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Reliable models are required for accurate estimation of drop sizes which govern the interfacial area and rate of mass
transfer in a system where various correlations and models have been improved for better accuracy and wider applica-
tion breath. In this article, relevant semiempirical equations and population balance equation (PBE) models are
reviewed. Semiempirical correlations are highly system dependent and limited to prediction of steady-state drop size
while PBE models could estimate transient drop size with considerations of inhomogeineity and flow spatial variation
during drop size evolution. With appropriate model parameters determination, different PBE models can be used to
reproduce experimental data for a similar system. © 2015 American Institute of Chemical Engineers AICKE J, 61:
1129-1145, 2015
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Introduction

Liquid-liquid dispersion is a process of dispersing one lig-
uid into another in the form of small drops where both
liquids are completely immiscible to create a system with
distribution of drop sizes. It is a common operation in indus-
trial processes involving mass transfer such as emulsification,
extraction, and reactive dispersion.l’2 The drop size distribu-
tion (DSD) determine the available interfacial area that con-
trols the amount of heat and mass transferred between
liquids.®> As a result, the interfacial area and other transport
parameters related to it can be controlled by manipulating
the distribution of drop sizes. Therefore, it is important to
have detailed knowledge on the evolution of drop sizes for
accurate prediction of mass-transfer rate and reaction rate in
liquid-liquid systems.*

Dispersion is a complex process involving a large num-
ber of parameters including hydrodynamics phenomena,
turbulence structure, and natural physiochemical effects.’
Drop breakage and coalescence process in turbulent disper-
sions have been subjects to theoretical and experimental
attention over the past years. The physical and chemical
phenomena taking place in stirred vessels are largely influ-
enced by transient drop sizes while the equilibrium DSD
determines the properties of the end product.® Therefore,
information on drop sizes for both transient and steady
states are important.

Numerous studies have been conducted to investigate the
influence of different parameters on the evolution of drop
sizes and mean drop size, which lead to development of var-
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ious drop size models. These include semiempirical correla-
tion which relates mean drop size to different parameters
and population balance equation (PBE) to simulate the actual
dispersion process. The steady-state drop sizes are commonly
correlated by semiempirical equation while transient drop
size is estimated by PBE. Subsequently, such correlations
have been refined with considerations from improvements in
techniques that could eliminate restrictive assumptions and
the ability to solve complex processes without error-prone
assumptions.

Various semiempirical equations and submodels in PBE
for drop size predictions in turbulent flow are reviewed in
this article with focus on models that have been successfully
applied and frequently cited in the literature. Earlier correla-
tions and models however are restricted by various assump-
tions which limit its applications. Therefore, many studies
were conducted which result in modification of correlations
and models for improvements.

Detailed descriptions on breakage and coalescence func-
tions for fluid particles in turbulent flow have been reported
in reviews by Liao and Lucas’® and Solsvik et al., (2013).9
While more novel models were developed recently, this arti-
cle aims to review the improved models which could over-
come the limitations of earlier models. This article also
includes the discussion on model parameters determination
and accounting for nonhomogeneity in the system. Chal-
lenges regarding the modeling of dispersion process with
possible solutions are discussed.

Mechanism of Drop Formation

Drop breakage and coalescence occur simultaneously dur-
ing dispersion process where both phenomena have to be
considered and the final drop sizes in the dispersion is the
result of competition between both processes.lO
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Drop breakage mechanism

Drop breakage in moving fluids is caused by the interac-
tions between mechanical forces and resistance from surface
and internal viscous forces.'' A drop immersed in moving
liquid experience external forces from the surrounding fluids
which tend to cause deformation by promoting instabilities.
The external forces caused drop to stretch, elongate, and
eventually split if the kinetic energy is sufficient to over-
come the drop’s resisting forces. Therefore, drop breakage
only occurs when adequate energy is obtained to compensate
for increment in surface energy caused by increase in the
drop’s total surface area.'”> As a result, drops below a maxi-
mum size, dp,., are unbreakable as their cohesive forces are
large enough to resist deformation. The value of dyax
depends on the flow field conditions and drop’s physical
properties.13

Disruptive and Cohesive Forces. 1In turbulent flows, drop
breakage is caused by turbulent pressure fluctuations, viscous
shear stress, and interfacial instability. At low continuous
phase viscosity and high impeller speed, turbulent pressure
fluctuations is the dominant breakage mechanism.” The tur-
bulent force, 1. causes velocity change across the drop’s sur-
face over a distance equal to its diameter, d. It is
proportional to the root mean square of velocity fluctuation
across a distance d and is written as'*

Te X pu*(d) (1
The mean velocity difference is given as
u?(d)=k"?(ed)" )

The value of constant k in Eq. 2 for stirred vessels is
reported to be in the range of 2.0-8.2""7' where the differ-
ent values of k are summarized by Ghasempour et al.,
(2014).2° For simplification, it is assumed that only turbulent
structure which is equal or smaller than the particle size
could cause drop breakage while larger turbulent structure
only causes translation displacement in the direction of the
turbulence. The assumption however could be eliminated in
the modeling of PBE.

The cohesive forces which resist deformation and restore
drops to their original shape are surface energy and internal
viscous force which are controlled by the drop’s physical
properties.?! At low dispersed phase viscosity, the contribu-
tion of internal viscous force is small and can be assumed to
be negligible. However, as viscosity increases, the internal
viscous force has significant influence on drop’s resistance
against breakage.?

The mechanism of drop breakage in turbulent flows can
be expressed as a balance between turbulent force, 7.=C; .
p.&?3d?® and combined cohesive forces, t,=c/d and
1a=Ca,fig(Tc/ pa)"’ /d. From interaction between forces, the
extent of deformation or the relative resistance to breakup,
Eyr can be defined, which determines whether a drop will be
broken into smaller drops?'

Cl,'co— CZJ:ud

(pepa)”* (N3D2) a3
3)
Based on Eq. 3, the resistance against breakage depends

on the physical properties of the drops which are interfacial
tension, ¢ and viscosity, pg. If pg is small with respect to

pC(N3D2)2/3d5/3
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unity, the drops resistance toward breakage is mainly con-
tributed by interfacial tension.

Drop coalescence mechanism

Drop coalescence is one of the processes that is responsible
for the evolution of drop sizes and without coalescence, real
steady state could not be achieved.>® The relative motion
between drops result in collisions which lead to coalescence.>*
Coalescence is more complex compared to breakage as the
interactions between drop and surrounding liquid as well as
the interactions between drops have to be considered. It
occurs when two drops which are suspended in moving fluid,
collide and combine into larger drops. It involves drainage
and rupture of the intervening liquid film between the con-
tacted drops, which is influenced by the physical properties
and interface of the liquids." The film drainage concept is a
common theory used in modeling of coalescence process apart
from other theories but in all cases, contact and collision
between drops are the essence of coalescence process.

The number of collisions between drops influences the coa-
lescence rate which is induced by impacts such as collisions
with impeller blades, baffles, and vessel walls.® However, not
all collisions result in coalescence as it have to meet several
requirements such as having sufficient energy and contact time
which will be discussed in the modeling of coalescence ker-
nels. Therefore, the concept of coalescence efficiency is used
where coalescence rate model is developed as a product of col-
lision frequency, A(d;, d;) and coalescence efficiency A(d;, d))

Semiempirical Correlations

Numerous parametric studies on mean drop size have pro-
moted the development of predictive empirical correlations
of Sauter mean diameter, dz,. Most of the correlations have
been developed from the prediction of maximum drop diam-
eter, dy.x based on the Hinze—Kolmogrov concept of turbu-
lent energy cascade.”> Most correlations are derived for a
stationary state but sometimes additional provision is taken
to include the transient drop size.?®

Relationship between Sauter mean diameter and
maximum drop diameter

Earlier studies have proposed that d.x is related to ds,
(d32 & dpax) in the case where drop size is controlled by
breakage.27’28 However, Sprow (1967)29 assumed that d;, was
proportional to dp.y (d32 X dmax) and pioneered the studies on
the linear relationship between ds; and d. by introducing
the proportional constant, C based on dz; =Cd,x. The propor-
tional relation has been applied by most researchers to
develop semiempirical ds3, correlations. The work to investi-
gate the relation between d;, and d,,x has been extended for
different conditions®®>? where values of constant C at differ-
ent conditions range between 0.38 and 0.70 as summarized by
Zhou and Kresta (1997).'? However, the authors did not sup-
port the linear proportional relation between dz, and dpax-
According to their work, the relationship was nonlinear but
with insignificant change over a limited range of impeller
speed, N where k decreases with increase in N and was sup-
ported by Sechremeli et al. (2006).*

Mean drop size correlation for breakage dominating
system

Based on the drop breakage mechanism in turbulent flows,
drop with diameter d is opposed by disruptive energy from
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continuous phase turbulence and stabilized by cohesive
energy of the drop. The turbulent force, 7. in turbulent flows
is defined as''

te=pcit*(d)=p, | E(k)dk S

S e ¥

In Eq.4, E(k) is the energy spectral density function
and k is the wave number or inverse eddy length. Only
eddies with scale smaller than k=1/d are considered
because it was assumed that only eddies equal or smaller
than the drop diameter can cause drop breakage. Accord-
ing to Kolmogrov theory of local isotropy, if the drop
diameter is smaller than the value of turbulence macro-
scale and larger than the value of Kolmogrov microscale
(L>>d>>n), i>(d) is mainly a function of local energy
dissipation rate, &>’ Assuming that drop sizes in stirred
vessels fall within the inertial subrange, E(k) is estimated
as below

E(k)=p,& k3 )
Therefore, 7. is related to ¢ as
Te =pcgz/3a’2/3 (6)

Drop’s cohesive forces consist of surface force per unit
area, 7, and internal viscous stress, 74 are estimated as™

ag

o= (N
2\ 2
Td=Hq (2‘) 3)

A drop can only be broken if the disruptive forces acting
on the drop is larger than the combined cohesive forces of
the drop. Therefore, when the disruptive force is equally bal-
anced by the cohesive stresses, drop with a maximum size,
diax 18 formed.** Therefore, d=d.,x exists when

T.=Ts+ 174 )

Substituting Eq. 6-8 into Eq. 9

ok
2/3:L+’udL (10)

N 2/3
Pcémax / dmax 4
max max

In Eq. 10, &max is used instead of ¢ as dyax is determined
by the maximum energy region of the flow. Thus, rearrang-

ing Eq.10 for dpax
12
()

. 3/5
dnx=| —57% + — 11
™ <pc3max2/3> ‘udpcgmaxz/S ( )

Based on Eq. 11, dyx is controlled by surface tension and
viscous force. If the dispersed phase viscosity is small, that
is, inviscid drop, the viscosity term in Eq.11 is smaller com-
pared to surface force and thus can be neglected. In this
case, drop resistance against breakage is only contributed by
surface force. Hence, Eq. 11 becomes

3/5

o 3/5
dmax :Cl (_) Emax 25 (12)
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In the case of fully developed turbulence, &,y is estimated
by the relation of &p,x N3D? for dispersion with a turbine
agitator in a fully baffled tank and at a constant power num-
ber regime. Therefore, Eq. 12 becomes

dmax (.N2D3 -3/5
—=c2(p . ) (13)

D

Equation 13 can be written as

dimax -
—E=CyWe ™" (14)

where We is a dimensionless group called Weber number,

which represents the ratio of disruptive force to cohesive

force (surface force) as

_ pN?D?
a

We (15)

According to the proportional relation between di;, and
dmax, Eq. 15 is related to d3; by

‘% =C3We %6 (16)

Equation 16 is the general empirical equation relating mean
drop size to We. The equation is independent of geometry of
mixing devices but the value of constant C3 depends on stirrer
types and has to be determined experimentally. The values
reported in literature are between 0.38 and 0.70%. The equa-
tion only considered pure breakage system with resistance to
deformation by surface force only. As a result, the empirical
equation is bounded to a narrow range of operating conditions
where it is only valid for dispersed phase fraction below ¢=
0.01 making Eq. 6 to be the most popular functional form
used to correlate drop sizes in dilute and inviscid systems.*®

However, not all data are well correlated by the empirical
equation and, therefore, several modifications have been
made on the values of the We exponent. Baldyga et al.,
(2001)*” proposed that there were significant limitations in
the classical drop size correlations which were based on the
time-averaged rate of turbulent energy dissipation. The We
exponents obtained in their experimental work (—0.59 to
—0.79) fell well below —0.6. Therefore, semiempirical
model were developed by determining the exponential values
based on the experimental data in their work.

