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Abstract: We propose an approximate model in form of a system of ordinary differential
equations (ODEs) for a class of first-order multivariate linear partial differential equations
(PDEs) of the hyperbolic type. The resulting scheme utilizes the method of moments and least-
square approximations over orthogonal polynomial bases for the factors of PDE depending on
the spatial coordinate of the PDE. The class of examined PDEs appears typically in population
balance systems with fines removal. The proposed modeling approach is generally of interest for
control and optimization of multivariate systems with distributed parameters.
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1. INTRODUCTION

The present paper is devoted to design of an approximate
ODE modeling scheme for multi-variate first-order hyper-
bolic partial differential equations (PDEs) of the form:

Ouf (2,1)+0; Gz, 1) f(z, ) +h(z) f(z,1)=B(t)d(x), (la)
with given initial condition f(x,0) = fo(x), and nota-
tional conventions: € = (z1...x,)", Oy = 0/0t, 0; =
8/81'27 35 = (813"' 7811)7 G(:Bat) - (Gla"' 7Gn)T and
§(xz) = 1[i—,6(x;). Furthermore, we assume separability
conditions for the decaying and growth rate terms:

h(x) = [Tiz (i), (1b)
Gi(z,t) = 7i(2i)Go,i(t). (1c)
A variety of corresponding numerical schemes exist in
the engineering and applied mathematics literature, in-
cluding the finite difference schemes, the high-resolution
finite volume methods (Koren, 1993), quadrature method
of moments (Qamar et al., 2006), and many other. A
main impetus of the majority of these contributions has
been enhancement of efficiency, accuracy and robustness of
integration schemes. Our approach, in a series of previous
articles, has however consisted in the design of approximat-
ing models in form of various structures of systems of ordi-
nary differential equations (ODEs) based on the standard
method of moments. In particular, in the previous work
(Bajcinca et al., 2014), we proposed such solutions based
on polynomial approximations of the terms ~y;(z;) > 0, z >
0, for the sub-class of systems (la) with h;(x;) = 0. The
present work is an extension thereof, where the functions
h;(x;) are assumed to be arbitrary continuous functions
accepting an expansion over a polynomial space.
The PDE (1) appears frequently in population balance
systems. In the source term on the right-hand side of
Eq. (1a), B(t) stands for the birthrate function, and ()
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is the Dirac function, suggesting that new population in-
gredients are born at a negligible size. The function f(x,t)
represents the population density function defined as the
number of particles per unit volume in the property space,
i.e., the net number of particles is given by [, f(x,t)dz,
and fo(x) stands for the given initial density function. The
PDE (1a) is furthermore usually coupled to conservation
laws and additional algebraic kinetic equations, providing
a dynamic feedback via integral terms (i.e., the moments
of f(z,t)) into the birthrate B(t) and growth factors G ;.
For gaining an insight into the role of the filtering term
h(z) in the equation (1a), let e.g. n = 1, Go1 = 0 and
B = 0, this leading to: df(x,t)/dt + h(x)f(z,t) = 0. For
z > 0 and h(x) > 0, the function f(z,t) will then decay
in time due to the presence of the factor h(z), which we,
hence, denote as decaying or filtering term.

A prominent application of population balance systems
(Ramkrishna, 2000), where our scheme appears to be
particularly useful is found in the context of multivariate
batch crystallization. Crystallization processes are widely
used in chemical production systems for separation and
purification purposes. To overcome issues related to un-
wanted nucleation and the difficulties resulting thereof in
further downstream processes, such as filtration or dry-
ing, an external fines removal loop is frequently applied.
This technique ensures a significant reduction of the fines
and the problems associated with the nucleation. As such
operations in batch crystallization are commonly modeled
by a decaying term h(x,t) > 0 within a certain range of
size & < @Tmax in the property space as in (1a), our model
is, additionally, of main interest in control of multivariate
crystallization processes, and, more generally, of the PDEs
of the form (1a). Results related to the case h(x) = 0 can
be found, e.g., in (Bajcinca, 2013), while their extension
to the underlying class (1a) is a matter of future work.
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2. GENERALIZED METHOD OF MOMENTS

