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A finite element method for solving multidimensional population balance systems is proposed where
the balance of fluid velocity, temperature and solute partial density is considered as a two-dimensional
system and the balance of particle size distribution as a three-dimensional one. The method is based on
a dimensional splitting into physical space and internal property variables. In addition, the operator
splitting allows to decouple the equations for temperature, solute partial density and particle size
distribution. Further, a nodal point based parallel finite element algorithm for multi-dimensional
population balance systems is presented. The method is applied to study a crystallization process
assuming, for simplicity, a size independent growth rate and neglecting agglomeration and breakage of
particles. Simulations for different wall temperatures are performed to show the effect of cooling on the
crystal growth. Although the method is described in detail only for the case of d=2 space and s=1
internal property variables it has the potential to be extendable to d+s variables, d=2, 3 and s > 1.

Simulation

© 2011 Elsevier Ltd. All rights reserved.

1. Introduction

Crystallization is one of the main processes in many chemical
and pharmaceutical industries (Hulburt and Katz, 1964; Woo
et al., 2009). The understanding of the crystallization process is
very important in order to improve the product quality and to
minimize the production cost. In general, the properties of the
product crystals mainly depend on the particulate characteristics
(Teipel, 2004). Thus, to understand the crystallization process
better and to predict the properties of the particles in advance,
modeling and simulation of crystallization processes is highly
demanded. The particle size (typically the characteristic length,
volume or mass) distribution (PSD) in particulates is best
described by population balance equations (PBEs) (Ramkrishna,
2000). Further, to incorporate the effects of non-ideal mixing in
the crystallizer on the population balance model, the PBE has to
be coupled with the flow (Chen et al., 2004; Hulburt and Katz,
1964; Lian et al., 2006). The coupled system of equations which
describe the crystallization process in a non-ideal mixing crystal-
lizer is often called as a population balance system (John et al.,
2009). A population balance system (PBS) typically consists of the
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time-dependent Navier-Stokes equations to describe the flow
field, a couple of nonlinear convection-diffusion-reaction equa-
tions for describing chemical reactions, transport of temperature
or concentrations, and a multidimensional PBE to describe the
PSD. In general, the PBE contains derivatives with respect to four
or more coordinates (three spatial coordinates and one or more
internal property coordinates). Thus, the PBE is posed on a higher
dimensional domain compared to the other equations in the PBS.

Simulation of a non-ideal mixing crystallization process con-
sists of solving a set of strongly coupled multidimensional partial
differential equations. Apart from the other challenges associated
with the solution of the multidimensional PBE, coupling the PBE
with the Navier-Stokes and scalar equations makes the solution
process more challenging (Woo et al., 2006). Even though many
accurate methods are available for the solution of partial differ-
ential equations, their use for population balance systems is
lacking. The numerical solution of the PBE is itself very challen-
ging, and is an active field of research (Ramkrishna and Mahoney,
2002). A number of specialised numerical schemes for the solu-
tion of PBE has been proposed in the literature, for an overview
see, Braatz (2002), Costa et al. (2007), Gunawan et al. (2004),
Ramkrishna (2000) and the references therein. Each method has
its own advantages and disadvantages, and here we focus only on
the most relevant discretization methods.

Finite difference method was one of the popular discretization
methods for the PBE. It has been used by several authors for different
particulate systems, for an overview, see Gunawan et al. (2004),
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Pinto et al. (2008), Ramkrishna (2000) and the references therein.
Finite difference method is simple to apply and easy to extend for
multidimensional equations, see the recent works of Hackbusch et al.
(in press) and John and Roland (2010) for its application to 4D PBEs.
However, the finite difference cannot be applied when the computa-
tional domain of the multidimensional PBE is complex, especially the
spatial coordinate domain.

An alternative approach to use the high-resolution finite
volume method has been proposed in Ma et al. (2002a). The
basic idea in this approach is to apply the dimensional splitting to
the multidimensional PBE to obtain a set of one-dimensional (1D)
equations and solve each 1D equation using the high-resolution
finite volume method. This approach avoids smearing and spur-
ious oscillations in the numerical solution of the PBE. Numerous
variants of the high-resolution finite volume algorithms and their
applications to different particulate systems have been proposed
and used by several authors, see for example Gunawan et al.
(2004), Ma et al. (2002b), Majumder et al. (2010), Qamar et al.
(2007, 2011), and Woo et al. (2009). A parallel implementation of
this method has been proposed in Gunawan et al. (2008) with a
special technique to avoid improper load balance, which occurs
because of varying computational load across the internal grid
cells in the evaluation of source-sink integral terms (e.g., aggre-
gation and breakage) in the PBE.