Mean drop size correlations for breakage and
coalescence system

Mean drop size correlation as in the form of Eq. 6 is not
applicable for systems with significant coalescence. The limi-
tation of Eq. 6 has been observed for concentrated systems
where the dispersed phase fraction, ¢ is high. As ¢ increases,
the rate of drop breakage reduces and larger ds, are produced.
Desnoyer et al., (2003)** reported that drop breakage mecha-
nism was modified at high phase fraction based on the
author’s investigation on ¢ values up to 0.6. Increase in ds;
values as ¢ increased was reported to be attributed by turbu-
lence dampening or mainly by the occurrence of drop coales-
cence. However, several researchers believe that both factors
are equally responsible for the observed trends.*®

Increase in dispersed phase fraction indicates the existence
of higher drop population density in the continuous phase
which can reduce the turbulent energy available to disrupt
the drop by affecting the local energy dissipation rate as
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Table 1. Mean Drop Size Correlations Based on Drop Breakup and Coalescence

Phase Fraction,

Liquid Properties

(u=mPas, ¢ =mNm ") System

Authors Correlations ¢
Pacek and Nienow, 92 =0.022(14+233¢)We 4 0.005-0.1
(1998)*
Quadros and Baptista 92 =0.0336(1+13.76¢)We *®  0.06-0.166
(2003)*°
92 =0.0286(1+13.24¢)We 06
Desnoyer et al. (2003)>>  42=0.28(1+0.92¢)We ¢ 0.1-0.6
92 =0.14(1+0.48¢4)We 0
Jahanzad et al. (2005)'  92=0.022(1+3.55¢)We ¢ 0.05-0.4
Singh et al. (2008)* 42 =2 94610 *We aexp(b) 0.2-0.5
a=(1+0.392¢;+3.2435¢7)
b= 0.43021
¢=0.85125
Razzaghi and Shahraki, 42 =A(1+y¢)We" 0.005-0.1
(2010)% m=-—0.33¢—0.55
m=-0.97¢—0.55
MaaB et al. (2012)* 92 =0.084(1+yp)We 0 0.02-0.45

y = 1.49 for n-butyl chloride,
y =2.36 for toluene,

y = 1.08 for anisole,

y =2.17 for Cyclohexane.

Chlorobenzene/Water 6-blade disk turbine
w=1,0=334
Chlorobenzene/NaCl
nw=1,0=33.8
Diisobutylene/Benzene
o =16.35,
34°C=+00.5°C

2-paddle impeller.

4-paddle impeller

Coalescing system, NiCl, 4-inclined blades

1=0.947,6=134

Noncoalescing system, HCI, p= 1.068,
a=10

MMA and styrene in water + PVA and
LPO.

70°C£0.5°C

Organic (N-paraffin, D2EHPA, TBP)

nw=4.01, =267

Aqueous (phosphoric acid)

u= 428, 0 =194

25C

Used data from Desnoyer et a

Coalescing

Non-Coalescing

n-butyl chloride,

u=0427,0=37.1

Toluene,

1n=0.552, 6 =35.7

Anisole,

u=1017,6=244

Cyclohexane,

w=1.151, =515

20°C

4-blade flat turbine.

4-trapezoid blade top
shrouded turbine.

1.19

Flat blade impeller.

discussed by Doulah (1975).%° Higher drops population also
increases the frequency of drop collisions, contributing to
high coalescence rate. Therefore, the assumptions that drop
sizes are produced by drop breakage only may be not suita-
ble for a system with high ¢.

To account for the increase in mean drop size as the dis-
persed phase fraction increase, Doulah® shows that the
mean drop size at high phase ratio could be correlated
empirically by adding correction factor to ds; for dilute case
as in the following equation

dx=(14C4¢)d’3, (17)

Doulah® showed that the value of C, was equal to 3 for
breakage dominated system with negligible coalescence.
Even for noncoalescence system, di was found to still
depend strongly on the dispersed phase fraction as reported
by Maal et al., (2012).4 Hence, it proved the effects of tur-
bulence dampening on d;, as dispersed phase fraction
increased. The correction factor which is a linear function of
hold-up fraction, ¢, is added in the Weber number relation
to account for possible coalescence. The constant C3 in Eq.
16 can be altered to include the correction factor as

C3:C5(1+C4¢) (18)

Thus, the mean drop size model is modified to include the
effects of coalescence at high phase ratio
dn _
D
In Eq. 19, two constants are introduced where both con-
stants depend on the studied system and thus have to be

Cs(1+Cyp)We 06 (19)

1132 DOI 10.1002/aic

Published on behalf of the AIChE

determined experimentally. The constant Cs depends on stir-
rer types while C4 depends on the tendency for the drop to
coalesce.”® Therefore, C4 is influenced by the properties of
the liquids studied and can be used as an indicator for occur-
rence of coalescence in the system.' The values of C,
reported in the literature range from 3 to 20 which represent
the strength or effectiveness of drop coalescence process on
drop size evolution.>> When C4=3, it indicates the occur-
rence of turbulence dampening in the vessel while a value of
3<C,< 10 indicates of the occurrence of coalescence.
When C, > 10, it is strongly coalesced system where coales-
cence might be the dominating process.

Table 1 shows the examples of models based on the form
of Eq. 19 with the information on the system properties.
From the table, constants with different values were
observed in each of the proposed models, which show that
the models are highly system specific.

Mean drop size correlations for high viscosity system

Most studies on liquid-liquid dispersion have focused on
nonviscous dispersed phase where the effect of internal vis-
cous force on resistant to drop breakage is negligible. Thus
the developed correlations are limited to drop stabilization
by surface force only. However, if the viscous force is larger
compared to the surface force such as in the case of high u,,
the contribution of viscous force should be considered.*'
Increase in viscous forces means higher resistance to drop
breakage as the cohesive forces is increased. As a result, low
viscosity liquids approaches equilibrium d3, faster than vis-
cous liquids where less agitation time is required at low
Viscosity.42
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Table 2. Models on Mean Drop Size for High Viscosity

Viscosity,  Phase
References Correlations Hy (mPas) Fraction, ¢ Liquid Properties System
Wang and dy :0_066(1 +13.8Vi082 (@)0-33)3/ ’ 1-10000  0.002  Silicone Oil/Water/Meth- Flat blade
Calabrese b P anol, ¢ = 0.81 — 1040 impeller.
(1986)*! 14706 mNm ™' 25°C
Calabrese etal. % =0.054(1+3¢)We ™ [1+4.42(1-2.59)Vi(%)"] - ~ Used data from Calabr- -
(1986)* ese et al. (1986)> and

El-Hamouz et al.  ds,=4.47Vi’4

(2009)*?

Khakpay and
Abolgahsemi
2010y

Zainal Abidin

do —1.588We™195(1+0.0227Vi'#)
et al., (2014)%

% =0.172(1+0.236¢) (1+2880(%) """ Vi) we 03

Wang and Calabrese
(1986)"°.

Silicone Oil/Water/SLES, High Shear tooth
=13 mNm ! 25°C impeller and

0.5-340 0.01

and 40°C Pitch blade
turbine
0.7 0.1-0.721 Butyl acetate/Water Spiral type
=129 mNm ™’ impeller,
25°C

20-500 0.01 Silicone oil/Water/SDS
¢ =17-18.9 mNm '

25°C

Rushton turbine

Based on the observation on drop breakage by Hermann
et al., 2011)* using computational fluid dynamic (CFD) the
authors reported that increase in viscosity caused less break-
age events away from the stirrer blade and the drop breakage
events ended earlier behind the stirrer blade. Drops with
lower viscosity can be broken at regions far away behind the
stirrer blades in the investigated region. Therefore, drop
breakage probability is higher at low dispersed phase viscos-
ity which leads to increase in drop breakage rate.

In the case of high g, the assumption of inviscid drop in
deriving Eq. 16 is not valid. Therefore, the model should be
extended to include the effect of g in the correlation of ds,.
In this condition, Eq. 10 becomes

pcgma)(z/3dm'a)(5/3 :C6 |:1+C7 (&) 172 ﬂdglnax1/3dmaxl/3:|
o P4 o

(20)

In Eq. 20 if py is small, the right-hand term in the bracket
becomes small with respect to unity and the surface force dom-
inates the internal viscous force. However, in the case of high
Uy where the surface force, ¢ is small, internal viscous force
predominates and the right-hand term in the bracket becomes
large with respect to unity. Therefore, Eq. 20 becomes

3/8  3/4

Amax=Cs(pepq) P ptg™ *eman 1/ Q1)

Equation 21 predicts the maximum drop size at high dis-
persed phase viscosity where the internal viscous force domi-
nates the drops resistance against breakage. However, Wang
and Calabrese (1986)"' discovered the dependency on interfa-
cial tension even at high dispersed phase viscosity. Therefore, a
dimensionless parameter called viscosity number, Vi has been
introduced to represent the effects of uy. The viscosity number
is a qualitative measurement of the relative importance for both
o and py. To include both the influence of interfacial tension
and dispersed phase viscosity, a semiempirical approach has
been proposed to develop various correlations for drops with
wide range of viscosity as in the following equation®’

0.6

o\
1+C9V1(§> ] (22)

Vi represents the ratio of viscous to surface forces in drop
stabilization. The parameter shows qualitative measure on

ds ~0.6
22 =CeWe ¥
D N
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the relative importance of both forces in drops stabilization.

It is written as
0.5
ND
Vi= <&) HaVD (23)
P o

Wang and Calabrese® then simplified the semiempirical
model to the following form
d
% =CsWe *0[1+Cy Vi (24)
For inviscid drops (4 = 0), Eq. 24 will revert back to Eq.
16. Table 2 shows the examples of drop size correlations
which relate ds; to .

