, Z)Tb(l’ - yaz7t)n(y7z7t) dy
0

_/OOOK(:E,y,Z)n(if,z,t)n(y,z,t)dy}, (6.67)

b U ( Coagulation time-scale ) (6.68)
where = —— = .

o NoKyL Advection time-scale /'
and K(z,y,2) = C x (&' +y'*)?|u(z, 2) — v(y, 2)|. (6.69)

Note that here, qq is the same ratio of coagulation and advection time-scales seen

previously in (2.63) in Section 2.2.1.

6.2.3 Existing results for growth-coagulation-advection equa-

tions

At this stage, as in Chapter 3, we briefly investigate whether any existing ana-
lytic results may be applied to the system described by equations (6.67) — (6.69).

Assuming that time is suitably large enough, such that a steady-state system has
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been achieved, we can say that any steady-state solution to (6.67) must satisfy the

equation:

o [2ute, i, )] + 2 o, 2) (e )] =

1 T
0

- / K(x,y, 2)n(z, 2)n(y, =) dy|. (6.70)
0
If we then set

2

K
cs(x,s) = z'n(x,z) and k(x,y,z2) = M

22

, (6.71)

equation (6.67) becomes

0

w5 u(z, z)cs(w, 2) | + a—[v(x, z) Cs(x7z)] =

X

| — |
| = =

/ k(x —y,y,2)cs(r —y, 2)es(y, 2) dy
0

—/Oook’(:c,y,z)cs(x,z)cs(y,z)dy . (6.72)

This can be further simplified by defining

~ k(x,y, 2)

=u(z, z)cs(z, 2 L,Y,2) = M
f(.T,Z)— ( ) )S( ! >’ k( Y ) qOU(%Z)“(y’Z)

qou(z, z)’
(6.73)

, and y(z,z) =
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from which (6.72) can then be written in the form

%/Ox%(x—y,y,z)f(x—y,Z)f(ZLZ)dZ/

- / TRy ) a2 (.2 dy ] (6.74)

The form of (6.74) is that of a standard Smoluchowski equation with an additional
growth term, for which a limited number of analytical results are available within
the literature.

In [99], analytic solutions are presented for combined nucleation, growth and
aggregation of particles; however the results are limited to very specific growth
rates (constant/linear) and coagulation kernels (sum/constant), and so cannot be
applied to our spatially dependent coagulation kernel. Similar results are presented
in [100], but once again we find that solutions are only shown for very specific
combinations of coagulation kernel and growth rate.

The results in [68], detailed in Section 3.1 may also have proved useful, however
again we are limited by the fact that these require our kernel to be bounded.
Similarly, the results from [67] are not applicable here either, as they require the
kernel to depend upon size alone, and so cannot be applied to a spatially dependent
kernel.

Thus, in the absence of analytic solutions applicable to (6.70), we again look
to a numerical approach to solve the case of combined growth and evaporation

within our spray.
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6.2.4 Discretised growth-coagulation-advection equation

To discretise the growth term from (6.67), we employ the moment-preserving
second-order upwind scheme for growth that is presented in (6.36).
The growth term from equation (6.67) states that change in the droplet number

density due to growth is given by the equation

on(x,z,t 0
22% =" [zzv(z, z)n(x, z,t)]. (6.75)

Integrating over the cell €2;;, we have

j+1/2  [Vitl 4+1/2 Vit1
/ / 8n (,2,¢) dxdz = / / 3 z)n(x, z,t)| dedz.

Zj—1/2 Zj—1/2
(6.76)
The expression on the LHS of (6.76) can be approximated using the midpoint rule

for the z integration. Doing so, the LHS of (6.76) becomes

/ e / . ZZn(x 2t)]dedz ~ j ViNg ()] (6.77)

Zj—1/2 CH

where

Vi=Azx 2 (6.78)

Carrying out the = integration on the RHS of (6.76), we have

Zjy1/2
RHS = —/ 22 [fy(viﬂ, 2)n(vig1, 2, t) — y(vi, 2) n(v;, z,t)] dz. (6.79)

Zj-1/2
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Using the midpoint rule for the z integration, this leads to the equation

RHS = _(Zj+1/2 - Zj—1/2)232 Y(Vig1, Zj) n(Vig1, Zjs t) —y(vs, Zj) n(v;, Zj,t)]

= V}' ”Y(Ui, Zj) n(vi, Zj,t) - ’Y(Uiﬂ, Zj) ”(Uz'ﬂ, Zj,t)]- (6-80)

Since the droplet number density is calculated at the representative droplet sizes
z;, we do not know the droplet number densities n(v;, z;,t) at the cell edges that
appear in the above and so these have to be approximated.

To begin the process, we let

GPij(t) ~ v(vit1, 2) n(vis1, 25, 1),

GMi;(t) ~ v(vi, 25) n(vi, 2j, 1).

then approximate the GP;;(t) and GM;;(t) terms using the second-order upwind

approximation from [95]. To achieve this, we set

ACL’Z‘
2(1’@ — xi—l)
Axi_y

2(%’—1 - l‘z‘—z)

GPy(t) = (visr, 2) [nis(t) + D5 (0) (nanns () = (1)) |.

GMy(t) == (v 25) [i15(0) + D (1)) (g (1) = mica (1)) .

(6.81)

where

_ () —nim(t) te ni (£) ~ Nij(t)
7’L7;+1j(t) — ’flij (t) + € " Ai’l

(6.82)

r(O)| +
_ Ol
1+’rij(t)|

Here, ¢ < 1 is some arbitrary small number, and has been included to avoid

division by zero. Combined, equations (6.80) — (6.82) give us the discrete growth
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term for our spray equation
Giglt) =V x |GPy(t) = GMy(1)|. (6.83)

Finally, we add this new growth term into our existing discrete system of equations
for the spray (4.51). The existing discrete transport, birth and death terms, can be
found in (4.23), (4.50) and (4.27) respectively. Combined with (6.83), they result

in the coupled system of ordinary differential equations

d _ 1504 7 T ~
Va0 = 7 [BEAO + Dylt) = Ty 0) — Gy (1), (6.84)
where
1<i<I and 1,<j<J (6.85)

This is our discrete approximation to equation (6.67).

The novel combination of numerical techniques found in (6.84) results in our
discrete approximation being second-order accurate for all three of the processes
being modelled — growth, transport and coagulation. As far as we are aware, this
is also the first time that this particular combination of the cell average technique,
the Kurganov-Tadmor scheme and the second-order upwind scheme for growth has

been applied.
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6.2.5 Test cases — evaporation in a spray dryer

Having established the discrete form of the spray equation (6.84), incorporating
growth, coagulation and advection, we now go on to investigate the effects of
varying various parameters found within the model. Here, we look at the case
of a co-current dryer, spraying water into a flow of hot air, and run a series of
test cases. Throughout these examples, we will use the realistic droplet velocities
defined by (2.31) and the co-current airflow velocity defined by (2.23).

To allow for comparisons to be made when a physical variable is changed, we
first define a base setting for the physical parameters in the model. These base

settings are:

Pair = 0.746 kg m 3, Parop = 999.Tkgm™3 | = 2.577 x 107° kg/(ms),

L =1m, zo = 0.2m, A =0.75.
dpin = 100 pm, dmaz = 2080 jm, bezo_T
Ah, = 2.478 x 10T kg1, Uinier = 15m s, Ugir(20) = 7.5ms™t .
Toir = 200°C, koir = 0.038Wm™ 1 K, Throp = 10°C .