Recently, a finite element approach based on the dimensional
splitting has been proposed in Ganesan (2010) and Ganesan and
Tobiska (2011) for high-dimensional equations of population
balance type. In contrast to the splitting applied (split into a set
of 1D equations) to the PBE in Gunawan et al. (2004), only
two operator-split equations (spatial and internal) are obtained
in the finite element approach. Here, the spatial (typically 3D) and
internal (1D or more) contain all derivatives with respect to the
spatial and internal coordinates, respectively. An advantage of
this splitting approach is that the shape of the spatial domain
(crystallizer) can be arbitrary and the spatial equation can be
easily incorporated into the CFD model. Another advantage is that
it is enough to decompose the spatial domain in the parallel
implementation. This domain decomposition does not need a
special technique for load balancing in parallel implementations
as in Gunawan et al. (2008), since the internal grid is not
decomposed. Further, in this paper we apply the splitting also
to the coupled scalar (energy and component mass balance)
equations and obtain a system of uncoupled partial differential
equations (PDEs) and coupled ordinary differential equations
(ODEs). This facilitates to apply the decoupling iteration only
between a set of ODEs and operator-split internal PBE equation.

2. Population balance systems
2.1. Model assumptions

We consider modeling of crystallization process, which occurs
due to cooling. Since our main focus is to develop an accurate and
robust numerical scheme for population balance systems, we
neglect gravitational effects, agglomeration and breakage of parti-
cles. In addition, we assume that the liquid solvent is incompres-
sible, the fluid flow is stationary, the fluid properties such as density,
kinematic viscosity, heat conductivity and specific heat are spatially
uniform (John et al., 2009; Hackbusch et al., in press). Using the
density and effective viscosity of the suspension would be appro-
priate for PBS (Chang and Powell, 2002; Woo et al., 2006). However,
it requires additional efforts mainly in the Navier-Stokes solver,
and here the focus is on a finite element scheme for solving the
multidimensional PBE coupled with the mass and momentum
equations. Thus, for simplicity we made these assumptions.
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Fig. 1. The computational spatial domain Q; for the crystallization process. Here,
the Ty, is the fluid inlet, T'oy is the fluid outlet and I'yqy = 8Q5\(I'in U T ou¢) is the
container wall.

A two-dimensional (2D) spatial space and an 1D internal
space, i.e., one internal property coordinate, say the crystal
particle size distribution are considered. We mimic the experi-
mental setup used in Borchert and Sundmacher (2011), and Fig. 1
gives a schematic view of the considered 2D crystallizer (spatial
domain Qy c R?), which is 2m in length and 1x 1072 m in
width. The inlet and outlet boundaries of the crystallizer are
denoted by I';, and I,y respectively, whereas the remaining
boundary parts are denoted as I'yqy, i.e., I'yay = 095\ in U T our)-
We assume that the minimum size of the particles injected into
the crystallizer is 2.5x10"®m and the maximum possible
particle size is 1.69 x 10~2 m. Thus, our internal domain will be
Q; = Loin Lmax) = (2.5 x 107° m,1.69 x 107> m).

2.2. Governing equations

In the considered population balance system, the stationary
flow field of the solute in the bounded spatial domain Qy is
described by the stationary incompressible Navier-Stokes equa-
tions

V.@=0, p@-V)u+Vp=uAt in Qg, 1)

where u = (u4,15) is the fluid velocity, p is the pressure, p and pu
are the density and dynamic viscosity of the fluid, respectively.
Further, V, V. and A denote the gradient, divergence and Laplace
operators with respect to the spatial variables X = (X1,X2) € Qy,
respectively. The Navier-Stokes equations (1) are closed with the
following boundary conditions:

u=up only,

u=0 on Twalh

,ug—:;—ﬁn =0 on I oy.

Here, up is a given velocity and n is the outward normal to the
boundary T ,y. Together with the Navier-Stokes equations (1),
the population balance system consists of the time-dependent 2D
energy and mass balance equations of the solute, and a three-
dimensional (3D) population balance equation for the size dis-
tribution of the crystal particles. In the given time interval (0,T],
the equation for the energy balance reads

PCp (g? +u- VS) =JAJ+hgHg in (0,T] x Qy, ()
with the boundary and initial conditions

9=9p on (0,T] x [,

9=9,u onOT]x Iy

a9

on =0 on (O,T] X Tout,

§(0,) = 90 in Q)T'
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Here, T € (0,T] is the time, 9 denotes the temperature, ¢p the heat
capacity, 4 the thermal conductivity, h. the heat of solution, 3
the initial value of 9, 9p and 3,,; are given boundary values of the
temperature with 9,4, <3p. Next, a component mass balance
equation for the solute partial density in (0,T] is given by

% +- VP, =DAp +Hg in (0,T] x s, 3)

with the boundary and initial conditions

Pe=pe, ©on(0,T]x [,
o0 _ _
% =0 on (0,T] x (I"wan Y I our),

ﬁC(O;) =P, in Q)?
Here, the source term Hy,, which accounts for the mass transfer is
given by

Hy (0P ==3p"G | TF dt.

where the growth rate G is given by

PePesa®D\®
— k, | 6 asat T/ ifp. > 9,
G(ﬁc"g)= g( Pc,saf(s) ) pc pc,sat( )
0 else.