Population Balance Equation

PBE is the most common approach to simulate the opera-
tion of liquid-liquid dispersion. It has the advantage of
allowing the description of breakage and coalescence proc-
esses in terms of identifiable physical parameters and opera-
tional conditions. Thus it is used to determine specific
information such as drop breakage or coalescence frequency,
coalescence efficiency and daughter size distribution based
on the analysis of transient drop size."! This approach allows
description of dispersed phase by the means of a density
function.*” Tt consists of a set of mathematical equations
which is solved by numerical methods or statistical simula-
tions. PBE is developed based on influent and effluent of
drop into a control volume by “birth” and “death” of drops.
The general form for a flow system is given as

of(V,t o [oV
% +V - [u(V,1) - n(V, 1))+ Y [Ef(v’ z)} 25)

—B(V,t)+D(V,1)=0

In Eq. 25, B(V,1) is the birth rate of a drop while D(V, )
is the death rate. For a perfectly agitated batch and insoluble
system, the PBE can be represented as a univariate PBE that
only account for individuals size change as shown in Eq. 26*®

I>W,1)
ot

In Eq. 26, By, and B, are the birth rates while Dy, and D,
are the death rates by breakage and coalescence,

=By(V,0)=Dp(V, 1) +Bc(V,1)=Dc(V,1)  (26)
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respectively. Each term in Eq. 26 represents discontinuous
processes represented by submodels derived from mechanis-
tic theory49

Vp,max
BuV.)= | VBV v @D
VI’
Db(V7 t)=g(V)f(V7 t) (28)
\%4
BC(V,t)=%Jh(v—\/’,V')/I(V—V’,V’)f(V—V’,t)f(V',t))dV’
0
(29)
Vinax
DV.0)=f(V.t). | BVVIAV VIV 0dV GO

0

The submodels B(V,V') represent size distribution of
daughter droplets formed after breakage of drop with volume
v, g(V’) is the breakage frequency, V(V/) is the mean num-
ber of daughter droplets after breakage of drop with volume
V', h(V,V') is the collision frequency and A(V,V') is the
coalescence efficiency between drop with volume V and V.
For a practically effective simulation by PBE, it requires the
determination of breakage and coalescence functions as the
PBE submodels. Therefore, the challenge associated with the
use of PBE is the identification of breakage and coalescence
kernels that can accurately describe the actual dispersion
process in turbulent flows in details.*®

The PBE can be further simplified depending on the sys-
tem behavior such as for breakage or coalescence dominat-
ing system and can be transformed from the volume based
form into drop diameter based function, d.

Breakage frequency models

Breakage frequency models, g(d) in turbulent flows are
derived based on the mechanism where drops are broken by
the turbulent pressure fluctuations. Most models are based on
assumptions that there is no relative mean velocity difference
between the dispersed and continuous phase. Based on the
mechanisms, breakage frequency models are developed
based on the analysis of the process leading to drop break-
age. Therefore, various models are available according to
different assumptions made to describe the drop breakage
process.

Turbulent Kinetic Energy Greater than Critical Energy

Coulaloglou and Tavlarides (1977)*® proposed phenome-
nological breakage frequency models based on the turbulent
kinetic energy transmitted from drop-eddy collisions and a
minimum energy value required to overcome the drops sur-
face energy with the breakage time. In this process, oscillat-
ing drop will break if the kinetic energy transmitted to it is
higher than the surface energy. The general form of the
model is written as

1 E.
—(— _ e 1
8() (breakup time) exp( Ek> @D

Assuming binary breakage which results to daughter drops
with equal diameter, the breakage time, #, is defined as the
time taken for a drop to undergo breakage and is given by
eddy turnover time as™
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2/3
_ )
= Cip o3 32)

For resistance against breakage by surface force only, the
energy fraction term in Eq. 31 is defined as the probability
for breakage to occur and can be written as

EC CzbO'
——=exp| ——————= 33
B p( pds2/3d3/3> o

Similar to the development of semiempirical equation,
correction factor (1+¢) can be added into the model to con-
sider the effects of turbulent dampening as dispersed phase
fraction increases. Thus the following breakage frequency
model is obtained by substituting Eqs. 32 and 33 into Eq. 31
with the addition of the correction factor

Crpel/? Capo(1+¢)°
=_ 7" - T/ 4
8(dp) (1+¢)d2/3€x1’ pae23d23 G

The model predicts a maximum in drop breakage fre-
quency as the drop diameter increases or also called as non-
monotonous behavior, resulting in higher stability to larger
drops. The idea is to use the breakage time to determine the
breakage rate where once the diameter reaches a certain size,
breakage rate is affected by breakage time and the rate will
decreases.®® There has been argument on the appropriateness
of the behavior in modeling of breakage frequency. This has
led to the development of other class of monotonous models
in which the breakage frequency increases monotonously
with increasing drop diameter. However, it has been reported
recently that experimental data clearly shows a maximum
for breakage frequency which response to large decrease of
inverse breakage time as the parent drop diameter increases,
which is in agreement with the nonmonotonous model
prediction.”®

Velocity Fluctuations Across Drop’s Surface. Narsimhan
and Gupta (1979)°" proposed that drop oscillation and break-
age was induced by the difference in velocity fluctuations
around the drop’s surface which was caused by eddies with
different scales. The arguments led to development of
another model class in the following functional form where
the stoichastic model is based on Poisson process

a2

where n is the average number of eddies per unit time
around drop’s surface. By the probability theory and assum-
ing that the internal viscous force is negligible, the breakage
frequency model is written as

g C2b
g(d)=cyperfc (, [——22 6) (36)
Pe el 3y

The constants ¢, and C,, in Eqs. 34 and 36 are adjusta-
ble model parameters and have to be determined empirically
by fitting of experimental data.

g(d)=nX %erfc( Hor ) 35)

Eddy Energy Greater than Critical Energy. The concept
used to develop models in this category is that a drop can be
broken if it hits eddies which contain energy greater than the
drops critical energy to breakage, E.. This kinetic theory-
type model is based on the product of collision frequency, @
and breakage probability, P
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This type of models is developed based on theoretical con-
siderations. Thus it does not rely on empirical parameters.52
The critical energy for breakage, E. is determined by various
breakage criterions. The proposed criterions are based on the
same breakage mechanism but according to different
assumptions on how breakage occurs. Surface energy crite-
rion represent the main process for breakage making it is
one of the important criterions and has been widely used by
many authors. Improved breakage criterions have been pro-
posed based on extension of surface energy criterion or com-
bination with other breakage criterions to take into account
various parameters that influence drop breakage. Most of
models proposed are well applied but only in the range of
operating conditions based on the assumptions made during
the model design and development. Therefore, promising
models are developed without restricting assumptions so that
it is applicable in various systems such as recent models by
Han et al., (2014)53 and Ghasempour et al., (2014)54 which
include wide energy spectrum.

Surface energy criterion
Luo and Svendsen (1996)'® proposed collision frequency
and breakage probability in the form

Ocotision(d, 1) == (d+2)?iig - 0.822(1— ) /i*  (38)

13

P(d)=exp(y.)=exp [Ec(d)/e(2)] (39)

The breakage probability, P(d) is determined by energy
criterion in which Luo and Svendsen'® have used surface
energy criterion as a constraint for drop breakage to occur.
This criterion has been widely applied by many authors with
several modifications. According to the criterion, drop break-
age occurs when colliding eddies contain enough turbulent
kinetic energy to compensate for the increase in surface
energy in drops particle after the drop broken into smaller
drops, that is, e(1) > e; (d,d’). Thus, assuming binary break-
age into equal size daughter drops, E.(d) is written as

E.(d)=no (d’2+ (d>—d"*)? 3—d2> (40)

In the inertial subrange, the mean turbulent kinetic energy
of eddies, (1) is given as

2())= ”Tﬁngw“ﬂ @1

Thus, the breakage frequency given by Luo and Svend-
sen'® in dimensionless form is given as

13 1 >
0.923 & (1+¢) 12¢t0
dy)="2=(1-¢) | = p| -
8(dp) 5 (1=9) <d§> J ERE ‘”‘1’< Cop a3 dg

Emin

(42)

In Eq. 42, the upper integration limit of 1 (¢ = //d) indi-
cates that drop breakage is only caused by turbulent eddies
which are less than and equal to the size of drops. This model
is a monotonous model that does not predict a maximum
breakage frequency. The advantage of this model is that it
does not contain any adjustable model parameter as in the
previous models but the result depends strongly on the choice
of integration limit. The lower integration limit has low to
moderate effects while the upper integration limit has very
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high effects on the total breakage frequency. This model was
successfully applied recently by Srilatha et al. (2010).>

The surface energy criterion proposed by Luo and Svend-
sen,16 however, causes inherent inconsistency as it does not
have lower limit for drop sizes. Therefore, the breakage rates
for very small drop particles are also included in the theory
resulting in very high total breakage rate.

Energy density criterion

To overcome the weakness, Hagesaether et al., (2002)°
expanded and refined the model by Luo and Svendsen'® by
proposing a new breakage criterion called energy density cri-
terion, which considers existence of a physical lower limit to
the drop size being broken. According to this criterion, in
order for drop breakage to occurs, the eddy should have
energy density higher or equal to the energy density of the
daughter drops which are produced by the breakage. The
lower limit is determined from the surface energy density,
ws(d) for a smallest daughter drop

4n(d)2)*e
(4/3)n(d/2)*

The energy density probability function, P4 is written as a
normalized function

wi(d)= (43)

Wd()»> - 60'/dk

| tnaty=so/data)

dy min

Py(d)=

(44)

where d is the possible smallest daughter particle and wy(/4)
is the eddy energy density

wa() = —24)

(4/3)n(2/2)°
The energy density criterion is used with surface energy

criterion, where the surface energy probability, P can also
be written as normalized function

e(A)—ei(d,d) 46)

dnmx
j (e(2)—ei(d, d))d(d)

0

(45)

Py(d,d")=

The breakage probability by surface energy criterion and
energy density criterion are combined into total breakage
probability as

Pg=PgPq (47)

Hagesaether et al., (2002) defined the critical breakage
point and the critical energy for breakage as

e(2)cgp=ei(d, dimin) (48)

In Eq. 48, di min is the lower limit diameter due to energy
density criteria. The breakage probability, Pg is determined as

o0

Pp= J exp(—x)dx=exp(—x.) (49)

where x.=e(2)cgp/€(A).

Stress criterion

Based on the work by Andersson and Andersson (2006)57 on
the breakage of single fluid particle, drop often deform
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significantly before breaking into smaller fragments. Based on
the finding, physical criterions for drop breakage to determine the
breakage probability, Pg were introduced which are energy and
stress criterion in their separate work, Andersson and Andersson
(2006).%® Using the criterions, breakage rate does not depend on
the selection of upper and lower integration limit anymore.

Andersson used the concept of interaction frequency,
Ointeraction 10stead of collision frequency, @copision i Luo and
Svendsen'® model. They proposed that the interaction fre-
quency was proportional to volume of drop particle and high
energy eddy mighty cause one breakage during its turnover
time. Therefore, the interaction frequency is written as

. Can(1—@)d3d3e'ny
interaction (d07 /“): 9P .

