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Abstract: An increase in the size of large-format Li-ion batteries (LIBs) may lead to nonuniform
temperature distribution, which degrades the performance and lifespan of the LIBs. To address this
issue, we performed design optimization using a 3D electrochemical-thermal coupled model for
55 Ah LFP/graphite large-format pouch cells. To minimize temperature differences in Normal Tab
(NT), Lateral Tab (LT), and Counter Tab (CT) types of LIBs, design optimization was performed on
the width, height, and attachment position of each positive and negative Table The upper and lower
limits of each design variable were set as constraints without exceeding the sum of the total area of
the tabs of the initial NT type. Owing to the optimization of the NT, LT, and CT types, the temperature
difference in the optimized CT type was 79.2% less than in the initial NT type. Additionally, the
potential difference decreased by 37.1%, minimizing ohmic heat. Aging analysis of 2500 cycles was
performed to analyze the improvement in the lifespan due to the uniform temperature distribution.
Consequently, the capacity retention rate of the optimized CT type was 6.5% higher than that of
the initial NT type. Thus, the temperature distribution and lifespan of LIBs were improved by
design optimization.

Keywords: large-format lithium-ion battery; 3D electrochemical-thermal model; tab size; tab attach-
ment position; temperature difference; optimization

MSC: 80A30; 80M10; 80M50

1. Introduction

Recently, eco-friendly energy has been required in various industrial fields such as pro-
duction and transportation because of international environmental regulations. This trend
has had a great impact on the field of mobility and has served as an opportunity to spur the
development of EVs (Electric Vehicles). The reason is that EVs produce little pollution and
offer high energy efficiency compared to conventional internal combustion engine vehicles
that emit a large amount of exhaust gas. As power sources, EVs use lithium-ion batteries
(LIBs) and hydrogen fuel cells, which generate electrical energy through chemical reactions
by the transport of lithium ions and hydrogen-oxygen reactions, respectively [1]. LIBs have
the advantages of high energy density, high voltage, and long lifespan, so the demand for
them is increasing [2–6]. In addition, with the increase in demand for EVs, the size of LIBs
has increased to improve the driving range of EVs. However, nonuniform temperature
distribution of LIBs due to the increased dimensions can reduce battery performance and
lifespan and, in the worst case, cause thermal runaway [7,8].

Several studies have been conducted on cell performance reduction and degradation
due to nonuniform temperature distribution caused by battery cell design and large di-
mensions [9–13]. Kim et al. [9] analyzed the heat generation rate, current density, and
temperature of Nominal Design (ND), Counter Tab Design (CT), Small Tab Design (ST),
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and Wide Stack-Area Design (WS) formats, varying the tab size, tab position, and cell
stack aspect ratio of a 20-Ah stacked prismatic cell in a multi-scale multi-domain (MSMD)
model of a LIB. This study confirmed that the length scale affects the electrical, thermal,
and electrochemical behavior of the LIB system. Grandjean et al. [10] studied thermal
behavior with various ambient temperatures and discharge rates under the charging and
discharging conditions of a 20 Ah large-format LFP pouch cell and showed that it is essen-
tial to maintain the uniform temperature of a large-format pouch battery to prevent local
aging. Kim et al. [11] compared temperature, current density, electrical potential, SOC, and
degradation of different LIB sizes using a numerical approach for a 1 Ah LFP pouch cell
and a 55 Ah LFP pouch cell. Under the 3C-rate discharge condition, the temperature of the
large cell increased by about 8 ◦C more than that of the small cell, and degradation occurred
33% faster, at 2500 cycles. Song et al. [12] studied the nonuniformity of the temperature
distribution and current density distribution that causes battery performance to deteriorate.
It was shown that the nonuniform temperature distribution caused more capacity loss than
uniform temperature distribution. In addition, it was confirmed that thermally improved
performance was attained when tabs were located at the top and bottom centers. Zhu
et al. [13] revealed that nonuniform and locally generated high temperature is one of the
main causes of internal short circuits of a battery, and that it increases the deposition rate of
Li-ion by increasing the surface exchange current density of the battery. As the deposition
rate of Li-ion increases, short circuiting of the cell is accelerated, resulting in more extreme
temperature nonuniformity and local high temperatures. Therefore, it is suggested that the
tab design be improved to reduce the localization of Joule heating.