We begin with an often used transformation of property
space € — A to drop the ~;-terms from the PDE (1a), and
a proper scaling of the distribution function f(x,t), (see,
e.g., Bajcinca et al., 2014):

dy 1 o (o) = oA o
dxij vi(z) 7 Aile) /o 7i(¢)’ (22)
Ft) i= F@eN), O] vi(zi(N)).- (2b)

The functions A;(x;) are monotonous with well-defined
inverses z;(A;). With z;(0) = 0 and Sil = ;(z;), we have:

5(A)
_N L 0) #£0.
M@ 707
With these substitutions, and the identity ~;(z;)d(x;) =
vi(0)d(x;), the PDE (1a) simplifies in that it gets free of
the size-dependent growth rate terms:

0 f () + O Go() F(X, 1) + RN (A 1) = B()6(N), (3a)

where, with a slight abube of notation, we adopt: v;(\;) :=
(i) and hi(A;) = hi(as(\:)). Then:

FX0) = fol@W)ITm v, (3b)
h(X) =I1;i- 1h( i) (3¢)
Go(t) = (Gop, -+, Gow)" | (3d)

and, additionally, it holds: f(A,t) = f(Aq,.. A t), A=

()\1, ey )\n)T, 81 = 8/8/\27 (9)‘ = (81, te ,8n), etc.
Referring to the method of moments, we introduce the

moments of the original distribution function f(x,t) as

o= [ ol e f@de, (@

were i1,...,t, = 0,1,2 etc. With regard to the mass-
balance law and the kinetics of the particulate process, in
particulate systems, the moments p;, .. ;, invoke frequently
an intrinsic feedback action into the PDE (3a) via integral
terms such as the volume Vi that can be expressed in form
of a linear combination thereof. Its definition reads:

Vo= [ a@f@.de = [ anFanan G

where 7)(x) denotes the volume of a single particle, and, we
adopt the notational convention: n(A) = n(z(A)). Regular
particles exhibit multivariate polynomial expression of the
volume n(x) = n(x1,...,x,). For instance, in case of
bivariate particles, we have:

N A2) =D anat () ().

In particulate systems, the time dependence of the term
B(t) and Go(t) in the PDE (3a) is rather implicit and
is determined by the evolution of the volume term V¢, as
well as some external input variable w in form of nonlinear
algebraic equations:

B = B(u,Ve¢) and Go,; = Go,i(u, Vo). (6)
Following the approach of Bajcinca et al. (2014), in this
section, we introduce the ODE approximate structure for
the PDE (3a). To this end, we invoke polynomial ap-
proximations over a given sequence of polynomials ¢y (A),
k = 0,1,2,etc, for the factors z*(\) (appearing in the
integrand of (4)):

5(x(A) =

(5b)

(7a)

p
~ > bridk(N)
k=0
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as well as for the products h(A)@;(A):

N &Y diidr(N)
k=0

where, for simplicity, we drop the coordinate indices
i1,--.,1%n, and we let the corresponding p’s be sufficiently
large. The parameters by; and dy; in (7) depend on the
chosen polynomial basis. The simplest basis is given by
the monomials ¢;(A) = A¢, which lead to the so-called
eigenmoments, that have been studied in earlier works of
the authors, (see Bajcinca et al., 2014, for details). For any
basis, appropriate constants cy; satisfying

i—1
A) =Y cridr(N)
k=0

are uniquely defined and can be easily computed. Next,
introduce the generalized moments corresponding to the
scaled density function f(A,7):

0= [ oa0) o OFABAA (©)

where 5; =0,1,...,p; and i = 1,...,n. To avoid complex
expressions, the forthcomming deliberations are confined
to the bivariate case, i.e. to n = 2. Then, by applying the
rule of integration by parts and Egs. (7), we have:

%Vij:/o /0 ¢i()\1)¢j()‘2)8tf()‘la>\23t)d/\1)\2
e /0 6:(0)dA, /0 65 (\a)d s

i=0...p (7b)

, 1=0,1,2,etc (7c)

Vir.jn (

- /0?110\1)@(/\1)(1/\1 /0;120\2)%()\2)];(1)\2

= ¢i(0)¢;(0)B +G01//Oo jfi
+G02// fgbl (A1) Qsjd)\ 1dAg

*/ h1(>‘1)¢i(/\1)d/\1/ ha(X2)dj(A2) fdAa
+G<)1Zc,ﬂ / / Fordsardr,
+Go,zl§c§? / /O Foitndrdrs
ocot—1 coJ—1
- / de}m Ar)dA / Zd% Ao) fddo.
0