621473 G0

where d, is the parent drop. Based on the energy and stress
criterions, in order for drop breakage to occur, eddy should
contains enough energy that exceed the increase in interfa-
cial energy and the disruptive turbulent stress should exceeds
the cohesive interfacial stress. The breakage criterion based
on the interfacial energy is given by

Cinterfacial energy (dp) > Uﬂd;’/ (5 1)

while the stress criterion is given by
pii*)2 > 2a/d (52)

For very small eddies, although high in numbers, do not
fulfill the stress and energy criteria while very large eddies,
although it fulfill both criteria, it only have small contribu-
tion to the overall breakage rate as its number density is
very low. Therefore, this model is not sensitive to the selec-
tion of upper and lower integration limit.

Breakage by larger eddies criterion

Traditionally, it is assumed that only eddies equal to or
smaller than drop size would cause drop breakage while larger
eddies only cause translation (except for breakage models pro-
posed by Hagesaether et al.,”® and Andersson®). However,
according to the work by Andersson and Andersson,”’ drop
stretched significantly before splitting into smaller daughter
drop in which smaller eddies were not capable of performing
the large scale deformations. Andersson reported that their
proposed model, drop breakage is caused by eddies whose
size is approximately equal to and up to three times larger
than the drop size. Considering the experimental observations,
Han et al., (2011)* proposed a mechanism for drop breakage
by larger eddies, where larger eddies can partially transfer
energy to the drop causing change in velocity at different
position of the drop. The author suggested that constraints
imposed for drop breakage by larger eddies should be differ-
ent from that of equal or smaller eddies.

Eddies Equal or Smaller than Drop Diameter. 1In this
case, Han et al., (2011)°° proposed a breakage constraint and
a collision frequency model. A constraint was proposed with
an assumption that eddy kinetic energy was fully utilized by
the deformed drop with clean surface

e(l) > ndﬁa(/%—l) (53)
vl

With f,; = (di/dy) and d; being the diameter of the small-
est fragments. Combining the constraint with the surface
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energy increase constraint, a criterion for drop breakage is
obtained as

e(2) > max(ct, cq)ndyo (54)

where cf=ﬁ,2/3+(1—ﬁ,)2/3, ca=[min(f,, 1-£,)]""*~1, and
fv=(d/d0)3. To develop a collision frequency model, Han
et al., (2011)*° consider that surface oscillation of a drop
particle from previous collision with eddies containing
energy might not disappear completely before the next colli-
sion. Therefore, the drop might probably contain a part of
energy which could contribute to the total energy in the next
breakage. Assuming that the surface oscillation obeys a sinu-
soidal function and by introducing a dimensionless oscilla-
tion ratio, Cy a collision frequency model is written as

Ocottision (do, 2) & 0.923(1—@)ne' 3 (1+Co+x) 2134, >/
(55)

where x = A/dp, and 1 < dy.

Eddies Larger than Drop Diameter. For eddies larger
than the drop size (4 > dp), the available eddy energy,
Cavailable (4) as discussed by Andersson®® should be less than
e(A). Thus, Han et al.,” proposed a sinusoidal velocity dis-
tribution function (u=Asin(ny/A)) where y is the distance
centroid of an eddy (ranges from 0 to 1/2) to estimate avail-
able eddy energy, €uvailable(4). The breakage constraint for
(4 > dy), is then written as

e(l) > i

max(cg, cd)nd(z)(f
(2/do)’sin*[(m/4)(do/ )]

For eddies larger than drop diameter, instead of collision
frequency, an interaction frequency model was used by Han
et al.,59 where the authors considered the effect of transport
time in their model. They proposed that the transport time
was shorter than eddy lifetime which means that a drop is
transported across eddies before eddies disappear. Thus, they
incorporated the transport time into the interaction frequency
model by Andersson and Andersson™ as

B 0.43(1—¢)ne'/3
x14/3d(5)/3min [1,1/2v/2xsin? (m/4x)]

(56)

Winteraction (dp ) )) (57)

where x = A/dy and 1 > d.

Multiple breakage criterions

Most of the models discussed earlier are based on the
assumption that a drop breaks into two daughter drops
(binary breakage) which can greatly simplify the problems.
In a recent work by Han et al., (2013),%9 multiple breakage
model (binary, ternary, and quaternary) was developed which
relates the multiple breakage process to turbulence condition.
The model was derived from their previous model which
considers breakage by larger eddies.

A condition for breakage was proposed in which the
energy density of parent drop obtained from turbulent eddy
should be equal to or more than the maximum of all surface
energy increases of daughter drops. The multiple breakage
process was proposed as a series of binary breakage proc-
esses. For example, for a ternary breakage, a parent drop
splits into two fragments, which are a daughter drop size d,
and an intermediate drop with size dp,. The intermediate
drop will again split into daughter drops with size d, and d5.
Based on surface energy density increase constraint, for
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eddies size smaller than drop diameter, a modified energy
criterion is given as

e(4) > max(ct p, cd‘n)nd(z)a (58)
and for eddies larger than drop diameter, the energy crite-
rion is

max (ct , Cap)nd3o
4(2/do)’sin*|(n/4)(do/ 1))

The model is similar to their previous model but for multi-
ple breakage, cf, and cq, are used instead of ¢; and ¢y to
represent the series of breakage events. The functions are
given as

e(7) > (59)

(Z o ) (60)
For binary, ternary and quaternary breakage

cd2=min[‘:ll/3, (I=fu)~ 1/3} (61)

, (1=fu —fvz)_l/s} -(1 _fvl)m}
(62)

_ v
Ci3=Cat 3 {mln [fvl

Cd4:cd2+cl,4[min (f;llz/3’ —1/3> (1=fu1) 1/3
min (737,107 ) ﬂ

where f, o =1=fi1 = fi, fuza =13
~foa—=fos

(63)

+foa and fLa=1-f,1

Energy spectrum model

Most of the breakage kernel models discussed earlier
assumed that parent drops in the system fall in the inertial
subrange (L >d > n) according to Kolmogrov length scale, 1
to estimate the turbulent fluctuation. Therefore, the minimum
drop size is estimated by the Kolmogrov length scale, 5. In
this case, the energy spectrum, E(k) = Pke*3k=5/3, and the
mean turbulent velocity, ii(4)= C(S/L)l/ , are incorporated in
their breakage model, where the turbulent velocity is inde-
pendent of fluid viscosity.

However, eddies in the inertial subrange might not be
always comparable to the drop size and thus the case might
not be satisfied in every actual application. The use of Kol-
mogrov length scale to estimate minimum drop size is also
considered as inappropriate especially when no coalescence
is involved.'? Although small in number, drops with size
below the length scale can be produced at high viscous shear
forces region, that is, in impeller region. When drops are
smaller than 5 (d <#), the independency of # on fluid vis-
cosity is no longer holds where #(4)=C (t*s/,u)1 %) This
regime is called as viscous subrange, and E(k) in this regime
is different from the one in the inertial subrange. Therefore,
models which are based on the inertial subrange might not
be applicable for drops below the size of Kolmogrov length
scale, although low in number

To overcome the limitations, an improved model that con-
sidered wide energy spectrum was proposed in a recent work
by Han et al., (2014).>* The turbulent velocity, iy, number
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density of eddies, n;, and mean kinetic energy, e, are deter-
mined to be

g X cor/kE(k) (64)
m=3(1—¢)k*/2n*c} (65)
- @ w @ p (ER) /1) (66)

Assuming binary breakage, for breakage by smaller or
equal size eddies, the breakage kernel are developed based
on the constraint

e > {max[f 1/3 ,(1 —f‘,)_l/ﬂ—l}nd(z)a 67)

Therefore, the breakage probability with function of
energy spectrum, E(k), is obtained

0 {max[f U3 (1—f,)" 1/%} }x2
E(x/do)

where x = kdy. The collision frequency was modified by con-
sidering surface oscillation of droplets as discussed earlier
and is written as

(o) 5
0

8n3c,

L= (68)

302
217 cyp.

E(X/dp)
(69)
where So=(v/7co/2v2)(3pq+2p./30)"*\/E(3). For break-

age by larger eddies, the modified constraint and the critical
dimensionless energy are given as

w07
e > . ndio (70
4(2n/x)*sin* (x/8)

Weollision (dO ) X)

35 {max{f 173 (1—]”\,)71/3]—1})(4

o= : 71
% 3210c3p, E(x/do)sin*(x/8) 7y
The interaction frequency, Wineraction 1S Written as
(I=oyg)n Jr 4\ . ,/x
interaction , X 1 1 s\ T o E
Ointeraction (do, X) = 8n4c(,d(1)/2 max )i (8) (x/do)
(72)

Comparisons between different energy spectrum functions
conducted by Han et al., (2014)> shows that the breakage
frequency is strongly affected by the function. The energy
spectrum model which was paired with spectrum model of
Pope (2000)'® shows very good agreement with experimental
data. Han et al., (2014) also compared the breakage fre-
quency models of Coulaloglou and Tavlarides (1977),*® Luo
and Svendsen (1996)'® and their energy spectrum model
with experimental data obtained by Andersson and Ander-
sson (2006)°® and MaaB and Kraume (2012).°° The results
shows that the energy spectrum models gives very good esti-
mation which are very close to both sets of experimental
data compared to the models that are based on inertial sub-
range conditions which under estimated (Luo and Svend-
senm) and overestimated (Coulaloglou and Tavlarides48) the
breakage frequency. The energy spectrum also produced
nonmonotonous breakage frequency which was agreed by
the experimental data of Maall and Kraume (2012).50
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Recently, Ghasempour et al., (2014),>* the authors showed
that the number density of eddies, n; as in Eq. 65 is, however,
only valid in the inertial subrange of energy spectrum. Based
on their studies on the number density of eddies in dissipa-
tion, inertial, and energy containing subrange, a number den-
sity models for complete energy spectrum is proposed as

ne=24Cfi f4~*1Cy(2m)° (73)

where fi, and f; are nondimensional functions to determine
the shape of the energy containing and dissipation ranges in
the energy spectrum. The new model for entire energy spec-
trum gives significant improvement in the prediction of num-
ber density of eddies.