The physical properties of water and air found in the above list are taken from
the reference tables in [101, Appendix 1].

For simplicity, it is assumed that the internal temperature of all water droplets
remains constant at Ty, for a droplet’s entire residence within the dryer. Sim-
ilarly, it is assumed that we have a constant air temperature 7T,;. throughout the
entire length of the drying tower.

In what follows, we solve (6.49) numerically, using the base settings above, and
the inlet droplet distribution (5.6) with Ny = 1 % 10%, 250 = 6.545 x 107'? m?

and o = log(1.75).
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Case 1 - No evaporation

First, we present results for just transport. This allows for comparisons to be made
when evaporation and coagulation are later switched on. Here, only the realistic
droplet velocities affect the droplet number distribution throughout the length of

the spray, and both coagulation and evaporation terms are set to zero.

10

x10°
T T T T

—x—Inlet
—+—Halfway down spray| |
End of spray

©

Number per unit length, N x A (#/m)

0 Lo e L T T .
1012 101t 10710 107°
Volume, z (m?)

FIGURE 6.4: A reference run with realistic droplet velocities, but no evaporation
or coagulation. The plot illustrates the resulting droplet number per
unit length distribution throughout the length of the spray.

Case 2 - Physically realistic evaporation rate

Next we introduce the realistic evaporation rate from (6.60) and (6.61). The results
of solving (6.49) numerically, with evaporation turned on, are illustrated in Figure
6.5. Here, an increase is observed in the number of smaller droplet sizes at the end
of the spray when compared to the results seen in Figure 6.4 where evaporation

is absent. Similarly, we see a small decrease in the number of larger droplets with
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this example too. These observations are both in line with what we would expect
to see for evaporating droplets.

6
x10
lO T T T

—x—Inlet
—+— Halfway down spray| |
—o— End of spray

©
T

Number per unit length, N x A (#/m)

10712 1071 10710 10°°
Volume, z (m?)

FIGURE 6.5: Effect of turning on evaporation, using the evaporation rate (6.60).
The plot illustrates the droplet number per unit length distribution
throughout the spray.

To illustrate the effect of evaporation on an individual droplet, we have also
plotted the volume lost from a droplet during its residence time within the dryer
tower in Figure 6.6. Clearly the volume lost is directly proportional to the droplet’s
initial volume, with the larger droplets shrinking more due to evaporation than
the smaller ones. This is to be expected, as the larger drops have a larger surface

area available for evaporation to take place over.

-181-



CHAPTER 6 — INCORPORATION OF EVAPORATION EFFECTS

-
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Volume lost due to evaporation (m?
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Droplet volume, 2 (m?)

FIGURE 6.6: Plot of the theoretical volume lost due evaporation during a droplet’s
residence time within the dryer, using the evaporation rate from equa-
tion (6.60). All droplets are initially travelling at 15ms~!, through
co-current air with a temperature of 200°C, and initial air velocity
7.5ms !

Case 3 - Effects of combined evaporation & coagulation

Now we look at the effect of adding coagulation into the equation. The results of
solving (6.49) for combined coagulation, advection and evaporation are shown in
Figure 6.7.

The results in Figure 6.7 clearly show that coagulation has caused a small
increase in the number of larger droplets towards the end of the spray, compared
to the results in both Figures 6.4 and 6.5. What can also be seen, although the
difference is more subtle, is that there is also a small decrease in the number of
small to medium size droplets, when compared to the results in Figure 6.5. This

is in line with what we would expect when coagulation is occurring.
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FIGURE 6.7: Combined effects of evaporation, coagulation and advection, as per
the base settings. The plot illustrates the droplet number per unit
length distribution within the spray.

Case 4 - Effects of varying air temperature

We now consider the effects of varying the air temperature within the drying
tower. To achieve this, we increase the air temperature from 7,; = 200°C to
Toir = 300°C. In doing so, we must also scale the values of the air’s other physical
quantities accordingly. The required values of these can again be found in [101,

Appendix 1], and take the form:

Pair = 0.616kgm™3  p = 2.934 x 1075 kg/(ms),

Eair = 0.044Wm™ K, ¢, =1044J kg 'K .

The results are shown in Figure 6.8, and this time we observe an increase in the
total number of smaller particles, relative to Figure 6.7. This can be attributed to

the higher air temperature creating more evaporation within the dryer, and thus
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FIGURE 6.8: Results show the effect of increasing the air temperature to T,;. =
300°C. The plot illustrates the droplet number per unit length dis-
tribution within the spray.

a shift in the number distribution towards more smaller droplets, and less larger

ones.

Case 5 - Effects of varying droplet temperature

Here we increase the droplet’s temperature from 10°C to 80°C, whilst returning
the air’s temperature, and other associated parameter values, to the base settings
linked to T,;,. = 200°C.

From the results in Figure 6.9, it appears that increasing the droplet’s initial
temperature reduces the amount of evaporation taking place within the dryer. This
appears to produce a decrease in smaller droplets, and an increase in the number
of mid-size droplets compared to both Figures 6.7 and 6.8. For this particular

case, it appears to narrow the range of the final droplet size distribution.
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FIGURE 6.9: Results show the effect of increasing the droplet temperature to
Tirop = 80°C. The plot illustrates the droplet number per unit length
distribution within the spray.

Case 6 - Effects of varying droplet inlet velocity

Next we investigate the effect of increasing the droplet’s inlet velocity from ;s =
15ms™! t0 Ujnier = 40ms—t. Again, all other parameter values are returned to the
base settings, and the results are plotted below.

The results are shown in Figure 6.10. Here, we can clearly see an increase in the
number of mid to large size droplets, relative to Figure 6.7. This can be attributed
to the increased inlet velocity causing a bigger difference between the velocities
of the larger and smaller droplets further down the spray. This will cause more
collisions, leading to an increase in coagulation within the dryer, and so more of the
smaller droplets will coagulate with larger ones. Similarly, the larger droplets that
maintain their momentum longer, will now have reduced residence times within

the dryer, which in turn results in less evaporation from these particular droplets.
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FIGURE 6.10: Results show the effect of increasing the droplet inlet velocity to

Uintet =40ms~!. The plot illustrates the droplet number per unit

length distribution within the spray.

Case 7 - Effects of varying the spray angle

Finally, we look at the effects of increasing the spray’s inner cone angle from § = %
to B = 7, whilst keeping the spray’s thickness constant at § — g = 35- The results
are shown below in Figure 6.11 .

This time, we clearly see a large increase in the number of all droplet sizes
through out the length of the spray. This will be due to the increased spray angle
increasing the residence times of all droplets within the spray, which in turn will

produce an increase in both evaporation and coagulation effects, as is illustrated

in Figure 6.11.
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FIGURE 6.11: Results from increasing the spray’s inner cone angle from g =

3
to B8 = 5. The plot illustrates the droplet number per unit length

distribution within the spray.
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Chapter

Experimental validation

In this chapter, we look to validate the model’s predictions against experimental
data provided by Procter and Gamble. Most of the data was obtained by the
process engineers, however I was also given the opportunity to run my own series
of small-scale atomisation rig trials at their innovation centre in Newcastle. So all
of the data presented in Section 7.1 is data I collected myself from those trials.
For the full-scale dryer, the data provides many of the model’s input parameters;
these include spray angle, slurry density and the inlet droplet size distribution
(albeit not in number concentration form). It is also detailed enough to allow
calculation of any input parameters that are missing, such as the droplet’s inlet
velocity. However, the coagulation efficiency A of each slurry is still unknown and
so it must be calibrated using parameter sweep techniques.