Hence, we obtam the following ODE computational
scheme for the generalized eigenmoments v;;, %,j > 0:

vij = ¢i(0)¢;(0) B(t)
+ Go(t) Zk_ cgm)l/kj( t) + Go2(t) Zj 01 CZ(JQ)sz(t)
e

A va(b), 9)
()(

where ¢;,;”, ¢ J) d;cll), d(2) correspond in an obvious manner
to the approximation parameters in the expansion equa-
tions (7). The relationship of the generalized moments vy,
to the monomial ones p;; follows now directly from (7a):

P1,p2 1 2
> i Db (), (10)

(A2)dA1dAg

~ $i(0)¢;(0)B

pig(t) ~
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where p; and po are assumed to be sufficiently large. With
reference to Eq. (5b), we finally have:

VC(t) = Zi:o,j:O,H—jSS aijuij (t) (11)
Next, introduce the system states v and p:
Yoo Vo1 - Vop, Hoo Mol - How
Vio Vi1t Vipy H10 H11 - Hlw
V= y M= . .
Vp10 Vpy1 * " Vpips Moo Mol * How

and let the constant coefficients in the model (9) for
k = 1, 2 referring to the coordinates A; and As, be collected
in the corresponding matrices By, Cg, Dy, and ¢y j, as

0
b(k) b(k) b(k) b(k) Ci0 Cp;.,0
W b ® 0 0 el
bor  biy by by piol
Br=| . : : S il RS : ’
NGOG 00 )
O0,pr “Lpe “2,Pk " 3,Dk o0 --- k’()k
k k k
d(()g) dgg) d;]l;,o ¢0,(0)
dél) dgl) o di;k),l ¢1.1(0)
Dy, = . . . ) 0,k = .
Bk ok -
d((),;k dg,;k déh)ypk ¢(pk’k)

Then, the ODEs regarding the evolution of the states can
be stated in the following compact form:

v=CwGoi(up)+v C3Go (u, p)

+ B(u, ) @910, ~ Div D3, (13a)
with the output equation given by

uw=BvBl (13b)
An important special case with
B(u, ) = Bo(u) Ve (k). (13¢)

arises from modeling the secondary nucleation in crystal-
lization, where existing particles promote the nucleation
of the nuclei. From (11) it follows that with appropriate
matrices Vic, Vac,, the total volume Vi of the particle
population may be written using the general expression

Vo(p) = Z V1Tc,i uVaci,n (13d)

It is important to observe that embedding the factor
@i(A) in (7) is essential for the closure of the above ODE-
systems. Indeed, had one considered the approximation
h(X) = >0 _o dik,odk()) instead, then it would necessarily
lead to an open ODE structure of unbounded order.

We emphasize also that due to the linearity of the
underlying PDE (1), the distribution function f can be
decomposed as f = f™ + f®, where the former summand
represents the particular solution resulting from the birth-
rate term B (and zero initial conditions, i.e., fo = 0),
and the latter one as the homogenous solution (invoked
by the initial distribution fo and with B = 0). In other
words, f, describes the density of the nuclei and f
describes the evolution of the initial particle density fo. As
a consequence, one can associate to each the generalized
moments v,) and v}, as well as the monomial moments
i and
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3. LEAST SQUARE APPROXIMATION

Motivated by the deliberations in the previous section,
here we resort briefly to computation of the approxima-
tions of terms x% (A\) and h(\)¢;(A) in (7) in the least-
square sense over a sequence of real orthogonal polynomi-
als ¢q, @1, ¢2, etc, where

k
¢ () =D anN, am#0 (k=0,120¢tc). (14)
1=0
In other words, we consider numerical solutions to the cor-
responding least-square fitting in discretized formulation:

m p 2
minli)mize Z wy (:1:Z (M) — Z bri P (>\é)> (15a)
L =0 k=0
and
m p 2
min(iimizez Wy (h(/\g)qﬁi(/\z) - Z dii (Aé)> , (15b)
‘ =0 k=0

where w, > 0 stands for the weights, and b; := [b; . . . bp;]
and d; := [do; . ..dp] collect the parameters which need
to be estimated, and p and \,, = Apnax are fixed. A
numerically stable approach to solving the above least-
square approximation problem exploits the orthogonality
property of the polynomial sequence {¢y}¥_,. It is a well-
known fact that the best approximating polynomial #¢ (\)
of degree p for the given function z*(\) is given by:

P
BN = btk (A e = (z'(\), k), (16)
k=0
and, similarly, for h(A\)@;(N),

h(A)$i(A) = dei¢k (N dki = (h(N) i, o). (17)
k=0

According to the three-term recurrence formula (Bjorck,
1996), every sequence of triangular orthogonal polynomials
{¢r}i_, can be associated with sequences of coefficients
ag, Br and v, k= 0...p fulfilling

t1Pk+1 = (A = Br) k. — Yebr—1, (18)
where a1 are non-zero reals, and, by convention, vy :=

1, ¢_1(A) = 0, ¢po(A\) = 1. For sequences of monical
polynomials {¢}}_, it holds:
_ o <A¢ka¢k> o <¢k7¢k>
Qg1 = 17 Bk - <¢k¢,¢k> ) Y = <¢k71,¢k71>. (19)

The scheme (18) provides a recursive algorithm for con-
struction of the orthogonal polynomials, where we consider
the discrete inner product:

m

(D, 1) = > weer (Ae) é1 (Ae)
£=0

over a fixed grid of points. For simplicity, in computa-
tions we typically apply equidistant abscissas. Although in
practice uniform weights are also often utilized (implying
Gram polynomials), other weights may be more suitable
for the specific application at hand. Indeed, our numerical
examinations with the bivariate crystals in the next section
indicate that the weights as defined in Table 2 outperform
the uniform ones in terms of accuracy and stability.

(20)
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4. A MOVING GRID DISCRETIZATION BASED
NUMERICAL SCHEME

In this section, we describe an integration scheme used for
comparison of results in the next section. It is based on
the method of characteristics and a moving grid and is
adapted from (Kumar and Ramkrishna, 1997) for the case
of bivariate particles. Thereby, it is beneficial to consider
the basic underlying model (1) in the transformed A-
coordinates (2). In the following, to improve readability,
the coordinates A\; and A9 are relabeled to z and y, i.e.:

T = A1, and vy L\,

The property space is discretized by means of rectangular
bins, which are utilized in the region where f(z,y,t) is
non-zero. At any time, this region can be qualitatively
separated into one part referring to the nuclei and denoted
by the superscript (n), and another one, referring to the
growing seed partciles, denoted by (s). It is then useful to
define m bins referring to nucleation and another r bins
referring to growing seeds.

The rectangular bins are constituted by their left and
right, lower and upper boundaries. In the case of nucle-
ation, the boundaries of the kth bin, k € {1,...,m}, are
denoted, respectively, as ", z}™, y.™, and y, ™, and we
allow these boundaries to lie outside of the physical domain
(i.e., negative z and/or y). In the case of the growing seeds,
the boundaries of the [th bin, [ € {1,...,r}, are denoted
as ;%, 2%, y®, and y;"®. The goal is to keep track of the
particle numbers F;” and F;” inside the bins, whereby it
obviously holds:

1))
F;;“’(t)=f§fi,> fz;ﬁn f(z,y,t)dz dy, (21a)

F(S) f/m f 1© f z,y,t) dz dy.

Let the bin boundaries move with speeds Gg1(t) and
Go,2(t) in z and y direction, respectively, i.e.:

i';én) = GO,la x;én) > 03 y.;c(m = G0,2> ygn) > 07 (

" =Gog, x>0, y;"“’ = Go2, ?J;Z ™>0, (22b
¥ =Go1, % >0, 9% =Go2 y>0, (22

@ =Gop, >0, g% =Goa, " >0, (22d
and let

(21b)

71(n)
AP(E) = [P Jih 6(@)o(y) dody,
ie.,
L, 0€ (™ 2{™],0€ (™, y.™],

sro-{}

Then, it can be shown that the particle numbers evolve as
(v)f (@, y, t)dady + B()AR (1),

F](;l) - f /(n f n) hl
ha(y) f (2, y, t)dady.