Breakage Frequency Model at High Viscosity. Both Eqs.
34 and 36 do not consider the viscous effects of the drop in
which the internal viscous force on drop resistance against
breakage is assumed to be negligible. At high viscosity, the
increase in internal viscous force of the drop cause it to
stretch and form a thin liquid thread until it achieves a critical
thickness before splitting, producing more drop fragments.57
Therefore, as viscosity increases, the breakage process shifts
from drop bursting to stretching and the time taken for break-
age also increases. To account for different breakage mecha-
nisms in the breakage time model, Maall and Kraume
(2012)*° proposed a relation for elongation-induced breakage
time, f, . from elongation time, 7. and the critical thread diam-
eter of the elongated drops, d . as a function of elongation
rate and physical properties of the system as

fhe= 20 (M) (74)

& O—Cadr,e,crit

In Eq. 74, d, is the initial drop diameter, and the function
Cagr e which puts the viscous forces of the drop under elon-
gation with capillary forces is determined by Cagre=pqw/0
where w is the characteristic velocity, w=edi. The t,. is
related to resident time, f. in stirrer region where the elon-
gation rates is high and to turbulent breakage time, and #, qp
as shown in Eq. 75. The resident time equation was derived
by Kumar et al. (1998)" as a function of impeller speed N
as tes=c/N. Therefore, the modified breakage time model
with function of viscosity becomes

the N dinzpty \ &
==ty up=Crp—In [ ———4— | —
b bturb=C 107 (aCadr,e,crit &'/

res

(75)

Based on the modified breakage time, the extended break-
age frequency model is

13 dmepy \ ' € —Copo(1+¢)?
d)=Cip— |1
g( ) l,bN ( no‘CadrAetcrit) (1+¢)d2/3 exp pd62/3d5/3
(76)

Another approach of breakage frequency model which
includes the effect of viscosity was proposed by Chen at al.,
(1998).°! The author considered the contribution of internal
viscous stress, 7, together with the surface energy in the crit-
ical energy required for breakage to occurs which led to the
following expression for E.

on e
E.=""dc+ R
c 3 d°o szb,ud 1+¢ (77)

The authors also claimed that the breakage time predicted
by Eq. 32 yielded a maximum in breakage frequency which
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is physically not realistic. Thus, the breakage time is
assumed to be constant (1/#,=c;p). Therefore from this
approach, the breakage frequency model is expressed as

_ a(1+¢)° ta(1+¢)
g(d)_cl,bexp<_c2,b PSRN —Csp PIIEYTE (78)

The breakage frequency model in the form of Eq. 78 was
also modified by Alopaeus et al., (2002)%* where the vis-
cous energy was included in the energy balance to derive
the equation and the authors also included the dependence
of ¢ for the eddy-collision term. The modified model is
expressed as

_ 1/3 o Hq
g(d) Cl‘bg erfC <\/C2A’b pC82/3d5/3 +C3ﬁb \/mgl/3d4/3>

(79)

The equation includes the effects of both viscous and sur-
face forces on drop stabilization to consider the damping
effect at high viscosity. It can also be extended to account
for damping effect at high phase fraction by adding the cor-
rection term (1+¢) as*

g(d):Cngl/z'eTfC(\/CZba(]+¢) 2+C ua(1+¢) )

pe2/3d5/3 3b popac' Pd*3
(30)

Mean number of daughter drops

The number of drop fragments formed could be estimated
by developing empirical relations based on the experimental
data or by simply giving a fixed value as in the case of
binary breakage. The mean number of daughter drop, v(V’)
in Eq. 27 is substituted by the number of drop fragments
produced after splitting of mother drop of size d.

In reality, for liquid systems, a parent drop breaks into
smaller fragments which include a satellite drop which is
very small compared to the daughter drops. For low viscos-
ity liquid, ternary breakage is the dominant case, in which
two daughter drops and a satellite drop are formed while at
high viscosity, the internal viscous force caused more daugh-
ter and satellite drops to be formed.”’ For simplification,
most authors assumed binary breakage at low viscosity
which is less complex and neglected the formation of satel-
lite drop. Thus, in this case, v(\/)=2 is specified in PBE.
The assumption might not be too restrictive as it is possible
that the use of rapid sequence of binary breakage events
could simulate any number of breakage fragments from a
parent drop provided that the flow is uniform throughout the
process.63 Besides, it is assumed that the size of the daughter
drops for binary breakage is equal. The assumption is shown
to be acceptable by Maal} and Kraume (2012)*° as the possi-
ble diameter variation between two unequal size and equal
size daughter drops is low.

However, although satellite drop is small in diameter, it
could affect the values of contact area as the number of sat-
ellite drop formed is very high. Therefore, existing models
can still be improved to account for the formation of satellite
drops. There is relation between the numbers of daughter
drop with the diameter of parent drop. MaaB et al., (2007)%*
reported that values larger than 2 (binary) should be used if
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the mean diameter of the investigated drop size is larger
than 1 mm.

Drop size distribution model

The size distribution model f(d,d’) is required to describe
the daughter DSD which is the product of drop breakage
event. The formulation of distribution models requires infor-
mation on the shape of probability density function and the
number of drop fragments formed after a breakage event.
The models are derived from statistical and phenomenologi-
cal approach based on the change in drop’s surface energy.®®

Based on statistical approach, normal distribution, beta
distribution and hybrid models have been developed. The
discrepancies between the models is by the tendency of the
model to predict larger or smaller probability of equal-size
breakage, the use of zero probability on extremely small
daughter droplets and exactly equal breakage and the
dependency on energy dissipation rate.®® Most of the existing
model are based on the assumption of equal sized daughter
drops. Due to insufficient of experimental data, there is a
lack of number and volume conservative DSD functions that
consider multiple unequal-size breakage combinations of
equal and unequal sized daughter particles which are
required for many systems.

Statistical Model. Normal Distribution Model: Generally,
model developed based on statistical approach are built on
the assumption that the function is normally distributed. A
distribution model was proposed by Coulaloglou and Tavlar-
ides (1977)* that assumed binary breakage and the truncated
normal distribution are written as

24 Qd3—d'3)’
p(d,d") d,3exp{ 4.5 76 ] 81)

The model gives maximum probability for breakage into
equal sized daughter drops in which the case was supported
by the experimental data of Andersson (2006)°’ and Maa}
et al., (2007).**

Beta Distribution Model: Beta distribution function is able
to fit wider range of data compared to truncated normal dis-
tribution model which is a single parameter model.®® A
binary breakage and beta distribution model was proposed
by Hsia and Tavlarides (1983)% as

& (PN PP

The advantages of beta distribution over normal distribu-
tion is that it predicts zero probability for daughter drops
with size equal to parent drop and drops which is infinitely
small. Beta distribution model is also able to completely
account for the total volume of fragments within upper and
lower bounds of drop size. The characteristic was found to
be beneficial by Azizi and Taweel (2010)68 as their devel-
oped algorithm to solve discretized PBE gave highly stable
solution under low, moderate and high shear rate conditions
(up to £ =1000 W kg™ ").

Wang et al., (2003)* suggested that a daughter drop pdf
should satisfy several important requirements such that it
should integrate to unity, be mass conserving, contain no sin-
gularity points, drop to zero as ratio between daughter and
mother drop diameters goes to zero and to one, describe the
effect of relevant physical parameters and the mother drop
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diameter should be the pdf variables. Zaccone et al.,(2007)%°
reported that the model developed by Diemer and Olson
(2002)"° which could be used for higher order breakage,
meet all the requirements where the model is in the form of

NN |
B(d,d)=3B""(q,r) {1—(%)} <%) % (83)

In Eq. 83, the two free parameters in the model are
defined as functions of a shape parameter, ¢ and mean num-
ber of drop fragments produced per breakup event, v with
r=q(v—1). Based on their work, the author proposed that
the parameter ¢ should be modeled as an empirical function
of the underlying physical situation. Therefore, extension of
the beta pdf model was proposed by inserting the relation of
Weber number which is based on the Hinze-Kolmogrov
theory and the dependence on mother drop‘s diameter. The
parameter ¢ is written as

d. o
R <f) (84)
p

where y and ¢ should be determined experimentally while «
is a proportional constant by interpolation based on Eq. 84.
The critical diameter, d. is defined as the maximum stable
diameter based on Hinze—Kolmogrov theory.

Phenomenological Model. In phenomenological approach,
algebraic expression is developed to relate empirical observa-
tions of phenomena to each other. Based on this approach,
the shapes of DSD for both bubble and drop are classified as
bell-shape, U-shape, and M-shape. The most popular phenom-
enological model for DSD is a bimodal U-shape distribution
proposed by Tsouris and Tavlarides et al (1994),”" with higher
probability density at low and high volume fraction. In this
approach, it is assumed that the DSD function is linearly
related to the energy required to break a drop. The density
function is given as

4
ﬁ(d7 d/): : Em1n+Emax E(d) (85)

J Eunin + Emen— E(d)d(d)

In Eq. 85, Epi, is the minimum energy required to pro-
duce the smallest and largest drops, En.x is the energy
needed to produce two daughter drops with equal size and
E(d') is the energy required to produce two daughter drops
with size d’ and d—d'. The difference between this model
and beta function model is that this model predicts the mini-
mum probability for equal-size breakage while beta function
model which gives maximum probability.26

Hybrid Model. A hybrid model (combination of statisti-
cal and phenomenological approach) was proposed by
Konno et al. (1983).”* The model is based on the energy dis-
tribution between turbulent eddies of different scales. The
authors assumed that the kinetic energy of a given size eddy
is proportional to the probability of forming a daughter drop-
let where the energy was estimated by Heisenberg energy
spectrum. The formation of daughter drops was further
assumed to be caused by the interaction between parent
drops and turbulent eddies of the same size.*’ The beta func-
tion is given as
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where I" is a gamma function.
For simplification, it is assumed that the size of the daugh-
ter drops is equal.

Coalescence rate

Coalescence rate is formulated as the product of collision
frequency between drops, h(a’,'7 d,) and collision efficiency, 4
(d;,d;) for drops with size d; and d;. Various collision effi-
ciency models have been developed based on different
mechanisms which are film drainage, energy, and critical
approach velocity.

Collision Frequency Model. Mechanisms of drop colli-
sions in stirred vessel include turbulent interactions between
continuous and dispersed phase, buoyancy-driven collisions
due to difference in rise velocities and collisions due to lam-
inar shear.”> However, the dominant mechanism in turbulent
flow is the turbulence-induced collision. The collision
between drops is commonly considered similar to the colli-
sion between two gas molecules as in kinetic theory of
gases.74 Collision frequency model with the assumption of
binary collisions is given by Coulaloglou and Tavlarides
(1977)*® with slight modification by Hsia and Tavlarides
(1983)°7 where the term Zdz'z+d/'2 in original model is
replaced by (d,--i-d,-)z. The modified model is

1/3 1/2
h(di, dj)=cic —(18 9 (d,~+d,)2(d,.2/3+df/3) / 87

The model was adjusted by Tsouris and Tavlarides

(1994)"" in the form of

1/2 1/2
T k 2( 2/3, 2/3
() == & (ditd)* (a7 + ") (88)
where it contains only one adjustable parameter, o, from the
turbulent energy spectrum.

Coalescence Efficiency Model. Coalescence frequency
models are developed based on different approaches to visu-
alize the mechanism of coalescence process in the system.
Three models have been developed for coalescence effi-
ciency, which are energy, approach velocity and film drain-
age model.

Critical Approach Velocity: For critical approach velocity
model which was derived for coalescence between bubbles
by Lehr et al,, (2002),” the outcome of collision between
two bubbles depends on the approach velocity of the collid-
ing bubbles. The maximum velocity which caused coales-
cence is called critical velocity and the coalescence
efficiency is written as

J(d;, dj) =min (””“ : 1) (89)

Urel

This model is an empirical model where the critical veloc-
ity for coalescence is determined experimentally while
energy and film drainage model is developed based on physi-
cal process of coalescence.