In what follows, we first outline how some of the data has been collected.
We do so by using the example of a small-scale rig used by P&G to calculate
the atomisation properties of prototype slurries. Next, since the experimental
size distribution data is presented in terms of fractional volume distributions, we

describe how these are converted into number concentration distributions for use
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within our computational model. Finally, the model of the full-scale drying tower is
solved numerically, and the coagulation efficiency A is calibrated for two separate
slurry trials. Once calibrated, the model’s predicted droplet size distributions
are shown to be in good agreement with those observed experimentally. These
simulations are run twice - once with just coagulation and transport, and then

again, incorporating evaporation.

7.1 Small-scale data acquisition

To help understand how the experimental data was obtained in the full-scale dryer,
I was given the chance to carry out my own series of experimental trials on a smaller
laboratory scale in Newcastle. The aim of these was to calculate the spray angle
and droplet size distribution for various water sprays, using the same nozzles seen
in the full-scale drying towers. These trials were carried out in the small-scale
atomisation rig illustrated in Figure 7.1.

This consists of a perspex box, with a spray nozzle mounted inside, through
which water (or slurry) can be fired. A high speed camera is mounted within the
box, to film the spray and capture the spray angle, whilst a Malvern Spraytec laser
diffraction system allows measurement of the droplet size distribution in real-time,
at the point of complete sheet break-up. An image from one of the water trials is
shown in Figure 7.2.

Atomisation rigs such as the one in Figure 7.1 are commonly used to quantify
the atomisation qualities of new slurry mixes prior to trialling them within a full-
scale dryer tower; in some cases, slurries may clog the nozzles or simply not atomize

very well. So the rig trials mean they can be rejected early on, minimising waste
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FIGURE 7.1: Outline of the rig used to measure atomisation properties for water
and slurry trials. These measurements include the droplet size distri-
bution (DSD) and spray angle.

slurry and reducing operational costs from running full-scale dryer trials.

The trial in Figure 7.1 used a spray of water, fired through one of the hollow-
cone nozzles commonly used in a full-scale spray dryer. The operating conditions
consisted of a nozzle pressure of 60.1bar, a nozzle temperature of 71.5°C and
water flow rate of 0.96th™! (tonnes per hour). From the video still, using ImageJ
software, the spray angle was calculated to be 67.8°.

The droplet size distribution captured by the Malvern Spraytec, for the same
trial, is shown in Figure 7.3. The system is capable of measuring droplets with
diameters within the range from 0.1 — 2000 pm. Here, the measurements were
taken at 20 cm from the spray nozzle, and the Sauter mean diameter of the droplet
distribution was calculated to be D3y = 98.43 pm. Similarly, the diameter of the

median droplet volume was found to be D55 = 137.80 pnm and the span of the
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Spray angle

FIGURE 7.2: Video still capturing the shape of the spray produced during a trial
conducted in the P&G atomisation rig.

volume distribution was calculated to be 0.96. The definitions of the Sauter mean
and span can be found in (1.4) and (1.5), respectively.

Within the full-scale spray dryer, however, it is difficult to mount the Spraytec
apparatus, and so the engineers use a sieve analysis technique instead — this is

detailed in the next section.
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FIGURE 7.3: Droplet size distribution at 20 cm from the nozzle for a water spray
trial conducted in the P&G atomisation rig. The red line is the
corresponding cummulative droplet size distribution.

7.2 Full-scale dryer data

Having established some background knowledge of how the experimental data has
been gathered, we now move on to analyse the experimental data for the full-scale
dryer tower. The first challenge is to convert the data to a usable format that will
allow us to calibrate the coagulation efficiency parameter A\. Once this has been
achieved, we may then compare the predicted and experimental results to further

validate the model’s predictions.

7.2.1 Experimental data acquisition

The data we have comes from a series of trials that were carried out in a full-scale
spray dryer at the P&G Newcastle Innovation Centre. These involved firing differ-

ent slurry mixes through hollow cone nozzles at varying pressures, and recording
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the characteristics of the atomised spray. The measurements taken include the
fractional volume distribution of droplets at distances of 20 cm, 3m and 6 m away
from the nozzle. The spray angle was also recorded, along with the slurry density,
nozzle pressure, slurry mass flow rate and nozzle type/dimensions.

A laser diffraction system was used to record the fractional volume distribu-
tion at the 20 cm distance. Then sieve analysis was used to calculate the fractional
volume distribution of the spray at the 3m and 6 m distances, as the sieving equip-
ment can more easily be implemented within the constraints of the existing tower
configuration. This technique involves collecting a sample of droplets/powder from
the spray at the chosen height of interest. The sample is then filtered through a
tower of sieves which are stacked vertically, in order of decreasing sieve thickness
(smallest sieve size at the bottom). The size distribution can then be calculated
by measuring the volume of droplets that are able to pass through each sieve.
Here, the total volume of droplets that passes through one sieve, but not the next
(finer) sieve, is then allocated to the droplet volume bin that ranges between the
two sieve widths. This means sieve sizes can be fine tuned to focus on accuracy
around a range of expected droplet volumes — for example, if most of the droplets
are expected to fall within a particular range, then more sieves can be used across
that volume range. The total volume of droplets sieved is also measured, by sum-
ming up over all bin sizes, and this then allows the fractional volume distribution
to be calculated. The experimental data has around a 90 — 97% volume recovery
rate, as inevitably, some of the droplets are lost during the sieving process. These
lost droplets may fall into gaps in the sieving apparatus or get blown away if they
are too fine. The data provided lists of all the sieve sizes used, along with the

fractional volume of droplets observed within each sieve size range. An example
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of the corresponding fractional volume distribution can be seen in Figure 7.4.
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FIGURE 7.4: An example of the inlet droplet size distribution at 20 cm from an
experimental trial.

7.2.2 Translation of experimental data

As is standard in the process engineering literature, the fractional volume distribu-
tion (see Figure 7.4) is given in terms of droplet diameter, rather than the droplet
volume used in the computational model. Thus, before we can calibrate the com-
putational model, these fractional volume distributions and droplet diameters need
to be converted into number concentrations and droplet volumes, respectively. In
the literature [102], it is highlighted that care should be taken when converting
between different distribution bases (e.g. volume to number distribution), as sig-

nificant error can be introduced. For example, if it were the case that the droplets
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were formed of non-uniform clusters of particles, whose shapes are complicated in
nature (similar to popcorn), then approximating their volume as though they were
solid spheres, or some other uniform shape, would introduce a significant source
of error to the calculations. However, since the droplets measured experimentally
are near spherical and we assume all droplets are spherical in the conversion, this
minimizes the potential source of error.