= f/<n> fun hl
To integrate (24), we make the approximation that all
particles within bins are concentrated at certain (moving)
interior pomts with coordinates x}”(t), v, (t), (nuclei)
and z(t), y,”(t) (for seeds) lying somewhere inside the
corrcsponding bins, i.e.,

Fla,y, 1) = 30 FP (@06 (0)d (5 (1))
+ 2= 1F’S)(t)5( Y88y, (1))

2
otherwise. (23)

(24)

(25)
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Note that the setting:

1‘? = Go}l, ) 2 O, y}? = G0727 (26&)

=Goy, x>0, 9’ =Gopo, (26b)

ensures that the interior particles never leave the bin in
which they appear at ¢ = 0, this implying:

B~ b () b)) () + AR (), (272)
B =) haly?) FY (1), (27)

If the bins are non-overlapping, approximations for inte-
gral properties of the distribution function, like the mixed
moments or the net volumes Vi, and Vi s (which need to
be computed due to their intrinsic feedback on nucleation
and growth rates), can easily be obtained in a similar
manner, e.g., when n(z, y) is the volume of a single particle,
Ve = > F&P(On (2" (t), v (t)). Note that only r + 2
state variables are requlred to describe the evolution of
the bins referring to the seed part of the PSD: r particle
t) = fot d¢ and
T2(t) = fot d¢; the positions of the bin interior points are
x(t) = 27 (0)+71(t), v, (t) = 27(0)+72(t), and analogous
expressions hold for the bin boundaries.

The variables are initialized as follows. A given initial
distribution fo = v17v2fo is covered by an a x b-grid of
bins, where » = ab, and the initial particle numbers are
approximated as

Yy >0,
y” >0,

Q

Q

numbers plus two displacement variables 7 (

FPO0) =3 (™ i) (o ") < (BGf"017)

+ fo(xls7yz/s)+f0(a¢;"&,yl )+f0( //s),ylms )) .
Furthermore, the m nucleation bins are initialized as
Z(0) =y (0) = kmm=L VBN
2™ (0) = yp™ (0) = B f 3,

where Apnax 1S an a priori assumed maximal possible
length in the transformed property space (c.f. Table2)
of the nucleation locus on the basis of known maximum
displacement variables 71 max, T2,max. The bin interior
particles are also initially placed at the bin centers. Then,
moving the negative nucleation bin boundaries and bin
centers in accordance with

@ = ||Goll, 2" <0, 9" = [|Goll, yp” <0,

_ HGOH x//[n) < 0 yl/(n — ||GO|| y//(n; < 0

xk _HGUHﬂ k <07 yk _||GO||7 (n‘<0
where 1 < k < m, ensures that at any time exactly one bin
contains the origin and, therefore, absorbs the nucleation
term, and that the nucleation interior points have to pass

the origin and therefore lie on the nuclei locus. The size of
a bin can change as long as it contains the origin.

max»

5. NUMERICAL EVALUATION

The proposed scheme shall now be numerically evaluated
on a case-study with a bivariate batch crystallization
process. In Section 2 we already emphasized that therefore
an auxiliary dynamics is required to couple to the proposed
ODE scheme (9), leading to algebraic feedback expressions
in the form (6). The fundamental force for crystallization
from the solution arises effectively from the relative level
of supersaturation o, which is a measure of the difference
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between the solution concentration (or mass fraction) c
and saturation concentration (cgat):

0 = ¢/csar, — 1 with ¢ = me/(my + me), (28a)

where m,, is the solvent and m. the solute mass. The
saturation concentration cg,¢ is fixed by the temperature
T according to the empirical model cgos = ag+a1T+asT?.
The nucleation rate B and the growth rates G 1 and Go 2
are driven by the supersaturation level according to

B =kyo'Vo, Goi = kg,09, Goz = kg,0%,  (28b)
where kg, 91, kg, g2, k» and b are empirical kinetic

parameters. The solute consumption is described by the
mass-balance law:

c(t) = co— p(Ve(t) = Veo), (28¢)
where p. is the mass density of crystal particles, and co,
Vi o refer to the initial conditions. Finally, the expressions
(6) result now directly by combining the latter equations,
whereby u refers to the temperature 7.