Energy Model: The energy model is proposed by Howarth
(1964)"® where the probability of immediate coalescence
increases with increase in the energy of collision. Thus,
immediate coalescence occurs if the approaching velocity of
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two colliding drops exceeds a critical value. Based on this
approach, models are developed in the form of

A(d;, d;) =exp(—c;E,/Exin) (90)
where E; is the interfacial energy and Ey, is the kinetic col-
lision energy. Based on this approach, coalescence efficiency

function that represents the immediate coalescence was pro-
posed by Sovova (1981)”” and is given as

Cs_ca(d?wf) (d,,2+d_,.2)

pa2Ad3d? (di2/3+dj2/3>

A(d;, dj) =exp 1)

This approach does not consider the drainage and rupture
of intervening film between drops which leads to development
of film drainage model. In film drainage model, coalescence
efficiency is determined from two characteristic time scales,
which are contact time between colliding drops and drainage
time. The latter is the thinning time of the intervening film to
a critical thickness where the reduction in thickness is due to
the force applied by turbulence.® Therefore, coalescence only
occurs if the contact time is longer than the drainage time. An
expression for the model based on these timescales is given
by Coulaloglou and Tavlarides (1977)* as

;L(d[, d/) —exp (_ tdrainange) (92)

tcontact

The drainage time, fgrinange depends on the rigidity of
drops surface and the mobility of contact interphase while
the contact time is determined by dimensional analysis or
empirical expressions. The drainage time is derived based on
the mobility of the colliding interface (i.e., immobile, par-
tially mobile, or fully mobile) where the coalescence time
for mobile interfaces is shorter than immobile interface.”®
The mobility can be influenced by surface tension gradient
or viscosity of the drops, where increase in both parameters
lead to immobility of the interfaces, decreasing in coales-
cence efficiency.'

The contact time for drops in turbulent dispersion is con-
sidered to be dependent on the size and turbulent velocity of
the drops which is based on the energy dissipation rate.>
Therefore, the contact time in turbulent flow is estimated by

tcontacl:d2/3/81/3 (93)

The coalescence efficiency model based on this approach
was given by Coulaloglou and Tavlarides (1977)** and are
shown in Table 3. It shows that coalescence efficiency to the
function of physical properties, drop diameter and energy input.

Various expressions of contact time have been reported in
the literature. Contact time which is based on empirical
expression such as the model used by Tsouris and Tavlarides
(1994)"! is written as

-1
2.5ND?
Teontact = <L(TZH)1/3> 94)

where H is the tank height, T is vessel diameter, D is impel-
ler diameter, and L=0.08D. Examples of available coales-
cence efficiency model are also shown in Table 3.

Values of model parameters

For breakage and coalescence kernels that contain model
parameters, the values assigned for the model parameters are
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Table 3. Examples of Coalescence Efficiency Model for Different Interface Properties

References

Coalescence Efficiency Model

Drops Properties

Coulaloglou and Tavlarides (1977)*®

Alopaeus et al. (1999)%

Liu and Li (1999)

Prince and Blanch (1990)79

;L(divd_/):< k+1

pl

A(d)=exp <—0‘027

. dd: \* 95) Immobile
A(diydy) =exp —Cae 1P 3< o )
2 (1+¢)° \di+d,
0.26144)”1 p e (96) Partial Mobile
b Hd ’
_ C4.Cﬂc
pNY3e13 (d,~+dj)2/3D2/3
pepO 8408 g1 o7 Immobile Mobile
2 138 046
X 1363.30’1'29/13'0230'26 21730138046 -1 98)
A(d)=exp{ = 17,102 055,07 7203 F0.7,, ,0.8400.89 j3.11
EV pg % pd=3e07d EV7 pu ptedd
(99) Deformable

o= %Zl 2n2iSetiexp(—1/7),

2p 1/2
where t= <1”60L'> In (Z—/)

important as they have strong influence on the simulation
result. The constants which are functions of physical properties
should be independent of the operating conditions and the val-
ues are determined by fitting of experimental data for a given
system. Although it is suggested that the parameters should be
universal in character in the case of similar hydrodynamic con-
ditions, the use of original values suggested in original publica-
tions usually gives deviation between simulation and
experimental data® and thus, modified values were used (Table
4). The deviations may be caused by the limited physics repre-
sented by kernels and various assumptions which are not fully
satisfied by actual processes such as the assumption of locally
isotropic homogenous flow while high possibility of dispersion
nonhomogeneity should be expected in real process.

There are still no specific values of model parameters
agreed by researchers®” where various values have been pro-
posed by even for a similar model. The optimized values
obtained by recent researchers for models of Coulaloglou
and Tavlarides*® are shown in Table 4. It is observed that
different values have been obtained for the breakage and
coalescence kernels. The different might be attributed by the
different approaches in determining the parameters although
most of the approaches have been based on trial and error
attempts to reproduce experimental results. Ribeiro et al.,
(2011)* developed an optimization tool which was tested on
the determination of constants in the models of Coulaloglou
and Tavlarides (1977).48 The work showed that the constants
values obtained by the authors are in agreement with the
older values reported in literature. The authors also showed
that the assumption of negligible drop coalescence caused

inaccurate result, resulting in high deviation between pre-
dicted and experimental DSD.

In the work by Azizi and Taweel (2011)"* model parame-
ters were determined for liquid-liquid contacting system by
screen-type static mixers, which was claimed to produce radi-
ally uniform turbulence conditions. The values of the parame-
ters obtained by considering the spatial variation in the energy
dissipation rates deviates in several orders of magnitude (See
Table 4) compared to other parameters, which assumed uni-
form local energy dissipation rate through entire volume.
Therefore, it is important to account for the variation in the
energy dissipation rates and nonhomogeneity throughout the
volume in estimating the model parameters so that the deter-
mined parameters can be used for various systems.

Therefore, the deviation between values of parameter may
be caused of different solution techniques. In a recent work
by Solsvik et al., (2014)*® a comprehensive statistical study
of the fit to determine model parameters were performed and
the author concluded that more successful parameter estima-
tion can be achieved by assessing the problem formulation
and the fit systematically.

Applications of various PBE models

The submodels used to simulate the dispersion process are
chosen or derived based on the characteristics of systems
being studied where the models should be able to represent
the actual process. As various submodels are available in the
literature, a number of recent studies have been conducted in
which the results of simulation by different models are com-
pared with experimental data. The models derived based on

Table 4. Values of Parameters in Breakage Frequency and Coalescence Efficiency by Coulaloglou and Tavlarides (1977)*

References System Cip Caop Cie Coe (m™?)

Coulalog}gu and Tavlarides Stirred Vessel (Rushton Turbine) 0.00487 0.0552 0.000217 2.28 X 10"
(1977)

Schmidt et al. (2006)”* Rotating Disc Contactor - - 0.036 1.152 x 10"

MaaB et al. (2010)* Stirred Vessel (Retreat Curve 0.003411 0.07588 0.2914 3.583 x 10"

One-zone Impeller)

Two-Zone 0.01397 0.3326 0.2914 3.583 x 107

Azizi and Taweel (2011)"? Screen Type Static Mixers 0.86 4.1 0.04 1 X 10"

Ribeiro et al. (2011)* Stirred Vessel (Rushton Turbine) 0.004664 0.03175 0.001 5.446 X 10'?

MaaB et al. (2012)* (used Eq. 75 Stirred Vessel (Flat Blade Impeller) 0.022 0.33 - -

which is extension of Eq. 34
for breakage frequency)
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the various mechanism discussed in this review have been
applied successfully to simulate or reproduce experimental
data by recent researchers with possible extension being pro-
posed for wider range applications.

The PBE models in the form proposed by Coulaloglou
and Tavlarides (1977)*® (Eq. 34 for breakage frequency, Eq.
87 for collision frequency and Eq. 95 for coalescence effi-
ciency) were successfully applied by many researchers. Until
recently, the models were used to simulate breakage and
coalescence process such as in the works conducted by
authors listed in Table 4. Alopaeus et al. (2002)%2 have suc-
cessfully applied the combination of breakage frequency
model by Narsimhan and Gupta (1979)51 (Eq. 79), DSD
model by Hsia and Tavlarides (1983)®” (Eq. 82) collision
frequency by Coulaloglou and Tavalrides (1977)*8 (Eq. 87)
and a coalescence efficiency model by Tsouris and Tavlar-
ides (1994)"" (Eq. 96) to simulate the DSD in stirred vessel
using Rushton turbine as impeller.

To compare different breakage kernels, MaaB et al. (2012)*
applied breakage kernels developed based on different mecha-
nisms which are turbulent kinetic energy (Coulaloglou and
Tavlarides (1977),48 Eq. 34 and its extended version, Eq. 37)
and velocity fluctuations (Alopaeus et al., (2002)%? Eq. 79 and
its extended version, Eq. 80) for breakage dominated system
in a stirred tank. The simulation results by all models were in
good agreement with the experimental data at low dispersed
phase fraction and viscosity. Therefore, different breakage
kernels could be use for a similar system provided that the
model parameters in each model are fitted to a similar set of
experimental data. However, at high dispersed phase fraction
and viscosity, only prediction by improved or extended break-
age kernel (Eq. 37) gives low deviation from experimental
data which shows that the kernels are improved for wider
ranges of application.

Instead of using a single breakage or coalescence kernels,
different kernels could also be combined to determine the
breakage and coalescence rate to describe the dispersion pro-
cess such as in the work by Raikar et al., (2009)81 for emul-
sion in high-pressure homogenizer. The author modified the
breakage kernel by Coulaloglou and Tavlarides (Eq. 34) for
high pressure application using the relation between energy
dissipation rate, ¢ and homogenization pressure, P

a=cpP3/2V’l/3p;3/2 95)

The resulting breakage kernel for breakage resulting by
drop collision with turbulent eddies is given as

_ - capo(1+9)°
gi(V)=cipVPP2p exp [ﬁ ©6)

while breakage by shear turbulent shear is given as

(V) 2 1/2 P3/4 _2C4,b62)~

—c = 57 |SXP| ——= e

) £ 103 0By 16 P U P32p 03V13
N

Assuming that both breakage mechanisms occurs simulta-
neously, a combined breakage kernel g(V) in the form of g
(V)=g1(V)+g2(vV,) was applied. The combined kernel
gives closer agreement to experimental data and is able to
reproduce qualitative trends in the drop volume distribution
at different system properties compared to when only one
kernel (either g; or g») is used.
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Nonhomogeneity in stirred vessel

The breakage and coalescence process are mainly influ-
enced by local turbulent dissipation in stirred vessel. The
development of semiempirical correlations mostly assumed
that the dispersion is well-mixed and uniformly distributed
throughout the vessel which is acceptable for steady-state
drop size measurement and for vessels short circulation time
with low coalescence rate.** To account for possible inho-
mogenities in the vessel, the knowledge of local variations
of flow and energy conditions is required as emphasized by
Azizi and Taweel (2011)68 where it is best determined from
experimental data. Advance tools such as CFD has also been
used to determine the properties of flow field in the system
and the comparison between model predictions by CFD and
experimental data might also be of interest in some studies.