In the above equations, p. denotes the solute partial density
which is a source for the crystal growth, D. the diffusion
coefficient of the solute partial density, p¢ the density of the
crystal. Further, p, is the initial values of p, ky the shape factor, g
the growth exponent, k, the growth factor and ¢p = p ¢, (9p) are
given values. An empirical expression for the saturation concen-
tration p , is given by

Pesac(P) = 1.3045(9-273.15)+35.3642

based on the experimental studies presented in Krasnyk et al. (in
press-a). Finally, the governing equation for the particle size
distribution of the dispersed particle phase which accounts for
the crystal growth and the convective transport in the spatial
space is given by

Z—j;+ﬁ- Vf+cg—; =DAf in (0,T]x Qx x Qr, 4)
with the boundary and initial conditions
of

o 0 on (0,T] x (INyau U Tour) x (ﬁi\zmin)y

f=fp on©T]xTiyxQp,

7 =P on 0] x @\ T'in) % L
f(0,-)=fy in Qg x Q.

Here, f denotes the particle size distribution, D, the artificial
diffusion coefficient of the particles, fp denotes the particle size
distribution of the feed crystals. Further, the nucleation rate By,
is defined as

Bruc = Gnuc €XP (%) ,
In“(p/pesar()

where oy is the nucleation constant and f,,,,. is a model constant.

2.3. Dimensionless problem

In this section we derive the dimensionless form of the
population balance system, Eqgs. (1)-(4). Let us introduce the
scaling factors X and L as characteristic lengths of the spatial
space and internal space, respectively, and U as the characteristic
velocity. Further, we define the non-dimensional variables as

x—z f—? t—f_U u—E
X LT X U
P Lo L
p= ﬁr Lmin = nzln' Linax = rzux'
9 P f
3= , =£ f= X
3 Pe Peyp fmax

Here, finax is the possible maximum value of f over the time. In
addition, the Reynolds and Péclet numbers are defined as

Re:@, Pe‘,;:X_U‘
m o
XU XU

Pec—ﬁc, Pex—D—X,

where o =4/pcp is the thermal diffusivity. Using these dimen-
sionless variables and numbers in Egs. (1)-(4), in (0,T] with
T=TU/X, we get the following dimensionless form of the
population balance system:

(u~V)u+Vp=RleAu V.u=0in Qy, 5)
09 1 9 .

a +u- V3= P—egAéﬂ—ng in (0,T] x Qx, 6)
%+u~Vp =LA,0 +H? in (0,T] x Q @)
ot € pe. T E ’ X

of X of 1 .

EJFU'VerﬁG%_ITeXAf in (0,T] x Qx x Q. 8)

Here, Qx and Q; denote the scaled domains of Qg and €,
respectively. The dimensionless source terms HgT(S,pc,f) and
Hg(S,pc,f) in the energy and the mass balance are given by

XL3fmax 2
G(p. ¥ | ¢°f de,
TpeiGip. )/QL f

ng = —3[)dkvhcr

XL3f
p _ _2,d max 2
Hp = —3p%y “Uop G(pc.é))/glﬁ f de.

In the above population balance system, the Navier-Stokes,
the energy and the mass balance equations (5)-(7) contain
derivatives with respect to x e Qx, whereas the population bal-
ance equation (8) contains derivatives with respect to x e Qx as
well as ¢ e Q;. Further, the energy equation (6), the mass balance
equation (7) and the population balance equation (8) are coupled
through the source term.

3. Numerical scheme
3.1. Operator-splitting finite element method

The stationary Navier-Stokes equations are solved once, and
the stationary velocity is used in the convective terms of all
time-dependent scalar equations (6)-(8). The two main challenges
associated with the solution of the scalar equations are (i) the
coupling between the equations in 2D and 3D domains, and (ii) the
higher-dimension of the population balance equation. We overcome
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these difficulties by applying an operator-splitting. In our approach,
advancing the solution in time consists of two steps. In the first step,
the gradient and Laplace operators depend on spatial coordinates
X e Qx will be considered, whereas in the second step the coupling
and growth terms will be considered.

Let 0=t<t! < ... <tN=T be a decomposition of the con-
sidered time interval [0, T]. Let us denote t=t" —t"!, 1<n<N,
be a sequence of uniform time steps. For brevity we use the
superscript n to denote a variable at time t", for example
9"(x) == 9(t",x). Now, using the operator-splitting finite element
method in the time interval (t"~1,t"), we split the coupled multi-
dimensional system of equations (6)-(8) into two subproblems,
one in X-direction and another in L-direction:

X-direction (Step1): For given a2 =9t 1x), pI" = p (t" 1 x)

and f”f1 =f(t"'x,0), find §, p_ and f in (t“”,t“) such that for all
¢ € (Linin,Limax]

29 .

i +u- V= Pe, AY in Qy,

c’ipC R 1 ,. .