Shape design variables such as tab type, tab width, tab height, tab attachment position,
and cell aspect ratio of large LIBs affect not only the temperature distribution of LIB cells,
but also lifespan and safety. Therefore, it is necessary to understand the effect of LIB cell
shape design variables on temperature distribution. Many studies have been conducted to
determine the relationship between the shape design variables of LIB cells and temperature
distribution [14–23]. Kim et al. [14] compared heat generation and temperature distribution
in regard to cell aspect ratio and tab position of lithium-polymer batteries under 1C-, 3C-,
and 5C-rate discharge conditions through 2D numerical analysis and experiments. It has
been shown that the same numerical analysis methodology can be applied to electrodes
with different aspect ratios and tab positions if the manufacturing process, material, and
composition of the electrodes are the same.

Samba et al. [15] revealed that when a large-format LFP battery pouch cell was dis-
charged at a 4C-rate, the temperature distribution, current density, and potential distribu-
tion of the cell were changed by the internal current pathway and resistance due to tab type
and cell aspect ratio. In addition, it was confirmed that the more symmetrically configured
the cell design was or the wider the tab width, the more uniformly potential distribution,
current density gradient, and temperature distribution were formed. Du et al. [16] analyzed
temperature distribution in relation to the tab type, tab width, and discharge rate of a
10 Ah LFP battery. In this study, a double-side tab showed a more uniform temperature
distribution than a single-side tab: the wider the tab, the lower the maximum temperature
of the cell at a high discharge rate and the more even the temperature distribution. Kosch
et al. [17] analyzed temperature distribution in relation to the thickness of the current
collector, tab width, and tab type when discharging a 40 Ah pouch cell at 4C-rate. The
study found that the thickness of the current collector had less effect on the temperature
distribution than the tab size. It was shown that cells with opposite-side alignment showed
more uniform depth of discharge (DOD) distribution and temperature distribution than
those with same-side alignment. Zhang et al. [18] calculated maximum temperature, heat
generation rate, and temperature distribution using six-tab arrangements of pouch-type
LIB cells. It was shown that symmetrical tab arrangement improves the uniformity of
cell temperature distribution, and that symmetrically placing the tabs on the long side or
opposite side of the battery cell effectively lowers maximum temperature and yields more
uniform temperature distribution. Mei et al. [19] performed thermal analysis on the tab
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width, thickness, and height of an 18.5 Ah/NCM/graphite pouch cell under the 4C-rate
discharge condition. They showed that as the discharge rate increases, the maximum
temperature could be observed near the positive tab, where heat accumulates. Also, the
wider and thicker the tab, the lower the average temperature and the more uniform the
temperature distribution. Zhao et al. [20] studied temperature distribution due to cell
surface cooling and tab cooling in relation to tab type, tab thickness, tab width, and current
collector thickness of pouch cells. They found that cooling the tab instead of cooling the
battery cell surface improves the uniformity of temperature inside the cell, but that heat
dissipation is limited due to a heat transfer bottleneck between the tab and the electrode
stack. Also, by calculating the temperature for the tab width, tab thickness, tab position,
and current collector thickness, it was found that tab cooling can remove heat as effectively
as cell surface cooling.

Lee et al. [21] analyzed the temperature distribution of a 55 Ah large pouch cell with
different aspect ratios, tab attachment positions, and C-rates. Analysis of eight cell aspect
ratios, three tab attachment positions, and three C-rates showed that temperature deviation
increased as the cell aspect ratio moved away from 2.15. In addition, it was confirmed that
the closer the negative tab and the positive tab, the greater the temperature deviation, the
cell aspect ratio having a more significant effect on the temperature deviation than the tab
position. The results showed that temperature deviation was lowest when the cell aspect
ratio was 2.15 and the tabs were located on opposite sides. Lee et al. [22] analyzed the
effect of the cell aspect ratio and positive and negative tab attachment positions on the
temperature distribution of an NT type 45 Ah LFP/graphite LIB unit cell and analyzed the
significance and importance of the design factors using Analysis of Variance (ANOVA). The
ANOVA showed that the cell aspect ratio and the location of the positive and negative tab
attachments significantly affected the temperature distribution, especially the cell aspect
ratio. In addition, it was confirmed that the attachment position of the positive tab affected
the maximum temperature, the minimum temperature, and the temperature difference, but
the attachment position of the negative tab only affected the minimum temperature. These
studies showed that shape design variables of LIB cells affect cell performance, current
density, potential, and temperature distribution, and it is possible to improve performance
and lifespan by deriving an optimized design for previous LIB cell shape design variables.