CFD have been applied by several authors to take into account
the possible inhomogenities in the system. Alopaeus et al., 2062
conducted simulation using CFD to determine the flow data in
which the stirred vessel in their work was divided into 11 subre-
gions. This is to consider for the variation in turbulent energy dis-
sipation at different area in the vessel in which the energy
dissipation near the impeller region is several orders of magnitude
greater than away from it. The multiblock model approach is
more realistic and could be used to give better parameter values
compared to single block model. Similar approach was taken by
Srilatha et al., (2010)> by dividing the vessel into up to eight
zones to take into account the variation of drop sizes with spatial
location. Maab et al., (2010)* also have shown that PBE with
two-zone model gives very satisfying prediction compared to
one-zone model. The different between the zonal-model can be
seen from the value of parameters, where values obtained by two-
zone model are an order of magnitude higher than the one-zone
model (see Table 4). The two-zone model is successfully applied
to simulate the process and capable of displaying the effects of
various parameters such as impeller speed, impeller height liquid
level and baffle length on drop sizes with deviations less than
10% between predicted and calculated ds,. The author also pro-
posed that the PBE-zonal-model can further be improved to
describe transient drop size if a detailed knowledge on flow field
is available, which can be achieved by CFD. It has reached a level
of reliable and accurate result for the prediction of flow field and
hydrodynamics in stirred vessel which is highly related to drop
size evolution.®

Coupling CFD with PBE model has also been done by Hakans-
son et al., (2009)** for a high pressure homogenizer where large
velocity gradient in comparison to the very small geometrical
scales are involved. Therefore, the drop breakage and coalescence
process varies across the spatial location in the homogenizer. In a
separate work by Hakansson et al., (2009),** a dynamic simula-
tion model was developed for emulsion formation in a high pres-
sure homogenizer. Based on the developed model, a
representative description of emulsification process in a high
pressure homogenizer is obtained as a function of flow coordi-
nate. Therefore, it could be used to study spatial fragmentation
(breakage) and recoalescence in active region of homogenization.
In the work, the flow field in the active region is calculated by
CFD in which the flow field is then used to discuss and verify the
results of simulation obtained by the dynamic simulation.

Conclusions

Earlier correlations and models in which the applications
are limited to inviscid and low dispersed phase have been
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modified after considering various parameters such as viscos-
ity and dispersed phase fraction on mean drop size. Semiem-
pirical correlations developed by experimental data are
simple and easy to be used compared to PBE. They are able
to reproduce experimental data with low deviations. How-
ever, the correlations are limited to steady state or stationary
drop size predictions which mostly assume homogenous dis-
persion in the vessel. Therefore the correlations only con-
sider the averages for the whole vessel and are highly
system specific.

Various PBE submodels have been developed from differ-
ent drop breakage processes but they are based on the same
mechanism which is turbulent pressure fluctuations. Suitable
models should be chosen based on the mechanism and prop-
erties of the system being studied. For models with adjusta-
ble parameters, different classes of models can be used for a
same system if the parameters are properly estimated by fit-
ting of experimental data. However, to determine the param-
eters which could be used in various system and operating
conditions is still a challenge.

With the use of PBE, transient drop size can be estimated
and the possible inhomogenity in stirred vessel can be
accounted by including the spatial variation in the vessel.
The accuracy of the models can be improved with a detailed
knowledge of the flow field in the vessel which can be
obtained by the use of advanced tools such as CFD. By pair-
ing PBE-zonal-model with a detailed knowledge on flow
field which can be obtained by CFD, a highly reliable tool to
describe the transient drop sizes in stirred liquid-liquid dis-
persion can be produced.
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Notation
Greek letters

I' = Gamma function
&= energy dissipation rate, m?/s>
p. = continuous phase density, kg/m®
1. = continuous phase viscosity, kg/ms
Uy = dispersed phase viscosity, kg/ms
o = interfacial tension, N/m
o = adjustable parameter for Eq. 49
A = collision efficiency
p = drop size distribution
¢ = ratio of eddy to drop size
¢ = dispersed phase fraction
pq = dispersed phase density, kg/m3

Letters and subscripts

B = normalization factor of beta function

Bj, = birth by breakage
B. = birth by coalescence
Cagyr e crit = capillary number, dimensionless
D = impeller diameter, m
Dy, = death by breakage
Dy = death by coalescence

d = drop diameter, m

d' = daughter drop diameter, m
d; drop of diameter i, m
din initial drop diameter, m
d;j = drop of diameter j, m

dy = parent drop diameter, m
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dpcrie = critical elongated drop diameter, m
dmax = maximum drop diameter, m

dz, = Sauter mean diameter, m
d, = Sauter mean diameter (dilute), m
FEyin, = kinetic energy, kgm?s”
Jfov = volume fraction
g = breakage frequency

h = collision frequency

k = wave number of eddy, 1/m
nqg = number of drops per unit volume (1/m?)
the = breakage elongation time, s
tes = resident time, s
turb = turbulent breakage time, s
Se = cross-sectional area for collision, m>

u = velocity, m/s
critical velocity, m/s
turbulent velocity of eddies, m/s
mean number of daughter drops
V = volume of drop
Vi = viscosity number, dimensionless
‘We = Weber number, dimensionless

=
]
I

Abbreviations

PBE = population balance equation
DSD = drop size distribution
CFD = computational fluid dynamics

Literature Cited

1. Jahanzad F, Sajjadi S, Brooks WB. Comparative study of particle
size in suspension polymerization and corresponding monomer-water
dispersion. /Ind Eng Chem Res. 2005;44:4112-4119.

2. Zhang J, Xu S, Li W. A review of typical applications and studies
on power draw, flow pattern, energy dissipation and transfer proper-
ties. Chem Eng Process. 2012;57-58:25-41.

3. Eastwood CD, Armi L, Lasheras JC. The breakup of immiscible flu-
ids in turbulent flows. J Fluid Mech. 2004;502: 309-333.

4. Maal} S, Paul N, Kraume M. Influence of the dispersed phase frac-
tion on experimental and predicted drop size distributions in break-
age dominated stirred systems. Chem Eng Sci. 2012;76:140-153.

5. Briceno M, Salager JL, Bertrand J. Influence of dispersed phase con-
tent and viscosity on the mixing of concentrated oil-in-water emul-
sions in the transition flow regime. Chem Eng Res Des. 2001;79:
943-948.

6. Chatzi EG, Boutris CJ, Kiparissides C. On-line monitoring of drop
size distributions in agitated vessels. 1. effects of temperature and
impeller speed. Ind Eng Chem Res. 1991;30:536-543.

7. Liao Y, Lucas D. A literature review of theoretical models for drop
and bubble breakup in turbulent dispersions. Chem Eng Sci. 2009;
64:3389-3406.

8. Liao Y, Lucas D, A literature review on mechanisms and models for
the coalescence process of fluid particles. Chem Eng Sci. 2010;65:
2851-2864.

9. Solsvik J, Tangen S, Jakobsen HA. On the constitutive equations for
fluid particle breakage. Rev Chem Eng. 2013;29.5:241-356.

10. DeRoussel P, Khakhar DV, Ottino JM. Mixing of viscous immisci-
ble liquids. Part 2: Overemulsification—interpretation and use. Chem
Eng Sci. 2001;56:5531-5537.

11. Leng DE, Calabrese RV, Experimental methods. In: Paul EL,
Atiemo-Obeng VA, Kresta SM, editors. Handbook of Industrial Mix-
ing: Science and Practice. New Jersey: Wiley, 2004:639-696.

12. Zhou G, Kresta MS. Correlation of mean drop size and minimum
drop size with the turbulence energy dissipation and the flow in an
agitated tank. Chem Eng Sci. 1997;53:2063-2079.

13. Kumar S, Ganvir V, Satyanand C, Kumar R, Gandhi KS. Alternative
mechanisms of drop breakup in stirred vessels. Chem Eng Sci. 1998;
53:3269-3280.

14. Angle CW, Hamza HA. Predicting the sizes of toluene-diluted heavy
oil emulsions in turbulent flow Part 2: Hinze—Kolmogorov based
model adapted for increased oil fractions and energy dissipation in a
stirred tank. Chem Eng Sci. 2006;61:7325-7335.

15. Jakobsen HA, Chemical Reactor Modeling. Multiphase Reactive
Flows. Berlin, Germany: Springer-Verlag, 2008.

16. Luo H, Svendsen F. Theoretical model for drop and bubble break-up
in turbulent dispersions. AICRE J. 1996;42:1225-1233.

DOI 10.1002/aic 1143



17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.
30.

31

32.

34.

35.

37.

38.

39.
40.
41.

42.

43.

1144

Batchelor GK, The Theory of Homogenous Turbulence. Melbourne,
Australia: Cambridge University Press, 1982.

Pope, SB. Turbulent Flows. Cambridge University Press, Cambridge,
2002.

Martinez-Bazan, C, Montanes JL, Lasheras JC. On the breakup of
air bubble injected into a fully developed turbulent flow. Part 2 size
PDF of the resulting daughter bubbles. J Fluid Mech. 1999;401:
183-207.

Ghasempour F, Andersson R, Andersson. Multideimensional turbu-
lence spectra- Statistical analysis of turbulent vortices. Appl Math
Model. 2014;38:4226-4237.

Wang CY, Calabrese RV. Drop breakup in stirred-tank contactors
Part II: relative influence of viscosity and interfacial tension. AIChE
J. 1986;32:667-676.

Sechremeli D, Stampouli A, Stamatoudis M. Comparison of mean
drop sizes and drop size distributions in agitated liquid—liquid disper-
sions produced by disk and oopen type impellers. Chem Eng J.
2006;117:117-122.

Ribeiro MM, Regueiras PF, Guimaraes MML. Madureira CMN,
Cruz_Pinto JJC. Optimization of breakage and coalescence model
parameters in a steady-state batch agitated dispersion. Ind Eng Chem
Res. 2011;50:2182-2191.

Narsimhan G. Model for drop coalescence in a locally isotropic tur-
bulent flow field. J Colloid Interface Sci. 2004;272:197-209.
Desnoyer C, Masbernat O, Gourdon C. Experimental study of drop
size distributions at high phase ratio in liquid-liquid dispersions.
Chem Eng Sci. 2003;58:1353—1363.

Alopaeus V, Koskinen J, Keskinen IK. Simulation of the population
balances for liquid-liqdui systems in a nonideal stirred tank. Part 1
description and qualitative validation of the model. Chem Eng Sci.
1999;54:5887-5899.

Shinnar R. On the behaviour of liquid dispersions in mixing vessels.
J Fluid Mech. 1961;10:259-275.

Pacek AW, Man CC, Nienow AW. On the sauter mean diameter and
size distributions in turbulent liquid-liquid dispersions in a stirred
vessel. Chem Eng Sci.1998;53:2005-2011.

Sprow FB. Distribution of drop sizes produced in turbulent liquid-
liquid dispersion. Chem Eng Sci.1967;22:435-442.