—f+u-Vp.=—Ap. inQy,
Pec

of Pl L AR
E+u Vf = EAf in Qx, @
and
9‘:1. ,f)c:1' f:ffD on Fm'
max
q_ ‘gwall aﬁf — 6f =
i wal, 2 =0 =0 on I'ya,
61)_0 %_0, %:0 on I'oyt.

on=> on T an

Here, I'in, [our and Iy are scaled boundary parts of T';,, T'oye and

Ty, Tespectively.
L-direction (Step2):

P =f" find 3, p, and  in (¢"1,6%) such that for all x e 2x\['y

For given gt p"'=p" and

O Y@=
~Hp(3.p..f)=
i % Z—j; =0 inQy,
FUEX L) = fr:ax Pouc (10)

Note that in the first step (9), the energy, the mass and the
population balance equations are decoupled. Moreover, all equa-
tions live on the same 2D spatial domain Q. In the first step, the
energy and mass balance equations have to be solved once,
whereas the population balance equation has to be solved for
all £ € Q; by considering ¢ as a parameter. In the second step (10),
for all xe Qx\I';;, two ODEs and an 1D PDE have to be solved.
Further, an iterative procedure is needed when the coupled
equations (10) are solved implicitly. However, the iterative
procedure will not be expensive as it is applied to an 1D (internal
space) PDE and ODEs.

3.2. Discrete form of the operator-split system
Let V :=H! 2x), Q = H' (Q;) be the usual Sobolev spaces.
Further, let
= {¢EV:¢=OOD Tin U L'y},

:{(/)6V2(/)=00I1F,-n},

Qo = {Y €Q : Y(Lmin) =0}

Suppose V, cV, Q,CQ, Vo Vo, Won cWo and Qg C Qqp are
conformmg finite element spaces. Deﬁne finite element functions
.Qh(x) eVy, pc pX) € Vp fh( ) eV, and fh(xjv )eQy as

90 = 29 GiX),  PepX) = ij@(x)

j=1 i=1

AN M
o) =" fi14;00,

=1

N
ij,:‘//l(fl

=1

Frx:.0) =

Here, M, ¢; and NV, y; are the number of degrees of freedom, the
basis functions of V};, and Qy, respectively. Further, to retrieve the
global discrete solution of f, we define V;, ® Q, c H*(Q) as

M N
Vi® Q= {fh o= Cikdibii ke R},

i=1k=1
where
HY'(Q) =

Here, the Sobolev space H"'(Q) is slightly more regular than the
standard space H'(2), where the mixed partial derivatives are
bounded (Ganesan, 2010; Ganesan and Tobiska, 2011).

In order to apply the nodal point based operator-splitting
algorithm (Ganesan and Tobiska, 2011), let X; e Qx,j=1,...,N_XP,
and ¢, € 2, 1=1,...,N_LP be the Cartesian coordinates which are
necessary to evaluate nodal functionals of the finite element
spaces V,, and Qp, respectively. Now, we apply the spatial and
the backward Euler discretizations in space and time, respec-
tively, to the operator-split equations in (9) and (10). In (£*1,t"),
the discrete forms of the energy, mass and population balance in
the first step of the operator-splitting scheme read

H'(Qx; H'(Q) NH'(Q: H' (2x)).

X-direction (Step1): For given 9271 =o' pl =pn! and
f:q: "1 find JyeVy, pl,eVy and fpeV, such that for

I=1,...,N_LP,

N 1 An N
(08, Pp)x + E(Wh,vdm)xﬂuh -V3p,¢p)x =0, VYo,eWqp,

. 1 . N
@cPenPr)x+ P—ec(v/’?,hvv¢h)x+(uh “Vpindnx =0, VYoyeVop,

AN 1 an pn
(Ocf prbp)x + PT,X(thde’h)x +@p - Vi dpx =0, Yo, eVon,
(11)

where 0,g" =(g"—g" 1)/t for a function g. Further, the inner

product in L*(Qy ) is denoted by (., - )x.
Similarly, the discrete form of the equations in the second step
of the operator-splitting scheme read:

1 AN n ~n—1
=3p P?,h] =pepandf, =
fr. find 3, € Vi, pM eV, and f; € Q, such that for j=1,...,N_XP,

~n 0 ~n . ~n
0e9—Hg(3p.pepfr) =0,

L-direction (Step2): For given 3,
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~ ) &N .p oz
afpg,h_Hé‘r('gh'pc,h'fh) =0

(@fh l/’h)L"‘ < Eagé] l/’h) =0, 12)
L

for all Y, € Qo . Here, the discrete form of the growth rate is
defined as G} = G(ﬁzh,QZ), and it is treated implicitly. Further, the

inner product in LZ(QL,h) is denoted by (., - );. In order to decouple
the equations in (12), we use an iteration of fixed point type. The
fixed point iteration for the coupled ordinary and partial differ-
ential equatlons in (12) reads:

Let 8y’ =8y, pr =ph, Fi' =f and G = G(p™,3,), then
solve

(arfh l/’h)L"’ Ui <Gnk 16fh wh> =0,

M1~

03y —HAL3 " pha fir =0,

o:p™ —HGy oM fr =0, (13)

for k=1,2,..., until the re51dual of each equatlon in (13) become
less than 10~ -5 . Then, we setfh _fh , 95 _Sh and p?, = pch This
iterative procedure is inexpensive and usually satisfies the resi-
dual condition within two or three iterations. Finally, we con-
struct the global discrete solution

M N
fhx0) = {Z me:j(x)wl(f)} eVy®Qp,

j=1i=1

by settingf}f, =f;,, and use it as the initial solution for (11) in the
next time step.