Shape design variables such as tab type, tab height, tab width, and cell aspect ratio
of large-format LIBs affect the temperature distribution in cells. Since the nonuniform
temperature distribution or large temperature difference occurring in the LIB cell affects
the reduction of the performance and lifespan, shape design optimization must be carried
out. However, few studies on optimizing shape design variables for uniform temperature
distribution of a large-format pouch-type LIB model have been conducted. Lee et al. [23]
minimized temperature difference (∆T) using the tab attachment position and cell aspect
ratio as design variables for Normal Tab (NT), Lateral Tab (LT), and Counter Tab (CT) types
of 45 Ah LFP/graphite large-format pouch cells. In the CT-type cell, an aspect ratio of 2 and
the placement of the positive and negative tabs in the center of the cell were shown to be the
optimal design, reducing temperature difference by 77.2% compared to the initial design
due to the reduction of internal resistance. The decrease in temperature difference reduced
the increase in average SEI film resistance, and it was confirmed that the capacity fade of
the optimized design at 1000 cycles was 7.3% lower than that of the initial design. However,
as only the cell aspect ratio and the tab attachment position were considered, neither the
effect on the cell of tab width, a design variable dependent on the tab attachment position,
or tab height, was considered. In addition, previous studies did not independently consider
the widths of the positive and negative tabs. Therefore, optimizing the LIB cells’ shape by
applying the optimization technique to the attachment position, width, and tab height of
each positive and negative tab is necessary.

In this paper, to achieve a uniform temperature distribution in a 55 Ah LFP/graphite
large-format pouch cell and improve lifespan, the difference between the maximum
and minimum temperatures depending on the width, height, and attachment positions
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of the positive and negative tabs of NT, LT, and CT type cells was minimized. A 3D
electrochemical-thermal model was used to calculate temperature based on the electro-
chemical reaction of the LIB cell. Optimization was used to minimize the temperature
difference (∆T). The width and attachment position of each of the positive and negative tabs
and the common height of the two tabs were set as design variables in the NT, LT, and CT
type cells. As for the constraints of the five design variables, upper and lower boundaries
were set for the shape conditions of each design variable. In addition, constraints were
applied so that the sum of the positive and negative tab areas of the optimized design
did not exceed the sum of the tab areas of the initial NT type. Through optimization, the
temperature distribution and potential distribution of the LIB cell due to the shape design
variables were analyzed. Also, to perform an aging analysis, the capacity retention rate
with cycling was calculated to evaluate lifespan improvement in the optimized design
compared to the initial NT type.

2. Three-Dimensional Electrochemical-Thermal Coupled Model for Large-Format
LIB Cell
2.1. Finite Element Model of LIB Cell

The 55 Ah LFP/graphite large-format pouch cell was constructed with dimensions
of 297 mm × 210 mm × 7.5 mm. As shown in Figure 1a, it is composed of five layers: an
aluminum positive current collector, an LiFePO4 positive electrode, a separator, a graphite
negative electrode, and a copper negative current collector. As shown in Figure 1b, the
finite element model (FEM) of the unit cell consists of 14,540 elements arranged 45 layers
wide, 35 layers high, and 9 layers thick.
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2.2. Governing Equations of Electrochemical-Thermal Model

The 3D electrochemical-thermal coupled model developed by M. Doyle et al. [24]
and L. Rao et al. [25] was used to calculate heat generation due to the electrochemical
reaction of large-format LIB cells. Equations (1)–(12) present the governing equations
constituting the 3D electrochemical-thermal coupled model. The electrochemical model is
calculated as Equations (1)–(8), and the thermal model is calculated as Equations (9)–(13).
In the electrochemical model, Equations (1) and (2) are used to calculate the law of charge
conservation in the solid phase and electrolyte phase, respectively, as follows:

σe f f ∂2φs

∂x2 = as j f or x ∈ (0, L) (1)

κe f f ∂2φe

∂x2 + κ
e f f
d

∂2ce

∂x2 = −as j f or x ∈ (0, L) (2)
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where the solid-phase particles are assumed to be uniformly distributed within the elec-
trode, and the electrolyte-phase volume fraction, number of transferred lithium ions, and
effective diffusion coefficient are considered to be constants.