In the experimental data, the droplet volume range has been divided into bins
of varying widths. For each of these bins, we are told the corresponding fraction of
the total volume of droplets that lie within the bin. As such, in order to convert the
measurements to number concentrations (number per unit volume in space), we
proceed as follows. First, the width of every bin is calculated and a representative
droplet diameter, D,p, is assigned to each. Here, D,., is simply set to be the
mid-point of the bin. It is then assumed that the volume of droplets in a given
bin is made up entirely of droplets of this representative size. Next, we assume
that Vr(2), the total volume of droplets at distance z down the spray is known.
The total volume of droplets in a given bin is then calculated by multiplying the
corresponding fractional volume figure by Vp(z). Finally, the total number of
droplets in each bin is calculated. Using the assumption that the droplets are
perfectly spherical, the representative droplet diameters for the experimental bins
can be converted into the corresponding representative volumes, #,¢,. The number
of droplets in a given bin is then simply the total volume of droplets in the bin
divided by the representative droplet volume ;).

While the above is a straightforward calculation, it is based on the assumption
that Vp(z) is known. Although it was obviously known at some point in the

gathering of the experimental results, Vr(z) is not given explicitly in the data
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provided. It is, however, possible to calculate its value from the known parameter
values. The data contains the following: the spray angle, the mass flow rate into
the nozzle (kg/s), the slurry density (kg/m?), the dimensions of the nozzle itself
(mm) and the pressure drop across the nozzle (bar). From these, the total volume
of droplets Vi (zp) within a slice of the spray of thickness Az at the inlet z is
calculated using the formula

m

Vr(z)) = ——Az. (7.1)

Pdrop Vazial

Here, m is the mass flow rate of the slurry through the nozzle and v, is the
axial velocity at which the droplets leave the nozzle. Both m and pg,,p, are known,
however the velocity vg.ie is not, and so must first be calculated. To do this, we
refer to [59], in which the following formula is presented for the inlet axial velocity

of a spray

2]

Here, D, and D, are the diameter of the nozzle orifice and air core, respectively,

(7.2)

Vagial =

whilst () is the volumetric flow rate of the slurry through the nozzle, and is defined

by
m
=" 7.3
Pdrop ( )

Equation (7.2) introduces the air-core diameter D, as a further unknown. However,
the ratio D./D, can be easily be obtained, using linear extrapolation, from the
plot in [59, Figure 7], for any given combination of orifice diameter and spray
angle.

As an illustration, for one particular slurry trial, a nozzle air core to orifice
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diameter ratio of D./D, = 0.28 was used. The pressure drop across the nozzle
was set to be 60 bar for the trial, which created a spray angle of o = 44.7° and a
normalised mass flow rate! of m /4 = 1. The particular slurry used here had a
density of pgrop = 1588kg/m?. Substituting these into (7.2), the axial velocity for
this trial was found to be v 0 = 48.96 ms™!.

Now that the axial velocity at the inlet can be calculated, equation (7.1) can
be used to obtain Vr(zp). Combining this with the fractional volume distribution,
the total volume of droplets V;(zp) in the i droplet size bin can be calculated.

Then, assuming all the droplets in the i'® volume bin have volume z;, the total

number of these droplets at zy is given by

Total volume of drops in bin(i)  Vj(zo)

‘I’z‘(zo) =

Representative volume x; T;

Z1/2

FIGURE 7.5: Here, the slice S(zg) of the spray is that enclosed between the surfaces
Zj_l/g and Zj+1/1.

If we want to convert between the total number of droplets W;(zy) and the nu-

merical number concentration at the inlet, N;(zp), we make use of the relationship

Nitao) = 3k, (75)

!The mass flow rate has been normalised to protect commercially sensitive information. Here,
14 is the experimentally observed mass flow rate from Trial A, later introduced in Section 7.3.

-197-



CHAPTER 7 — EXPERIMENTAL VALIDATION OF MODEL PREDICTIONS

where AV (zg) is simply the volume of the slice S(zp) pictured in Figure 7.5, that

was first introduced in Section 2.1.2.

7.2.3 Calculating a reference volume

Having established how to translate the experimental data into a usable format,
the next step is to outline the calculation of the reference volume used in equation

(7.5). This is the volume of the slice S(z;) of the spray pictured in Figure 7.6.

S(zj)

P —— U
R
J+

FIGURE 7.6: The geometry used to calculate the volume AV (z;) of a slice S(z;) of
the spray.

The volume AV (z;) of this slice is given by the integral

Zj4+1/2 Zj41/2
AV (z;) = / J A(z)dz =« tan2%—tan2 E] / T 24

Zj—1/2 2 Zj—1/2
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Using the midpoint rule to approximate the z integral, the volume is then given
by the equation

AV (zj) Azw[tanQ % — tan2§ Z = Az A(z). (7.6)

This gives us the total volume of space, contained within the slice S(z;) and sub-
sequently allows us to convert backwards and forwards between fractional volume
distributions and the number per unit volume in space distribution that we use
within our model. This volume also allows us to fit distribution curves to the inlet
size distributions, and these in turn can be used as the inlet boundary condition

for the model when using any arbitrary grid.

7.2.4 Generalising results for use on arbitrary grids

As touched upon above, the experimental data’s distributions have one funda-
mental limitation — they are restricted to the bins used by the Malvern Spraytec
laser diffraction system and the sieve analysis. Thus, in order to project the ex-
perimental data onto a more general grid, such as (4.2), we have chosen to fit
cither a log-normal (1.1) or a Rosin-Rammler (1.2) curve to the fractional volume
distributions. An example of two fitted curves is shown in Figure 7.7; these have
been produced using a nonlinear least squares technique. The use of these fit-
ted distributions allows for much greater flexibility in the choice of grid used for
the droplet size range. The corresponding droplet number concentrations for our
chosen grid may then be calculated using the same technique described in Section
7.2.2.

The plot in Figure 7.7 also shows the median and Sauter mean diameter, along-
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FiGurE 7.7: The experimentally observed inlet fractional volume distribution for
slurry Trial A plotted against two curves which we have fitted (red
lines) to the data. Here (a) shows a log-normal (LN) fit, as per equa-
tion (1.1), and (b) shows a Rosin-Rammler (RR) fit as per equation
(1.2). Average diameters are also quoted for the fitted curve.
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side the representative diameters Do and D,q9 outlined earlier in Section 1.2.3.
These have been included on all plots in this section, and allow for easier compar-
ison between the different results. The values presented are for the curves which

we have fitted to the inlet data.

7.3 Verification of mathematical model

In this section, the model of the full-scale drying tower is solved numerically for
two slurry trials — referred to as Trial A and Trial B. In doing so, a parameter
sweep is carried out to calibrate the coagulation efficiency parameter A for each
of the slurries. The results are then shown to be in good agreement with the
experimental data. These simulations are initially run with just coagulation and

transport, however they are repeated later, to incorporate evaporation as well.

7.3.1 Model input parameters and distribution

The model input parameters for each trial can be found in Table 7.1. The air flow
velocity is assumed to be a constant counter-current velocity of —0.25ms™! for
both Trial A and Trial B. This is consistent with the experimental airflow used for
these particular trials.