Remark 1. The inclusion of the source-sink term, which accounts
for the aggregation, agglomeration and breakage phenomena, in
the L-direction PBE (12) is straightforward.

Remark 2. Although only a size independent growth rate is
considered in the model, the proposed numerical scheme is not
restricted to this case. In particular, the growth rate in (12) can be
a function of particle size.

Remark 3. Note that the error induced in (11) and (12) by the
operator-splitting method is of order 72 for the backward Euler
scheme, see Ganesan and Tobiska (2011).

3.3. Parallel implementation of the operator-splitting finite element
method

In each time step, we first solve the system of partial
differential equations in the splitting step 1. Then, the set of
solutions are communicated from X-direction (step 1) to the
L-direction (step 2). Finally, we solve the system of coupled
ordinary and partial differential equations in step 2. In this
solution process, an efficient numerical procedure is needed to
communicate the solution from the X-direction to the L-direction
and vice verse. Two variants of fully practical algorithms for an
operator-splitting finite element method have been presented in
Ganesan and Tobiska (2011). It has been shown that the nodal
point based algorithm is more efficient. Here, we first briefly
recall the nodal point based operator-splitting algorithm and then
present a parallel lmplementatlon of this algorithm.

Letf »i=1,...,M, and f p =1, N, bne the set of nodal
functlonals of the finite element functlons frneVy and fh e Qp,

respectively, at the time step t", i.e

M N
fxey =3 "fuei0. Frx.o="3Fiuo.
j=1 i=1

Here, ¢, I=1,...,N are the L-coordinate Cartesian points (nodal
points) Wthh are necessary to evaluate the nodal functionals f
Similarly, x;, j=1,...,M are the X-coordinate Carte51a’111 pomts
which are necessary to evaluate the nodal functionals f;,. In the
above finite element function definition, the nodal functlonals are
defined as point values of the function, and in this case f] ! _fU
Alternatively, the nodal functionals can also be defined by
weighted integral values on each cell, and in this case the number
of nodal points is equal to the sum of the number of quadrature
points used to evaluate the weighted integral in all cells. To fix the
notation, we assume that the nodal functionals are defined by
point values. Further, let us consider a simple case, i.e., 1D in X-
direction and 1D in L-direction, and assume that there are four
and five nodal points in X- and L-directions, respectively. The top
and bottom pictures in Fig. 2 represent the solution direction in
the operator-splitting steps. In the solution process, we first solve
a set of five 1D X-direction equations, i. e, we solve 1D X-direction
equations for neach nodal point ¢, of f n € Qp. Then, we transpose
the solution fJ, to get f] ;» which is needed to assemble the right-
hand side of the L-direction equations. Finally, in step 2 we solve a
set of four 1D L-direction equations, i.e., we solve 1D L-direction
equations for each nodal point Xx; of f n € Vp. Since the nodal
functionals offh are defined by point values, assembling the right

65 Step 1
0.1) g———g = @D
s :
e s )
XA
e s e 'Y
0,
® ® ® ®
s
0,0) ® ® ® ® (1,0
proczs’;m’ 1 proc?srsor 2
Step 2
OH@ YT S— [ YY)
@ @ 0
S )
@ @ 0

processor 1 processor 2

Fig. 2. Representation of X- and L-directions (top and bottom, respectively)
solution processes in the operator-splitting method. The solid and dotted lines
represent the direction of the active and inactive operators, respectively.
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hand side of the population balance equation in (12), is just a
matrix-vector multiplication.

Next, we present the parallel implementation for the nodal
point based operator-splitting algorithm. Assume that we have N
number of processors. We first partition the collection of cells 7,
of Qx into N number of sub-collections, 7y, k=0,1,...,N—1,
using the Metis package (Karypis and Kumar, 1998). After that, in
each processor we construct the local finite element space and
assemble the local system matrix for all X-direction equations.
Then, we call the external parallel direct solver MUMPS (Amestoy
et al, 2001, 2006) from each processor, by providing their
corresponding local system matrix, and obtain the X-direction
solution for all L-direction levels ¢,.