Equations (3) and (4) are expressions of the conservation of active materials defined
by Fick’s law in the solid phase and the conservation of Li ions in the electrolyte phase,
respectively, as follows:

∂cs

∂t
=

Ds

r2
∂

∂r

(
r2 ∂cs

∂r

)
f or r ∈ (0, Rs) (3)

εe
∂ce

∂t
= De f f

e
∂2ce

∂x2 + as

(
1− t+

F

)
j f or x ∈ (0, L) (4)

The equation for reaction kinetics, which expresses the relationship between current
and voltage when the current and voltage are sufficiently small, was defined with the Butler-
Volmer equation, which couples concentration and potential in the solid and electrolyte
phases of Equations (1)–(4):

j = i0

[
exp
(

αaF
RT

η

)
− exp

(
αcF
RT

η

)]
(5)

For the calculation of capacity loss, the aging model developed by M. Safari et al. [26]
was used as a submodel of the electrochemical model. Equations (6)–(8) indicate capacity
loss due to SEI layer growth at the negative electrode surface. Equation (6) calculates the
current by side reaction and Equation (7) represents the rate of increase in the thickness of
the SEI layer as follows:

i′′side = −i′′side,initexp
(
−αcF

RT
ηside

)
(6)

∂δSEI
∂t

= −
i′′side MSEI

ρSEI F
(7)

Resistance of the SEI layer (RSEI) is calculated using the equation below:

RSEI =
δSEI
κSEI

(8)

In the thermal model, the temperature distribution of LIB is calculated. Equation (9) is
used to calculate the electrochemical reaction and Joule heat as follows:

qi + qj = A
∫ L

0
j(φs − φe −U)dx (9)

The reversible heat of Equation (10) and ohmic heat due to contact resistance between
the current collector and electrode of Equation (11) can be expressed as follows:

qr = −
(

T
∂U
∂T

)
I (10)

qc = I2 R f

A
(11)

Equation (12), representing the energy conservation law, is used to calculate the
temperature distribution of LIB as follows:

Cp
∂T
∂t

= k∇2T + qi + qj + qc + qr (12)
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Equation (12) can be expressed in the finite element matrix form as follows [27]:

[C]
{ .

T
}
+ [K]{T} = [Q] (13)

where [C] is the heat capacity matrix, [K] is the thermal conductivity matrix, {T} denotes
the nodal temperature array, and [Q] is the global temperature load array.

2.3. Validation of Three-Dimensional Electrochemical-Thermal Model

Validation of the 3D electrochemical-thermal model was performed using the specifica-
tions reported by Kim et al. [11] and Yu et al. [28]. Table 1 shows the electrochemical-thermal
model parameters and specifications for the 55 Ah LFP/graphite LIB cell. As for the bound-
ary conditions, 3D electrochemical-thermal coupled analysis of LIB was performed at a
discharge rate of 3C. The top surface of the LIB cell is cooled with a convective heat transfer
coefficient of h = 5 W/m2·K, and the side surfaces and bottom surface are insulated as
shown in Figure 2. A 55 Ah pouch cell consists of 40 unit cells, the capacity of each unit
cell being 1.375 Ah. The nominal voltage of the cell is 3.2 V and the cut-off voltage is
2.5 V. Figure 3 shows the result of validation. Figure 3a shows the comparison of the
discharge curve with a reference under 3C-rate discharge conditions, and Figure 3b shows
the comparison of the maximum temperature and minimum temperature with references.
This shows that the 3D electrochemical-thermal model predicts the results well.

Table 1. Summary of dimension parameters and specifications.

Parameter Negative Electrode Separator Positive Electrode

Diffusion coefficient (m2/s) 4.0 × 10−10 - 6.5 × 10−18

Thickness (µm) 67.7 25 76
Solid-phase conductivity (S/m) 100 - 11.8

Reaction rate constant (m/s) 3.5 × 10−11 - 5.5 × 10−12

Charge transfer coefficient 0.5 - 0.5
Electrolyte-phase volume 0.341 0.31 0.31

Maximum solid-phase concentration (mol/m3) 30,555 - 23,000
Electrolyte diffusion coefficient (m2/s) 3.0 × 10−10

Initial electrolyte salt concentration (mol/m3) 1000
Heat transfer coefficient on the top surface (W/m2 K) 5