A Rosin-Rammler curve was fitted to the experimental fractional volume data
at the inlet for both trials. This was chosen over the alternative log-normal curve as
it appears to provide the best approximation to the droplet size distribution across
the entire droplet size range. In contrast, the log-normal curve does a very good
job for smaller droplet volumes, but underpredicts the number of larger droplets

from around 100 pm in diameter, upwards. The Rosin-Rammler curve takes the
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Parameter Trial A Trial B
Spray Angle, o 44.7° 36.7°
Slurry density, parop 1588kgm =3 | 1727 kgm 3
Normalised mass flow rate, m /14 1 1.37
Pressure drop across nozzle 60 bar 80 bar

Nozzle air core to orifice

diameter ratio, D./D, 0.28 0.19
Axial inlet velocity, Vgpial 48.96ms™" | 58.86ms™!
Air Temperature, T,;, 97.8°C 93.1°C

Slurry Temperature, Tyyop 30°C 30°C

TABLE 7.1: Experimentally measured input parameters for slurry Trials A and B.

form (1.2), where

=5 () ool (2)] <m

The best-fit distribution parameters were calculated using a nonlinear least squares
approach and can be found in Table 7.2, along with a 95% confidence interval for
each. Plots of these inlet distributions can then be found in Figures 7.7(b) and 7.8,
for Trials A and B respectively. These curves are used to convert the fractional
volume distribution into a number per unit volume in space distribution which
is used as the inlet distribution at zy = 20cm when solving the spray model
numerically.

The same approach was used to fit a log-normal curve (1.1) to the inlet data.
However, whilst the fit was good, it appeared to significantly underpredict the
larger droplets in comparison to the chosen Rosin-Rammler distribution. The

corresponding plot for Trial A can be found in Figure 7.7(a), where D,, = 103.4,
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Parameter | Trial A 95% CI Trial B 95% CI
A 175.2pm | (149.9, 200.5) | 196.8um | (178.4, 215.1)
k 151 | (1.28,1.73) | 1.63 | (147, 1.79)

TABLE 7.2: Rosin-Rammler parameters for the inlet curve for Trials A and B,
along with the corresponding 95% confidence intervals.

T T T T T T

- Experimental inlet
——Fitted RR curve
- = Dy0.5 = 157.05 Hmm
""IDUOi = 49.30 Hum
- Dvo.g = 328.64 Hm
7D32 = 246.41 Hum |

1

Fractional volume per micron

1

400 500 600 700 800 900
Diameter (um)

1000

FIGURE 7.8: Rosin-Rammler curve fitted to the inlet droplet size distribution data
for Trial B.

Sy = 1.13, and the corresponding 95% confidence intervals were (90.32, 116.5) and
(0.97, 1.29), respectively. Here, D,, and S, are the mean droplet diameter and
standard deviation for the log-normal distribution defined earlier in (1.1).

An alternative approach could have been to use the exact experimental data
as the inlet distribution. However, that would mean being restricted to the grid
defined by the sieve sizes used when collecting the original data. Instead, by using

the fitted curves, we have much greater freedom to use any arbitrary grid, with
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any number of grid points.

When solving the spray model numerically, the droplet volume grid was set to
be the same geometrically stretched grid as that defined in (4.2) and (4.3), making
use of I = 40 points and covering the volume range of droplets with diameters 15
— 2000 pm. The spatial range was covered by a uniformly spaced grid of J = 80

points, covering the distances from z = 0.2 — 6 m.

7.3.2 Fitted curves for 3m and 6 m data

Next, we look to fit a similar curves to the outlet data we have for each of the spray
trials. The experimental data at 3m and 6m is obtained using very few droplet
diameter size bins — only 11 compared to the 37 provided for the inlet. This is a
result of the two different measuring techniques used to obtain each distribution
— the Spraytec laser diffraction system used at the inlet uses more size bins than
the sieve analysis used at the outlet. As a result, we would be even more restricted
if we were stuck using the outlet bin sizes as the grid for our model. So, we again
fit log-normal and Rosin-Rammler curves to the data at these points, and then
select the best fit for use on the geometric grid.

For both Trial A and Trial B, the best fit curve at both 3m and 6 m comes
from a log-normal distribution. The curve’s equation can be found in (1.1), and
the best fit parameters are presented in Tables 7.3 and 7.4, for Trial A and Trial
B, respectively. The corresponding plots for Trial A are presented in Figures 7.10

and 7.11, whilst those for Trial B are plotted in Figures 7.13 and 7.14.
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Parameter | Trial A (3m) 95% CI Trial A (6 m) 95% CI
D, 259.4pm (238.0, 280.7) 232 pm (207.1, 257)
S, 0.76 (0.68, 0.83) 0.58 (0.47, 0.68)

TABLE 7.3: Best fit log-normal parameters for the Trial A data at 3m and 6m,

along with the corresponding 95% confidence intervals.

Parameter | Trial B (3m) 95% CI Trial B (6 m) 95% CI
Dy 260pum | (216.6, 303.4) | 260pum | (233.4, 286.6)
S, 0.85 (0.70, 1.00) 0.74 (0.65, 0.54)

TABLE 7.4: Best fit log-normal parameters for the Trial B data at 3m and 6m,
along with the corresponding 95% confidence intervals.

7.3.3 Model validation (no evaporation)

Having established the model’s input parameters from the experimental data, we
now move on to fit the coagulation efficiency parameter A to the slurry used in
each of the trials.

Here, a series of parameter estimation sweeps were performed. This involves
running repeated simulations of the spray dryer model, varying the A\ value used on
each run, and plotting the output from each run onto the same figure. From this
plot, the optimal value of A can easily be pinpointed, and validated quantitatively
using an error norm.

In what follows, the model is solved using only coagulation and transport and
so the evaporation term is set to zero. Corresponding results when evaporation is

switched on are presented later in Section 7.3.4.
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Trial A

For slurry Trial A, the best fitting value of A was found to be A = 0.51, and the
corresponding predicted droplet size distribution at the 3m distance is shown in
Figure 7.10. To evaluate the best fit for A, the error between the predicted results
and the experimentally observed data was calculated at the 3 m distance. In doing
so, the following error norm was evaluated for each value of A used in the parameter
sweep:

I
Ex=Y " AD; x |[FV"(z;) = FVi(zs)|. (7.8)

i=1
Here, F V;-Exp (zy) is the curve fitted to the experimentally observed fractional
volume per micron distribution at z; = 3m, as per Figure 7.10. Similarly, FV i(z7)
denotes the numerically predicted fractional volume per micron distribution at z;,

and AD; is the width of the ¥ droplet diameter bin.

A 0.35 0.40 0.45 0.50 0.51 0.52 0.55 0.60

E, (3m) | 0.3834 | 0.3637 | 0.3504 | 0.3404 | 0.3401 | 0.3403 | 0.3434 | 0.3567

TABLE 7.5: Results for evaluating the error (7.8) for each A value for Trial A.

The results for evaluating the error (7.8) for Trial A can be found in Table 7.5,
along with the plot in Figure 7.9, and provide quantitative evidence that A = 0.51
is the best fitting value for the slurry used in Trial A.