In step 2 of the operator-splitting algorithm, in each processor
k we first collect their own X-direction nodal points x;, which
belongs to 7, . Then, we solve a set of L-direction equations (12)
in each processor for all X-direction nodal points X; belonging to
their processor. Note that the solution of L-direction equations
(12) in each processor is independent of the solution in other
processors. Thus, no communications between processors are
needed in L-direction (step 2) solution process, and it facilitates
an ideal speedup in parallel computing. In our algorithm, if an
X-direction nodal point X; belongs to two processors, that is, if x;
is on the boundary between two processors, then we prefer to
solve Egs. (12) for x; on both processors. Alternatively, we could
solve Egs. (12) for x; in one processor, and then communicate the
solution to the other processor. Since the population balance
equation in (12) is an 1D problem with very less number of
degrees of freedom in our application problem, solving the
population balance equation in (12) for X; in each processor is
more efficient than communication between processors.

Note that the values of the mass and stiffness matrices in the
X-direction equation (11) does not vary over time. Therefore, we
assemble and factorize the X-direction system matrix once at the
beginning, and reuse the same LU factorization over time. Further,
the system matrix of the X-direction equation (11) is same for all
L-direction levels. Therefore, we solve the system with multiple
right hand side to get the X-direction solution for all L-direction
levels which is very efficient with the direct solver.

Also, note that the mass matrix of population balance equation
in (12) is same for all X-direction nodal points. Therefore, we
assemble it at the beginning and reuse it at every time step. Since
the structure of the growth term matrix of population balance
equation in (12) is same for all X-direction nodal points, we
allocate the memory for it only once and reuse the same memory
to assemble the growth term matrix for every X-direction nodal
point. The obtained linear system for every X-direction nodal
point is then solved by the direct solver UMFPACK (Davis,
2004a,b; Davis and Duff, 1999). Note that the growth term G
depends on x e Qy, otherwise we would have also reused the
growth term matrix for all X-direction nodal points.

4. Numerical experiments

The operator-splitting finite element method applied to the
PBS in the previous sections has been validated in Ganesan (2010)
and Ganesan and Tobiska (2011) for a scalar problem with known
analytical solution. Further, the computational results obtained
for the PBS using the proposed numerical scheme have been used
as the reference solution (snapshots) in Krasnyk et al. (in press-b)
for constructing a reduced model.

Here, we study the effects of cooling on the crystal growth. In
the considered model, liquid feed (supersaturated urea—ethanol
solution) with seed crystals enter into the crystallizer. Then, the
seed and nucleated crystals grow inside the crystallizer due to

cooling. Finally, the mixture of liquid and crystals are continu-
ously removed at the outlet of the crystallizer. The parameters
used in our simulations are given in Table 1.

4.1. Initial and boundary conditions

In our simulations, a parabolic inlet velocity profile with
tp=(1x10"2m/s, 0) is used. It results in Re=73.46 for the
considered parameters. The considered initial values for the
temperature and solute partial density are 3y =301.15K and
P, =719 kg/m?3. Further, we assume that the crystallizer does
not contain any crystal particles initially, that is, f, =0. At the
inlet, we imposed 9p=301.15K and p., =71.9kg/m? as the
boundary values for the temperature and solute partial density,
respectively. An experimentally measured size distribution of the
seed crystals is used as the inlet condition for fp. Fig. 3 shows the
partial size distribution of the seed crystals. These values result in
Pey =1153, Pec =74 074 and Pe, = 1000.

To study the effects of cooling on the crystal growth the
following three cases are considered:

Casel: 3yan =291.15K.

case2: yar =295.15K.

case3: yar =299.15 K.

Further, simulations are performed until the dimensionless time
T=5000 with the time step 7 =0.1 for all these cases.

Table 1
Ethanol properties at 25 °C.

u=1.074x10"> (Pas
p =789 x 10? kg/m?
2=0.167 W/(m K)
cp=2.441 x 10° JJ(kg K)
he=2.1645 x 10° J/kg
D.=1.35x10"2m?[s
pd=1323 x 10% kg/m>
ky=m/6, -
kg=1x10""m/s
g=05, -
Dy=1x10""m?[s

Onue =1 x 108 1/(m2 s)
Brue = 1.66667 x 1076, -
U=1x10"2m/s
X=1x10"2m
L=169x10">m
finax=1x10'"1/m>3
Pesar = 1.3045(9-273.15)+35.3642 kg/m?

02T 1

0.1 ]

0 i i i
0 0.2 0.4 0.6 0.8 1
14

Fig. 3. Particle size distribution of the seed crystals.
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4.2. Flow field

As mentioned earlier, we initially solve the stationary Navier-
Stokes equations (1) once and reuse the fluid velocity in the scalar
equations (2)-(4) over the period of time. The computational
domain contains 23 040 quadrilateral cells, and the same mesh is
used for all time-dependent scalar equations. For the spatial
discretization of the Navier-Stokes equations, we use the LBB-
stable finite element pair Qz/P‘f'“. i.e., piecewise continuous
biquadratic and piecewise discontinuous linear finite elements
for the velocity and the pressure, respectively (Matthies and
Tobiska, 2002). The tangential and normal fluid velocity flow
profiles obtained in our simulation are depicted in Fig. 4. Note
that only the initial part of the channel (0.18 m from the inlet) is
shown in the figure for better visibility.