The problem data collected in Table1 correspond to
the crystallization of KDP (KH2POy) dissolved in water.
Notice that the data are defined with respect to the solvent
mass. They are originally borrowed from (Ma et al., 2002)
and also utilized in our previous work, (e.g., Bajcinca et al.,
2014, and the references therein). Note that this model has
size-independent growth rates, i.e. y1(z1) = 2 (x2) =1, as
our primary focus here lies on the intricacies caused by the
filtering term h(z1,x2).

We examine four different simulations case-studies of a
batch process, which are designed to cover a wide range
of operation conditions regarding time-scale, relative ratio
of nucleation to seed mass, and control policies. The first
two, hosted in Fig.1 and Fig. 2, refer to the case with
h(z1,22) = 0, while Fig.3 and Fig.4 include the simu-
lations with non-zero h(x1,z2) = hy(x1)ha(22), where the
filtering factors h;(z;), ¢ = 1,2, are specified in Table2.
Hereby we also list the weights wy and the least-square
parameters p; and m;, c.f. Eq. (15). The plots are organized
as follows. We show the total number of nucleated crystals
(gp, top left diagrams) and the total volumes of the
nucleation (V¢ ,, top right) and the growing seeds (Ves,
bottom right).

For comparison purposes, the simulation results corre-
sponding to our proposed method (indicated by POL see
Section2) and those corresponding to the moving grid
discretized numerical scheme (MOC) are plotted in the
same diagrams. Note that, while in many cases the plotted
curves virtually coincide, their individual presence is indi-
cated by the respective (superimposed) marker symbols.
The bottom left diagrams reflect the process in the prop-
erty space. Note that target locations A and B are lying on
the same, dash-dotted, equivolume curve (see the explana-
tion below). The depicted path is traversed by the center
of the growing seeds distribution according to the POL and
MOC simulations. Furthermore, the MOC simulation yields
information on the nucleation PSD at final time. The latter
is illustrated by bars branching off the nucleation loci
and pointing upwards resp. downwards, effectively forming
shaded areas. The base points mark the positions x;, of the
bin centers and the lengths indicate the net (estimated)
masses My, = pen(xy) F, with n(x) = 23xo— %x‘;‘, of nuclei
in the respective bins (according to the provided scale).
For details on the evolution of the momentary nuclei locus
the reader is referred to Fig.1 in (Bajcinca et al., 2014).
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Level sets are depicted for the initial seed distribution,
and, in the cases with fines dissolution, also for the filtering
function h(z1,z2), i.e., h(x1)h(x2) = const.

We specify the desired shape in terms of the center of
the narrow growing seeds distribution, which is initially
located at Xcf,0. Two target locations Xyef des, A and B, are
selected for this case study in the following way. For con-
stant temperature control (i.e., isothermal operation), the
process simulations exhibit near-equilibirum conditions af-
ter 120 minutes. The temperature T is chosen such that
in this equilibrium the volume of the grown seeds has con-
verged to a prescribed value Ve s = 6.1 [mm?/ggo1y]. With-
out fines dissolution (h = 0), this requires T = 27.447 [°C]
and the seed distribution center converges to target A.
When the fines dissolution is in operation, the temperature
has to be adjusted to T = 30.78 [°C], resulting in the
convergenve to target B. We also perform simulations
for the isothermal operation of the process without fines
dissolution at 7" = 30.78[°C], and operation with fines
dissolution at 7' = 27.447[°C]. In these “mismatched”
cases, the final seed volume misses the prescribed value
Ves = 6.1mm?/gsoly] by undershooting (see Fig.2) or
overshooting (see Fig.3) it. Moreover, we perform sim-
ulations for the case of constant supersaturation control
(which can be shown to minimize the batch time) aiming
at target A or B. Several remarks are now of order.

(i) Apart from some small errors in simulations with
non-zero filtering h-factor (e.g. in ugp in Fig.3), the ac-
curacy of our scheme (POL) matches very tightly to that
of the discretized model scheme (MOC) in all conditions
and simulation scenarios. Hereby, we apply least-square
fitting in Eq. (15) with p; = py = 22 and for the dis-
cretization scheme about: 300 bins with Aj max = 0.5mm
and A2 max = Imm. Consequently, the order of our ODE
scheme is 2 x 23 x 23 = 1058, while that of the moving
grid scheme is 2 x 3 x 300 = 1800.