From Figure 7.10, it is clear that the model’s prediction is not the closest match
to the experimental data at 3 m. Here, the peak of the predicted distribution lies in
the right place, as do the distribution’s tails, however there is a clear overprediction
of the number if droplets for almost all sizes. In contrast, the model’s predictions

are a much better fit at the 6 m distance. For Trial A, a plot of these results is shown
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FIGURE 7.9: The error F, at 3m plotted against A for Trial A.
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FIGURE 7.10: Model’s predicted output (blue curve) plotted against the experi-
mental data for Trial A at the 3m distance, with no evaporation.
Here, A = 0.51.
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FIGURE 7.11: Model’s predicted output (blue curve) plotted against experimental
data for Trial A at the 6 m distance, with no evaporation. Here,

A= 0.51.

in Figure 7.11, and clearly the prediction is much closer fit to the experimental
data at this distance. Whilst there is a slight overprediction of droplets below

400 pm in size, and an underprediction of those above, the shape of the curve is a

Diameter (um)

good match to the experimental data.

300 400 500 600 700 800 900 1000

Representative diameter

Numerically predicted

Experimental data

3m 6m 3m 6m
Dyos (nm) 250.29 210.94 259.38 232.01
D35 (pm) 398.91 354.15 415.20 310.98

TABLE 7.6: Representative droplet diameters for Trial A. This table shows both
the numerically predicted results, and those for the log-normal curves
that have been fitted to the experimental data at both 3m and 6 m.

The median (D, 5) and Sauter mean (Dss) diameters for the numerically pre-
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dicted fractional volume distribution are presented in Table 7.6, alongside the
corresponding values for the log-normal curves fitted to the experimental data at
3m and 6 m.

From Table 7.6, it can be seen that the predicted size distribution captures both
the median and Sauter mean diameters really well at the 3m distance, however
the predictions become slightly less accurate at the 6 m distance. It is also noted
that the error E) actually decreased by the 6 m distance, compared to that at
3m for the best fit value of A = 0.51. At 6m, this error dropped down to E), =
0.2969 compared to the 0.3401 value seen in Table 7.5. So in this case, the fit is

consistently good throughout the length of the spray.

Trial B

A 0.30 0.35 0.39 0.40 0.41 0.45

Ey\ (3m) | 0.4157 | 0.3969 | 0.3926 | 0.3924 | 0.3928 | 0.4010

TABLE 7.7: Results for evaluating the error (7.8) for each A value for Trial B.

On repeating the same steps for Trial B, the best fitting value for the coagu-
lation efficiency parameter was found to be A = 0.40. The error analysis used to
verify this quantitatively is shown in Table 7.7, and Figure 7.12. The correspond-
ing numerically predicted droplet size distributions at 3m and 6 m can be found
in Figures 7.13 and 7.14, respectively.

The fact that A is smaller here than it was for Trial A will likely be a direct
result of the different slurries used for each trial. Trial B uses a heavier density
slurry, which may mean it contains more solid particles and less liquid binder than

the slurry in Trial A. This could potentially make the slurry of Trial B less sticky,
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FIGURE 7.12: The error F) at 3m plotted against A for Trial B.

which could in turn explain the smaller value of A.

s %107 ‘ . ‘ ‘ ‘

\ \ Il
I 1 [—A=0.40
g | | | | * Raw data at 3m
2 e8| 1 ! 1 ——Fitted LN at 3m

|

5 3l | ‘ [ Dyos = 244.28 Q|
3 1 : 1 —— Dy1 = 12741 uym
§ 251 | ‘ | - — D,U()_g = 42268 mm |
= | D3y =391.81 pm
> |
= \!
g
=
s
=

0 100 200 300 400 500 600 700 800 900 1000
Diameter (um)

FIGURE 7.13: Model’s predicted output (blue curve) plotted against experimental
data for Trial B at the 3m distance, with no evaporation. Here,
A = 0.40.
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FIGURE 7.14: Model’s predicted output (blue curve) plotted against experimental
data for Trial B at the 6 m distance, with no evaporation. Here,

A = 0.40.

From Figure 7.13, the model’s predictions show another good fit to the exper-
imental data. Again, we see a slight overprediction for droplets below 50 pm in
diameter, and an underprediction of those above; however the peak of the distri-
bution lies almost on top of the peak of the experimental data.

Similar results can be seen at the 6 m distance in Figure 7.14. This time the
spread of the model’s predicted curve appears to narrow, and again the predictions
show a very good agreement with the experimental data. On evaluating the error
(7.8) at 6m, E), = 0.3938, which is marginally smaller than the value of 0.3924
observed at the 3m distance, and shown in Table 7.7.

The median and Sauter mean diameters for the numerically predicted fractional
volume distribution can be found in Table 7.8, alongside those for the log-normal

curves fitted to the experimental data at 3m and 6 m. As was the case for Trial
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Representative diameter Numerically predicted | Experimental data
3m 6m 3m 6m
Dyos (nm) 244.28 208.06 260.00 260.00
D35 (pm) 391.81 352.28 467.43 410.50

TABLE 7.8: Representative droplet diameters for Trial B. This table shows both
the numerically predicted results, and those for the log-normal curves
that have been fitted to the experimental data at both 3m and 6 m.
A, the predicted results for median and Sauter mean diameters are both more
accurate at the 3m point than at 6 m. Here the numerically predicted median
droplet diameter at 3 m shows a good match to the experimentally observed value,
whilst the predicted Sauter mean results are not quite as close to those observed
experimentally this time.
The results above all provide validation that, once calibrated for a particular

slurry, the simple one-dimensional model can in fact produce good predictions of

the droplet size distribution within the spray drying tower.

7.3.4 Model validation with coagulation and evaporation

Trial A

Finally, the calibrated coagulation efficiency parameters from Section 7.3.3 were
used to assess the predictions of the model for Trials A and B when both coagu-
lation and evaporation are turned on.

For Trial A, the temperature of the airflow was 97.8°C, and for modelling
purposes, we have assumed that the slurry temperature was 30 °C for both Trials

A and B.
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Results at 3m and 6 m are shown in Figures 7.15 and 7.16, respectively. For

Trial A, the errors in these results were found to be E, = 0.3424 and E, =

0.2968 at 3m and 6 m respectively. When compared to Figures 7.10 and 7.11 (no

evaporation), the new results in Figures 7.15 and 7.16 are still a good fit to the

experimental data.

Fractional volume per micron

4.5

—X=0.51
x Raw data at 3m
——Fitted LN at 3m

—— Dyos = 251.92 um| |

- = DvO.l = 135.08 nm

- = Dvo.g = 429.40 mm |

——- D39 = 398.72 um

100 200 300 400 500 600 700 800 900
Diameter (um)

1000

FIGURE 7.15: Model’s predicted output (blue curve) plotted against experimental

data for Trial A at the 3m distance, when evaporation is turned on.
Here, A = 0.51.

The numerically predicted average diameters for Trial A, with evaporation

turned on, can be found in Table 7.9. These are presented alongside those for the

experimental data, as well as the earlier numerical results for no evaporation. It is

clear that, with the addition of evaporation, the numerical results for the median

droplet diameter at each distance in the spray are both a slightly better fit than

those produced without evaporation.

Since these results show minimal difference to those produced without evapora-
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Fractional volume per micron

FIGURE 7.16: Model’s predicted output (blue curve) plotted against experimental
data for Trial A at the 6 m distance, when evaporation is turned on.
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Here, A = 0.51.