4.3. Energy and mass balances

The energy and solute mass balance equations are spatial
discretized using the piecewise continuous bilinear finite ele-
ments Q;. It results in 23 569 degrees of freedom for each scalar
equation. Further, the implicit backward Euler scheme is applied
for the temporal discretization of these equations.

The development of the temperature profile over the time in
case 1 is depicted in Fig. 5. Since the variation of the wall

temperature among different cases is less, the development of
the temperature profile is similar in all three cases. Thus, the
temperature profiles of other cases are not presented here.
Further, the steady state profile is reached after the dimensionless
time t=>50 in all three cases.

Next, the development of the solute partial density profile over
the time in case 1 is presented in Fig. 6. Note that the liquid feed
(supersaturated urea-ethanol solution) enters the crystallizer
continuously and also we assumed that the crystallizer is filled
with the liquid feed initially. Thus, the variation of the solute
partial density in the crystallizer over time is very less, see the
minimum and maximum values of p. in Fig. 6. Again, note that
only the initial part of the channel (0.18 m from the inlet) is
shown in Figs. 5 and 6 for better visibility.

4.4. Particle size distribution

The same computational domain used for the energy and solute
mass balance equations is again used for the PBE in X-direction. The
L-direction 1D computational domain contains 40 line intervals.
Further, the population balance equation in X- and L-directions are
spatially discretized using the piecewise continuous bilinear Q; and
the piecewise continuous linear P; finite elements, respectively.
These result in 23569 and 41 degrees of freedom for X- and
L-direction population balance equations. Thus, in each time step

lm

Fig. 4. The tangential (top) and normal (bottom) fluid velocity flow profiles near the inlet (0.18 m). The minimum (blue) and maximum (red) values in tangential
component is 0.055 and 1.0, and in normal component is —0.0836 and 0.0836, respectively, (variables are scaled and dimensionless). (For interpretation of the references

to color in this figure legend, the reader is referred to the web version of this article.)

t=05

t=20

t=40

t =5000

S —
—
—

Fig. 5. Temperature profiles near the inlet (0.18 m) at t=05, 20, 40 for the case 1. The minimum (blue) and maximum (red) temperature values are 0.966 and
1.0, respectively, (variables are scaled and dimensionless). (For interpretation of the references to color in this figure legend, the reader is referred to the web version of

e
-0

this article.)

| ————
S —

Fig. 6. Solute partial density profiles near the inlet (0.18 m) at t=10, 20, 40. The minimum (blue) and maximum (red) values are 0.99 and 1.0, respectively (variables are
scaled and dimensionless). (For interpretation of the references to color in this figure legend, the reader is referred to the web version of this article.)
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the total number of degrees of freedom used to approximate the
population balance equation is 966 329.

Now, we present the steady state particle size distribution
profile at the dimensionless time t=5000 for the considered
cases. First, the steady state particle nucleation profile at L,
which is imposed as the Dirichlet boundary value on L,;;;, in the
L-direction step (10) is presented in Fig. 7. It is clear that there
will be a low nucleation rate near the inlet, since the solution will
be in supersaturated state. Further, there is no significant differ-
ence in the steady state nucleation rate among all three cases,
since the variation in the wall temperature is less and the same
flow velocity and inlet conditions are used.

Next, the computationally obtained steady state particle dis-
tribution profile in case 1 for different particle sizes are presented
in Fig. 8. It can be clearly seen that the smaller particles of size
¢=0.0132 are more concentrated near the inlet. Due to the
crystal growth, the particle size becomes larger when the resi-
dence time increases. Thus, the largest particles are found near
the outlet, see the distribution of particles of size £=0.1052 in
Fig. 8.

The steady state particle distribution profile obtained in the
case 3 for different particle sizes are presented in Fig. 9. As we
observed in the case 1, the smaller and the larger particles are
found near the inlet and the outlet, respectively. Observe that the
distributions of larger particle of size £=0.1052 in case 1 (bottom
right in Fig. 8) and in case 3 (bottom right in Fig. 9). The

R ——

Fig. 7. Steady state nucleation profile (f =Bnuc/(Gfmax) at Lmin) Near the inlet
(0.18 m) at t=5000. The minimum (blue) and maximum (red) values are 0 and
0.01, respectively (variables are scaled and dimensionless). (For interpretation of
the references to color in this figure legend, the reader is referred to the web
version of this article.)
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distribution of larger particles near the outlet in case 1 are more
than the distribution in case 3 due to higher cooling in case 1.
Further, we would expect a higher value for the PSD (f) towards
the wall, since the nucleation rate near the wall is high, see, Fig. 7.
This behavior is not clearly visible in both Figs. 8 and 9, and the
PSD along the x;-coordinate looks nearly flat. This could be
because of the following reasons: (i) the flow become well-mixed
just after the inlet, since only the inlet region is shown in Fig. 7,
and (ii) the maximum value of the nucleation rate is 0.01, see
Fig. 7. However, near the outlet region, f is slightly large at the
walls compared to the middle, see Fig. 10, which is plotted with
different scaling. Also, due to higher cooling in case 1, f along the
Xp-coordinate is more bend (near the outlet region) towards
higher values at the wall than in case 3.