(ii) It can be shown that the trajectories corresponding
to the scenario with constant supersaturation are generally
time-optimal. Now, a comparison of the bar plots of Figs. 1
and 3 with A as the final location, and Figs.2 and 4 with
B as the final location, indicates a lower amount of the
resulting nuclei in cases with fines removal due to the non-
zero h-term. These outcomes are, of course, a consequence
of the dissolution and they are also visible in the top-right
plots corresponding to the nuclei volume V¢ .

(iii) It is interesting to observe that small deviations of
the destination point (i.e. A and B) in the property space
are associated with large changes in the corresponding
required optimal times; c.f. the plots of Figs.1 and 2 (as
well as those in Figs. 3 and 4).

(iv) Comparison of the two figures involving fines re-
moval (i.e. h-term) reveals that in both control scenarios
(i.e. with constant temperature and supersaturation), the
location A is reached in a very short time at the cost
of large nuclei mass content, while reaching the loca-
tion B takes considerably longer, however at a negligible
amount of nuclei mass. This illustrates the trade-off be-
tween the process duration and nuclei content. In other
words, shorter processes imply larger impurity and vice-
versa. In fact, such situations are present in all batch crys-
tallization processes (see, e.g., the previous contributions
of the authors in the area, such as (Bajcinca, 2013) and
the references therein).
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Figure 1. No fines dissolution (h
tuned to reach the equilibirum location A.

0). Constant temperature and supersaturation excitation. Isothermal excitation

400 - - 80 - - -
@ —O— poo™ (vov), T = 30.78 °C] —O— Ve (eon), T =30.78[°C]
[ | —>— oo™ (moc), T = 30.78 [°C] —— Ve (o), T = 30.78 [°C]
: — O - Ve (Pon), o =0.0228
- 6of ‘ ?9' — % Ve (Mo0), o = 0.0228
* I
E L. o
£ 40 /
% ]
Y /
20 /
/
. e . .
) . . . . 2
0 20 40 60 80 100 120 0 20 40 60 80 100 120
t [min] t [min]
FLILELARARAAANY . 10k -
0.5 | —O— seed path (ror), T =30.78[°C] —O— Ve o), T =30.78[°C]
—>— seed path (moc), T = 30.78[°C] —x— Vs (moc), T =30.78[°C]
— O seed path (por), o =0.0228 sl — O - Ve (ron), o =0.0228
041 — = seed path (oo), o = 0.0228 ‘ ‘ ‘ — % - Ve (moo), 0 = 0.0228
o N Xref,des E
= 03} At /3—%—. < o6t ®.
& ! _& ' ~<—constant Ves mE 4
- NN T~ . . E /
= oob ,,‘:4\.\.\‘” ¢ = 00228 : E 4t x4 :
\\\\\\\\\\ pltion oews o | S o
01} Do
T =30.78 [°C]
Alder u(g;‘eation locus (moc) : : : :
o L M0 e M) i ; ; i i ; ; ;
0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9 1 0 20 40 60 80 100 120
X2 [mm] t [min]

Figure 2. No fines dissolution (h = 0). Isothermal excitation tuned in Fig.3 (to equilibrium location B) captured here

at an earlier equilibirum location on its way to the final destination B.
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Figure 3. Illustrating the fines dissolution. Equilibirum under the isothermal excitation (tuned in Fig. 1) lies beyond the

final destination A.
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Figure 4. Hlustrating the action of fines dissolution due to the non-zero decaying h-term. Constant temperature and
supersaturation excitation. Isothermal excitation tuned to reach the equilibirum final destination B.
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Table 1. Table 2.
Parameter description Symbols  Value Parameter description — Symbols and values
growth rate constant kg, 12.1 x 10—6 m/s MOC moving grid model (A1 = z1, A2 = z2)

growth rate constant kg, 100.75 x 1076 m/s
nucleation rate constant kp 7.49 x 1010 1/m3s g},
growth rate exponent g1 1.48

growth rate exponent g2 1.74

nucleation rate exponent b 0.51

density of crystals p 2340 kg/m3

15¢ solubility parameter ao 0.2087

2nd golubility parameter a1 —9.7629 x 107° 1/°C
3™ solubility parameter a2 9.3027 x 107° 1/°C?