Brown DE, Pitt K. Drop size distribution of stirred non coalescing
liquid-liquid system. Chem Eng Sci. 1972;27:577-583.

Calabrese RV, Chang TPK, Dang PT. Drop breakup in turbulent
stirred-tank contactors part 1: effect of dispersed phase viscosity.
AIChE J. 1986;32:657-666.

Nishikawa M, Mori F, Fujieda S, Kayama T. Scale up of liquid-
liquid phase mixing vessel. J Chem Eng Jap. 1987;20:454—459.

. Hinze JO. Fundamentals of the hydrodynamic mechanism of split-

ting dispersion process. AIChE J. 1955;1:289-295.

Laso M, Steiner L, Hartland S. Dynamic simulation of agitated
liquid-liquid dispersions—ii. experimental determination of breakage
and coalescence rates in a stirred tank. Chem Eng Sci. 1987;42:
2437-2445.

MaaB S, Metz F, Rehm T, Kraume M. Prediction of drop sizes for
liquid-liquid systems in stirred slim reactors—part i: single stage
impellers. Chem Eng J. 2010;162:792-801.

. Singh KK, Mahajani SM, Shenoy KT, Ghosh SK. Representative

drop sizes and drop size distributions in a/o dispersions in continu-
ous flow stirred tank. Hydrometallurgy. 2008;90:121-136.

Baldyga J, Bourne JR, Pacek AW, Amanullah A, Nienow AW.
Effects of agitation and scale-up on drop size in turbulent dispersions:
allowance for intermittency. Chem Eng Sci. 2001;56:3377-3385.
Razzaghi K, Shahraki F. On the effect of phase fraction on drop size
distribution of liquid-liquid dispersions in agitated vessels. Chem
Eng Res Des. 2010;88:803-808.

Doulah MS. An effect of hold-up on drop sizes in liquid-liquid dis-
persions. Ind Eng Chem Res. 1975;14:137-138.

Quadros PA, Baptista CMSG. Effective interfacial area in agitated
liquid-liquid continuous reactors. Chem Eng Sci. 2003;5:3935-3945.
Hashim S, Brooks BW. Drop mixing in suspension polymerisation.
Chem Eng Sci. 2002;57:3703-3714.

El-Hamouz A, Cooke M, Kowalski A, Sharratt P. Dispersion of sili-
cone oil in water surfactant solution: effect of impeller speed, oil
viscosity and addition point on drop size distribution. Chem Eng
Process. 2009;48:633-642.

Hermann S, Maall S, Zedel D, Walle A, Schafer M, Kraume M.
Experimental and numerical investigations of drop breakage mecha-
nism. In: Ist International Symposium on Multiscale Multiphase Pro-
cess Engineering (MMPE). Kanazawa, Japan, 2011.

DOI 10.1002/aic

44.

45.

46.

47.

48.

49.
50.

SI.

52.

54.

55.

56.

57.
58.
59.

60.

61.

62.

63.

64.

65.

66.

67.

68.

69.

70.

Published on behalf of the AIChE

Calabrese RV, Wang CY, Bryner NP. Drop breakup in stirred-tank
contactors, part III: correlation for mean size and drop size distribu-
tions. AIChE J. 1986;32:677-681.

Khakpay A, Abolghasemi H. The effects of impeller speed and
holdup on mean drop size in a mixer settler with spiral-type impel-
ler. Can J Chem Eng. 2010;88:329-334.

Zainal Abidin MII, Abdul Raman AA, Mohamad Nor MI. Experi-
mental investigations in liquid-liquid dispersion system: effects of
dispersed phase viscosity and impeller speed. Ind Eng Chem Res.
2014;53:6554-6561.

Patruno LE, Dorao CA, Svendsen HF, Jakobsen HA. Analysis of
breakage kernels for population balance modelling. Chem Eng Sci.
2009;64:501-508.

Coulaloglou CA, Tavlarides LL. description of interaction processes
in agitated liquid-liquid dispersions. Chem Eng Sci. 1977;32:1289—
1297.

Sporleder F, Borka Z, Solsvik J, Jakobsen H A. On the population
balance equation. Rev Chem Eng. 2012;28:149-169.

MaaBl S, Kraume M. Determination of breakage rates using single
drop experiments. Chem Eng Sci. 2012;70:146-164.

Narsimhan G, Gupta JP. A model for transitional breakage probabil-
ity of droplets in agitated lean liquid-liquid dispersions. Chem Eng
Sci. 1979;34:257-265.

Becker PJ, Puel F, Henry R, Sheibat-Othman N. Investigation of dis-
crete population balance models and breakage kernels for dilute
emulsification systems. /nd Eng Chem Res. 2011;50:11358-11374.

.Han L, Gong S, Li Y, Gao N, Fu J, Luo H, Liu Z. Influence of

energy spectrum distribution on drop breakage in turbulent flows.
Chem Eng Sci. 2014;117:55-70.

Ghasempour F, Andersson R, Andersson B. Number density of tur-
bulent vortices in the entire energy spectrum. AIChE J. 2014;60:
3989-3995.

Srilatha C, Morab VV, Mundada TP, Patwardhan AW. Relation
between hydrodynamics and drop size distributions in pump-mix
mixer. Chem Eng Sci. 2010;65:3409-3426.

Hagesaether L, Jakobsen HA, Svendsen HF. A model for turbulent
binary breakup of dispersed fluid particles. Chem Eng Sci. 2002;57:
3251-3267.

Andersson R, Andersson B. On the breakup of fluid particles in tur-
bulent flows. AIChE J. 2006;52:2020-2030.

Andersson R, Andersson B. Modeling the breakup of fluid particles
in turbulent flows. AIChE J. 2006;52:2031-2038.

Han L, Luo H, Liu Y. A theoretical model for droplet breakup in
turbulent dispersions. Chem Eng Sci. 2011;66:766-776.

Han L, Gong S, Li Y, Ai Q, Luo H, Liu Z, Liu Y. A novel theoreti-
cal model of breakage rate and daughter size distribution for droplet
in turbulent flows. Chem Eng Sci. 2013;102:186—199.

Chen Z, Pruss J, Warnecke HJ. A population balance model for dis-
perse systems: drop size distribution in emulsion. Chem Eng Sci.
1998;53:1059-1066.

Alopaeus V, Koskinen J, Keskinen KI. Simulation of the population
balances for liquid-liquid systems in a nonideal stirred tank. Part 2—
parameter fitting and the use of the multiblock model for dense dis-
persion. Chem Eng Sci. 2002;57:1815-1825.

Ruiz MC, Padilla R. Analysis of breakage functions for liquid—liquid
dispersions. Hydrometallurgy. 2004;72:245-258.

MaaB S, Gabler A, Zaccone A, Paschedag AR, Kraume M. Experi-
mental investigations and modelling of breakage phenomena in
stirred liquid/liquid systems. Chem Eng Res Des. 2007; 85:703-709.
Lasheras JC, Eastwood C, Martinez-Bazan C, Montanes JL. A
review of statistical models for the break-up of an immisicible fluid
immersed into a fully developed turbulent flow. Int J Multiphase
Flow. 2002;28:247-278.

Wang T, Wang J, Jin. A novel theoretical breakup kernel function for bub-
bles/droplets in a turbulent flow. Chem Eng Sci. 2003;58:4629-4637.
Hsia AM, Tavlarides LL. Simulation analysis of drop breakage, coa-
lescence, and micromixing in liquid-liquid stirred tanks. Chem Eng
J. 1983;26:189-199.

Azizi F, Taweel AM. Algorithm for the accurate numerical solution
of pbe for drop breakup and coalescence under high shear rates.
Chem Eng Sci. 2010;65:6112-6127.

Zaccone A, Gabler A, Maall A, Marchisio D, Kraume M. Drop
breakage in liquid-liquid stirred dispersions: modelling of single
drop breakage. Chem Eng Sci. 2007;62:6297-6307.

Diemer RB, Olson JH. A moment methodology for coagulation and
breakage problems: part 3—generalized daughter distribution func-
tions. Chem Eng Sci. 2002;57:4187-4198.

April 2015 Vol. 61, No. 4 AIChE Journal



71.
72.

73.

74.

75.
76.

71.

78.

79.

AIChE Journal

Tsouris C, Tavlarides LL. Breakage and coalescence models for
drops in turbulent dispersions. AIChE J. 1994;40:395-406.

Konno M, Aoki M, Saito S. Scale Effect on break-up process in
liquid-liquid agitated tanks. Chem Eng Jpn. 1983;16:312-319.

Azizi F, Al Taweel AM. Turbulently flowing liquid-liquid disper-
sions. Part 1: drop breakage and coalescence. Chem Eng J. 2011;
166:715-725.

Schmidt SA, Simon M, Attarakih MM, Lagar GL, Bart HJ. Droplet
population balance modelling—hydrodynamics and mass transfer.
Chem Eng Sci. 2006;61:246-256.

Lehr F, Millies M, Mewes D. Bubble-size distributions and flow
fields in bubble columns. AIChE J. 2002;48:2426-2443.

Howarth WJ. Coalescence of drops in a turbulent flow field. Chem
Eng Sci. 1964;19:33-38.

Sovova H. Breakage and coalescence of drops in a batch stirred ves-
sel—ii comparisons of models and experiments. Chem Eng Sci.
1981;36:1567-1573.

Liu S, Li D. Drop coalescence in turbulent dispersion. Chem Eng
Sci. 1999;54:5667-5675.

Prince MJ, Blanch HW. Drop coalescence in turbulent dispersions.
AIChE J. 1990;36:1485-1499.

80.

81.

82.

83.

84.

85.

Solsvik J, Becker PJ, Sheibat-Othman N, Jakobsen HA. Population
balance model: breakage kernel parameter estimation to emulsifica-
tion data. Can J Chem Eng. 2014;92:1082—1099.

Raikar NB, Bhatia SR, Malone MF, Henson MA. Experimental stud-
ies and population balance equation models for breakage prediction
of emulsion drop size distributions. Chem Eng Sci. 2009;64:2433—
2447.

Chatzi EG, Gavrielides AD, Kiparissides C. Generalized model for
prediction of the steady-state drop size distributions in batch stirred
vessels. Ind Eng Chem Res. 1989;28:1704-1711.

Ankamma Rao D, Sivashanmugam P. Experimental and CFD simu-
lation studies on power consumption in mixing using energy saving
turbine agitator. J Ind Eng Chem. 2010;16:157-161.

Hakansson A, Tragardh C, Bergenstahl B. Studying the effects of
adsorption, recoalescence and fragmentation in a high pressure
homogenizer using a dynamic simulation model. Food Hydrocol-
loids. 2009;23:1177-1183.

Hakansson A, Tragardh C, Bergenstahl B. Dynamic simulation of
emulsion formation in a high pressure homogenizer. Chem Eng Sci.
2009;64:2915-2925.

Manuscript received June 26, 2014, and revision received Jan. 19, 2015.

April 2015 Vol. 61, No. 4

Published on behalf of the AIChE

DOI 10.1002/aic 1145



	l
	l
	l
	l
	l
	l
	l
	l
	l
	l
	l
	l