800 900 1000

Numerically predicted results

No Evaporation | Evaporation | Experimental data
Diameter 3m 6 m 3m 6 m 3m 6 m
Dyos (nm) | 250.29 | 210.94 | 251.92 | 220.12 | 259.38 232.01
D3y (nm) | 398.91 | 354.15 | 398.72 | 358.04 | 415.20 310.98

TABLE 7.9: Representative droplet diameters for Trial A. This table shows the nu-
merically predicted results, both with and without evaporation, along-
side those for the log-normal curves that have been fitted to the ex-

perimental data at both 3m and 6 m.

tion, it would seem that coagulation is the dominant physical effect. However, the

addition of evaporation does have a small effect, and moves the predicted median

droplet diameter closed toward the experimentally measured value.
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Trial B

For Trial B, the temperature of the airflow was 93.1°C and we again assumed the
slurry temperature was 30°C. Results at 3m and 6 m are shown in Figures 7.17
and 7.18, respectively. For this trial, the errors in these results were found to be

E\ =0.3978 and E) = 0.3850 at 3m and 6 m, respectively.

4.5

X =0.40

} * Raw data at 3m
1 ——Fitted LN at 3m
[ i Dv0,5 = 246.26 Hm |
1 - = DvO.l = 129.65 mm
\

\

\

\

\

- = Dv()_g = 423.59 um i
*'*'Dgg = 392.10 um

Fractional volume per micron
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Diameter (um)

FIGURE 7.17: Model’s predicted output (blue curve) plotted against experimental
data for Trial B at the 3 m distance, when evaporation is turned on.
Here, A\ = 0.40.

From the results in Figures 7.17 and 7.18, we again see a slight improvement
compared to the results presented earlier, where evaporation was not present.
Compared to the corresponding plots in Figures 7.13 and 7.14, the predicted size
distributions are near identical.

Table 7.10 shows the predicted representative diameters for Trial B, with evap-
oration turned on. Again, we find that both the predicted median and Sauter

diameters a slightly better match to the experimental data when evaporation is
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FIGURE 7.18: Model’s predicted output (blue curve) plotted against experimental
data for Trial B at the 6 m distance, when evaporation is turned on.
Here, A = 0.40.

Numerically predicted results

No Evaporation | Evaporation | Experimental data

Diameter 3m 6 m 3m 6m 3m 6m

Dyos (nm) | 244.28 | 208.06 | 246.26 | 216.96 | 260.00 260.00

D3y (pm) | 391.81 | 352.28 | 392.10 | 355.80 | 467.43 410.50

TABLE 7.10: Representative droplet diameters for Trial B. This table shows the
numerically predicted results, both with and without evaporation,
alongside those for the log-normal curves that have been fitted to the
experimental data at both 3m and 6 m.

incorporated in the model. This is true at both the 3m and 6 m distances.

From Figures 7.10-7.18, it is clear that the simple one-dimensional model does

a reasonable job of predicting the droplet distribution throughout the length of

the spray. Whilst the predicted size distribution is not an exact match for the
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experimental data, the general shape of the predicted distributions, along with the
location of their peak/tails, are all close to those of the experiential data. Similarly,
the predicted Sauter mean and median diameters show a good agreement with the
experimental data, and improve further when evaporation is incorporated into the
model. Thus, whilst the size distribution may suffer from some overprediction,
the one-dimensional model is clearly a useful tool for estimating the representative

diameters.
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Chapter

Conclusions and future work

8.1 Conclusions

This thesis has demonstrated that, once calibrated, a simple one-dimensional
model can successfully predict the droplet size distribution throughout the length
of a spray within a drying tower. The model’s predictions have been validated
against both real-world experimental data from a spray dryer, and known analytic
solutions for simplified cases.

The initial model was shown to produce excellent agreement with analytic
results for pure coagulation, pure advection and combined advection/coagulation
problems. The results were accurate for both the droplet size distribution and the
evolution of the first two moments. Then, later on, the extension of the model to
incorporate evaporation was shown to produce excellent agreement with available
analytic results for the growth-coagulation equations as well.

To our knowledge this is the first time that the cell-average technique has been
applied to model coagulation in the context of a spray drying operation. It is also

the first time that this unique combination of the cell-average technique, and the
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Kurganov-Tadmor scheme for advection have been coupled to describe a drying
tower. It is clear that this novel pairing leads to excellent predictions of the droplet
distributions within the tower.

It has been observed that the amount of coagulation occurring within the spray
may be increased by each of the following; increasing the spray angle, reducing
the spray sheet’s thickness, increasing the density of the droplets or increasing the
efficiency parameter A. Similarly, minimal coagulation is observed if the droplet’s
inlet velocity is increased — a perhaps obvious result of the droplet’s decreased
residence time within the dryer, which leaves less available time for coagulation.

For the cases we have looked at, it would also seem that coagulation has a
greater bearing on the final droplet size distribution than evaporation does. How-
ever, the incorporation of evaporation effects has been shown to further increase
the agreement of the model’s predictions with experimental data in Chapter 7.

Despite the many assumptions and simplifications made during the model’s
derivation, the results it produces are excellent. The end result is an efficient com-
putational tool, proving fast and accurate predictions of the droplet size distribu-
tion throughout a spray. Whilst the predictions do not match the experimentally
observed size distributions perfectly, they are accurate enough to allow engineers
to quickly estimate the median droplet diameter for a given combination of slurry
and operating conditions. This will be a much welcome addition to their research
and development toolkit, as the alternative CFD simulations may take several

hours to model the problem.
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8.2 Future work and modifications to the model

Moisture content and droplet material properties

The slurries used in spray drying are multiphase mixtures, made up of various
solids and liquids. However, the model presented here makes no provision to
account for the moisture content contained within the droplets. In reality, the
moisture content of a droplet will affect its stickiness, which in turn will affect its
likelihood of successful coagulation. Subsequently, the coagulation kernel could
be adapted to be a function of moisture, as well as size and velocity, in order to
account for this.

The moisture content of the droplets will generally reduce as the droplets spend
more time evaporating within the dryer. Therefore, two dryer droplets may be
less likely to coagulate than more moist ones that have just entered the dryer.
This could again be accounted for within the coagulation kernel. The moisture
content of the droplets entering the dryer could then be optimized to produce the
desired final droplet size distribution. This could be achieved by fine tuning the
input parameters such as spray angle, slurry temperature, and inlet velocity. The
moisture content of the final product could also be optimized, to ensure that it
is flowable and easy to handle, by avoiding it being too sticky so that it simply

clumps together.

Spray shape

Within the model presented, the spray angles o and [ are assumed to remain
constant throughout the length of the spray. In reality, these will usually decrease

as z increases, due to the influences of aerodynamic drag and gravity — see Figure
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7.2 for an example. These forces lead to a deceleration of the droplets and cause
the spray to become bell shaped further away from the nozzle. This is something
that could be incorporated into the model by making both o and £ functions of
z. The form of these could, for example, be decided by fitting the inner and outer
surface curves to experimental data. Alternatively, a(z) and §(z) could be chosen
to follow the theoretical parabolic paths traced out by the trajectory of the largest

and smallest droplets respectively.

Fragmentation

Whilst spray drying is based around the idea of droplets coagulating, it is also
possible that collisions may result in droplets fragmenting into smaller droplets.
This process has been ignored in the current model. However it is something that

could be added into the model in the future.