Finally, in our numerical study we evaluate the volume
fraction g3 of f using

Bf (X,
q3(tyx'€) - #
S o3f(t,x,0) de

The evaluated volume fractions with respect to the particle size for
different positions and cases are presented in Fig. 11. The volume
fraction of the time independent inlet particle size distribution
evaluated at x =(0,0.5) is denoted as var 0O in the figure, whereas
the var 1, 2 and 3 in the figure represent the volume fractions
evaluated near the outlet at x =(190,0.5) and t=5000 for the cases
1, 2 and 3, respectively. Small fluctuations in the volume fraction of
the experimental data can be seen in var 0 (left), but it is not clearly
visible in the PSD plot (Fig. 3) due to scaling. A higher cooling will
increase the nucleation and growth rates, and therefore the volume
fraction of large size particles will be more in higher cooling cases.
This behavior can be seen in the magnified Fig. 11 (right), in which
the plotted curves correspond piecewise linear interpolations of
seven computed volume fractions.

0.2

200

Y

200

00 X

Fig. 8. Computationally obtained steady state (at t=5000) particle size distribution f of particle size £ =0.0132 (top left), £ = 0.0277 (top right), ¢ = 0.048 (bottom left) and

¢=0.1052 (bottom right) with T,yq;=291.5 K (case 1).
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Fig. 9. Computationally obtained steady state (at t=5000) particle size distribution f of particle size £ =0.0132 (top left), ¢ =0.0277 (top right), £ = 0.048 (bottom left) and
¢£=0.1052 (bottom right) with Ty,,=299.15 K (case 3).
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Fig. 11. The evaluated volume fractions of f at different positions and cases, magnified view on the right side. The inlet volume fraction, var 0: x=(0,0.5) whereas var 1,
2 and 3 are volume fractions of cases 1, 2 and 3, respectively, evaluated near the outlet at x =(190,0.5) at time t=5000.

4.5. Computational cost of degrees is significantly less to study the speed-up on a
distributed memory parallel implementation (MPI implementa-

The considered test example does not require an extensive tion) due to communication overhead. However, to illustrate the
parallel computing, since the number of degrees of freedom parallel implementation, simulations are performed using seven
(spatial) used to solve each scalar equation is 23 569. The number Intel(R) Xeon(R) processors with 2.932 GHz each. In each time



68 S. Ganesan, L. Tobiska / Chemical Engineering Science 69 (2012) 59-68

step, the total number of degrees of freedom used to approximate
the coupled system of 2D scalar equations (2), (3) and the 3D PBE
(4) is 1 013 467. Despite the considerably large number of total
degrees of freedom, the required computing time with seven
processors is only 1.4 s per time step. We expect the proposed
finite element algorithm will provide a good speed-up for PBS in
R>*S, s> 1 and it will be studied intensively in our future work.

5. Summary

An operator-splitting finite element method is presented for
multidimensional population balance equations coupled with
equations of conservation of mass, momentum and energy. Using
a dimensional splitting, the multidimensional PBE is split into
spatial and internal PBEs, which contain only derivatives with
respect to spatial and internal coordinates, respectively. Further-
more, the splitting is also applied to the coupling terms in the
scalar energy and mass balance equations. It facilitates to apply
decoupling iterations between a set of ordinary and internal
population balance equations. The proposed finite element
scheme allows ‘arbitrary’ spatial domains and is not restricted
to rectangular or brick type domains in RY, d=2 or d=3. This
results from the fact that the dimensional splitting is only applied
to separate spatial and internal coordinates. The operator-split
spatial PBE together with the energy and mass balance equations
are solved by finite elements using the same spatial mesh,
whereas a separate 1D mesh is used for the finite element
solution of the internal PBE. A nodal point based operator-
splitting finite element algorithm is presented for the commu-
nication of the solution between the spatial and internal popula-
tion balance equations. Moreover, parallel algorithms are
implemented by decomposing the spatial domain, that is, without
decomposing the internal domain. This, avoids any special algo-
rithm to handle improper load balance in the evaluation of
aggregation and breakage integral terms, which have varying
computational cost across the internal mesh cells.

Simulations of a crystallization process, which occur due to
cooling, in a 2D channel are performed using the proposed finite
element scheme. A set of computational results are presented for
different wall temperatures and showed the effects of the cooling
on the crystal growth. The computing time in each time step for
the solution of 3D PBE coupled with the 2D energy and mass
balance equations using seven processors and 1013 467 total
number of degrees is less than 1.4 s. In our simulations only a size
independent crystal growth is considered. However, the inclusion
of a size dependent crystal growth, of agglomeration and break-
age phenomena in the finite element scheme is possible. Further,
the proposed finite element scheme for PBS's in R?*! can be
extended to PBS's in R**%, s>1 which will be the topic of
future work.
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