h(x) = hl(xl) X hg(xg)

Filtering term

hi(xi) = kn,i(1 — (A+exp(—mp i (zi—zh ) 71)

kp1=kn2=4/001x1/s, 25,1 =0.06mm, x5 9 = 0.3mm

mp,1 = 100 x 1/mm, my, 2 =10 X 1/mm

Initial conditions

initial seed volume Ve,o 0.6879 mm3 /g,
initial seed mass Mseed 1.6 mg/g.o1v
initial mass fraction co 0.307

initial seed PSD 21,0 = 0.196 mm, x2,0 = 0.256 mm
a = —3.479x108 1/(gso1y mm*), b = 1.781x10% 1/(gso1y mm?)

fo(l?l,acg) = max [0, a ((ml — :E170)2 —+ (mg — $270)2) —+ b}

(v) Finally, we focus on interpretation of some inter-
esting outcomes related to the isothermal control policies.
The essentially larger nucleation masses as depicted in the
pendant top-right plots of Figs. 1 and 3 result from the dif-
ferent levels of the isothermal excitation at T = 27.447°C
(in Fig. 3) and T' = 30.78°C (in Fig. 4). This implies more
intensive nucleation and growth of the particles in the
beginning of the process excited by a lower temperature in
Fig. 3. As a result, a large amount of particles manages to
cross fast over the dissolving area occupied by the filtering
h-term in Fig. 3. This is clearly indicated in the bottom-
left plot of Fig. 3, whereby the seed particles considerably
miss the destination location A by landing at another
equilibirum location beyond, i.e. they grow at larger sizes
than those in the pendant top-left plot in Fig.1. It is
interesting to observe that because of this condition, the
same order of the available nuclei particles at the end of
the batch (c.f. pendant top-left plots corresponding to poo
of Figs.3 and 4) produce quite different order levels of
the nuclei mass. We, finally, remark that the isothermal
scenario in Fig.4 demonstrates the accurate operability
of our scheme under diverse conditions within a single
operational mode.

CONCLUSION

In this work we introduce an ODE modeling structure for
a special class of the PDE systems arising in particulate
systems. The proposed scheme represents an extension to
the theory of the approximate methods of moments, which
has been developed by authors in a series of previous
papers. The specifics of the presented scheme focus on the
impact of a filtering mechanism in a multivariate PDE,
which, for instance, may amount to external fines removal
in particulate systems. While in this article we focus on
derivation of the ODE scheme and its verification by means
of extensive numerical simulations, our results provide a
useful basis for solving control and optimization problems
for special classes of particulate processes with specific
filtering and size-dependent growth rate dependencies.
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Maximal Z1,max = 0.5 X 103 m
particle dims. T2 max = 1 X 1073 m

Boundaries of the (fomin’ 2P ax)=(0.15,0.23) x 1073 m
init. seed grid (%5 mins 5 max) =(0-21,0.29) x 1073 m

1 ) m _
Boundaries of the (ml,min’rl,)rnax) - (—ﬁ/?,O) X Amax
) () _
x2,min’ x2,max)_(_\/§/27 O) X /\max
S) )
)\max:zlvmax—m‘l:max+12»m'dx_‘r[2:max

m+r =100+ 15 x 15

init. nucl. grid (

Number of bins

Polynomial moment model POL

Maximum order p1 = p2 = 22

No. of grid. pts. m1 = mg = 1000

Max. particle dims. see MOC settings

Bound. seed PSD see MOC settings

Weights for polyn. Tpi=Timax £/(m; —1), 0 <L <m;—1

constr., ¢ € {1,2} wg’i:(l/a;?’i)?7 £=0
wei=(1/2} )% 1 <L <Ly,
we,i:(l/ﬂ»‘?h’i,i){ L+l <L<m;—1
where ¢}, ; is defined as the maximum
£ such that z,; <z ;

Simulations with POL model and MOC model

ODE solver ode45 (Matlab®),
Rel. and abs. tol. 1x10-6
Max. step size 10 sec
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