Droplet-air momentum balance

The one-dimensional model makes no explicit provision to account for momentum
transfer between the slurry droplets and the airflow within the spray dryer. It
simply uses inertial deceleration of the droplets to pre-define the droplet’s velocity
as z-increases, along with a pre-defined airflow velocity, whereas, in reality, the
droplets will be decelerating the airflow as well.

The model could be adapted to include momentum conservation of the air-
droplet interaction by incorporating both a momentum balance for the air in steady
state, as well as the existing momentum balance used to pre-define droplet velo-

cities. If the mass flux of air entering the spray is calculated, and a mass balance
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derived for the entire system of droplets within the spray, these could then be
solved to steady state, to give a more comprehensive picture of the entire system.

However, care has to be taken not to make the model too computationally
expensive as a result, as then the “computationally-inexpensive” benefits over a

full CFD simulation may be lost.

Turbulence and droplet recirculation

In a real world spray dryer, there can often be zones of turbulent airflow or flows
of recirculating air/droplets within the dryer tower. These are both complicated
physical phenomena that the model makes no attempt to capture. Thus, finding a
simple way in which these could be incorporated could further improve the model’s

predictions.

Application to other industries

The model presented has obviously been developed with a focus on spray drying.
However, there is no reason it could not be further generalised and applied to other
fields in which sprays are involved. Examples might include fuel injector sprays

within engines, or agricultural crop dusting systems.

Future analytical work

The mathematical models, and numerical schemes, presented in this thesis are
clearly all heavily influenced by the presence of coagulation within the spray-drying
process. This leads to nonlinear integro-differential equations of the Smoluchowski

type playing a fundamental role within the modelling. Despite the availability of
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a substantial number of analytical results for these types of equations, very few
of these results can actually be applied when the kernel is spatially or temporally
dependant. Instead, these existing results generally focus on kernels that depend
only upon on the size of the coagulating droplets. Thus, as touched upon in
Chapters 3 and 6, none of the existing results can be applied to the coagulation
kernel used in our model.

The same is true for even the simpler steady-state equations. For example,
we showed that the steady-state version of (6.67) could be rewritten as a non-
autonomous Smoluchowski equation with an additional evaporation term — see
(6.74), where z plays the role of the time variable. However there are very few
existing results that can be exploited on such equations, and once again, none of
them are applicable to (6.74).

As a result, there is clearly scope for future analytical work to investigate the

existence and uniqueness of solutions to equations of the form (6.67) and (6.74).

Incorporation into a larger CFD model

One final possibility is the incorporation of the coagulation model into a much lar-
ger, fully-comprehensive model of a spray dryer. As such, the coagulation model
presented here could be incorporated as a sub-model, with other sub-models deal-
ing with separate processes such as evaporation and bubble formation. The result-
ing model would be highly computer intensive, but extremely detailed and capable

of comprehensively simulating the physics within an entire spray drying tower.
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Exact moments for specific kernels

This appendix focuses on pure coagulation, with no z dependence, in an isotropic
system of particles governed by the continuous coagulation equation (1.15) and
outlines derivations of simple expressions for the exact zeroth, first and second
moments of the number density function for the cases of constant and sum coagu-
lation kernels, respectively. It also considers the exact solution of the moments
for the case of specific initial conditions. Analytic solutions for both the number
density and moments of these specific cases are widely available in the literature;

see [39, 48].

A.1 Exact moments for the constant kernel

Zeroth moment

To find the zeroth moment for the constant kernel case, we set v = 0 and

K(xz,y) =11n (1.23) to get the equation

MY(#) = —%/OOO /Ooo n(a, nly, 1) dz dy —%Mg(t). (A1)
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This is easily solved to obtain,

M(t) = (A2)
2 2
where C' = Vo (0) = ™ o)z and n(z,0) = ng(x). (A.3)

First moment

The first moment for the constant kernel is found in exactly the same way as the
zeroth moment — this time setting v = 1 and K(z,y) = 1 in (1.23) to get the
equation

M (t) = 0.
= M (t) = My1(0) = /000 xng(z)dz, (A.4)

showing that the first moment (and total mass of droplets) is constant for all time,

as expected.

Second moment

Finally, the second moment of the number density function for the constant kernel

case is found by setting v = 2 and K (z,y) = 1 in (1.23). This leads to the equation
M) = [ (et [ ynly. 0y = MEE) = M),
0 0
where we have made use of (A.4) to simplify the RHS. It then follows that

My (t) = M2(0)t + My(0). (A.5)
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Moments for an exponential initial condition

We now investigate these three moments for a specific initial particle size distri-

bution — namely the negative exponential initial condition given by
no(z) =n(x,0) =e .

This is of particular interest as we use this initial distribution when comparing the
performance of the fixed pivot and cell average numerical techniques to analytic

solutions. In this case, we have that

My(0) = / e “dr =1,
0

and, on using (A.2) and (A.3), we arrive at

Similarly, from (A.4), for the first moment we have that
M (t) = My(0) = / xe dr =1, YVt > 0.
0
Finally, we consider the second moment. From (A.5) we have that

Ms(t) = MZ(0)t 4+ My (0).
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Using the negative exponential initial condition,
My(0) = / e tdr =2, (A7)
0
and so for this specific case, the second moment is given by

My(t) =t +2. (A.8)

A.2 Exact moments for the sum kernel

We now consider the case of the sum kernel, when K(x,y) = x 4+ y. The first

moment is again constant, as in the constant kernel case, due to mass conservation.

Zeroth moment

To find the zeroth moment for the sum kernel, we set v = 0 and K(z,y) =z +y

in (1.23) to get the equation

:__// (x 4+ y)n(z,t)n

(y,t) dx dy,
-1 UO n(y, )Ml()dy+/0 n(a, )M (1) da |
= —M;(0)My(t), from (A.4)

— My(t) = My(0)e Mot (A.9)

which clearly decreases with time, as expected in a system of pure coagulation.
The decay in My here is also considerably faster than the decay seen in (A.2)

when the constant kernel is used. This is a result of the large increase in the
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likelihood of larger particles successfully coagulating that occurs when the sum
kernel is used instead of the constant kernel. Consequently the total number of
particles decreases at a much faster rate.

In the case of the negative exponential initial condition, where My(0) = 1, the

exact solution for the zeroth moment is My(t) = e™".

Second moment

To calculate the second moment for the sum kernel, we set v = 2 and K (z,y) = x + y

in (1.23). This gives the following equation

1 o0 o0
M0 =5 [ [ 2w netntt) dedy

:/ r*n(z,t) dx/ yn(y,t) dy+/ooo£vn($,t) dif/ooo y*n(y,t) dy

0 0

= My(t) My (t) + My (t) Ma(t) = 2M; (0)Ma(t)

— My(t) = My(0)e*M 01, (A.10)

Clearly this increases exponentially with time, and so Mj(t) increases more quickly
than in the constant kernel case. The increased likelihood of the larger particles
coagulating when the sum kernel is used results in the size of the largest particle
increasing at a far quicker rate than that seen with the constant kernel — clearly
resulting in the variance about the mean particle size increasing at a quicker rate
too. For the specific negative exponential initial condition, using (A.7) implies

that M5(0) = 2, and thus My(t) = 2¢*.
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