Atmosphere temperature (K) 298

Parameter Value

Cell width (mm) 210
Cell height (mm) 297

Cell thickness (mm) 7.5
Tab width (mm) 3.0
Tab height (mm) 3.0

Nominal capacity (Ah) 55
Nominal voltage (V) 3.2

Cutoff voltage (V) 2.5



Mathematics 2023, 11, 1970 7 of 15

Mathematics 2023, 11, x FOR PEER REVIEW 6 of 15 
 

 

2.3. Validation of Three-Dimensional Electrochemical-Thermal Model 
Validation of the 3D electrochemical-thermal model was performed using the speci-

fications reported by Kim et al. [11] and Yu et al. [28]. Table 1 shows the electrochemical-
thermal model parameters and specifications for the 55 Ah LFP/graphite LIB cell. As for 
the boundary conditions, 3D electrochemical-thermal coupled analysis of LIB was per-
formed at a discharge rate of 3C. The top surface of the LIB cell is cooled with a convective 
heat transfer coefficient of h = 5 W/m2·K, and the side surfaces and bottom surface are 
insulated as shown in Figure 2. A 55 Ah pouch cell consists of 40 unit cells, the capacity of 
each unit cell being 1.375 Ah. The nominal voltage of the cell is 3.2 V and the cut-off volt-
age is 2.5 V. Figure 3 shows the result of validation. Figure 3a shows the comparison of 
the discharge curve with a reference under 3C-rate discharge conditions, and Figure 3b 
shows the comparison of the maximum temperature and minimum temperature with ref-
erences. This shows that the 3D electrochemical-thermal model predicts the results well. 

 
Figure 2. Dimensions and boundary conditions for 55 Ah LIB cell. 

Table 1. Summary of dimension parameters and specifications. 

Parameter Negative Electrode Separator Positive Electrode 
Diffusion coefficient (m2/s) 4.0 × 10−10 - 6.5 × 10−18 

Thickness (μm) 67.7 25 76 
Solid-phase conductivity (S/m) 100 - 11.8 

Reaction rate constant (m/s) 3.5 × 10−11 - 5.5 × 10−12 

Charge transfer coefficient 0.5 - 0.5 
Electrolyte-phase volume 0.341 0.31 0.31 

Maximum solid-phase concentration (mol/m3) 30,555 - 23,000 
Electrolyte diffusion coefficient (m2/s) 3.0 × 10−10 

Initial electrolyte salt concentration (mol/m3) 1000 
Heat transfer coefficient on the top surface (W/m2 K) 5 

Atmosphere temperature (K) 298 
Parameter Value 

Cell width (mm) 210 
Cell height (mm) 297 

Cell thickness (mm) 7.5 
Tab width (mm) 3.0 
Tab height (mm) 3.0 

Nominal capacity (Ah) 55 
Nominal voltage (V) 3.2 

Cutoff voltage (V) 2.5 

 

Figure 2. Dimensions and boundary conditions for 55 Ah LIB cell.

Mathematics 2023, 11, x FOR PEER REVIEW 7 of 15 
 

 

  
(a) (b) 

Figure 3. Comparison of reference [11,28] and analysis results: (a) discharge curve; (b) maximum 
and minimum temperature. 

3. Optimization of Uniform Temperature Distribution by Minimizing Difference be-
tween Maximum and Minimum Temperatures of LIB Cell 
3.1. Design Variables and Response 

To uniformize the temperature distribution of the LIB cells uniform, optimization 
was performed on the positive and negative tab widths 𝑊  and 𝑊 , tab height 𝐻 , and 
positive and negative tab attachment positions 𝑃  and 𝑃 , for the NT, LT, and CT type LIB 
cells. Figure 4 depicts the definition of the design variables for the NT, LT, and CT type 
LIB cells. The NT type represents a form in which the positive and negative tabs are at-
tached on the same side. The LT type represents a form in which the positive and negative 
tabs are attached in an L-shape. The CT type refers to a form in which the positive and 
negative tabs are attached on opposite sides. 

  
 

(a) (b) (c) 

Figure 4. Definition of design variables: (a) NT type, (b) LT type, (c) CT type. 

Equations (14) and (15) express the attachment positions of the positive and negative 
tabs in the NT type. Equations (16) and (17) define the attachment positions of the positive 
and negative tabs of the LT and CT types. As shown in Equations (14)–(17), 𝑃  and 𝑃  are 
calculated using 𝑊  and 𝑊 , the cell width 𝑊 , and the cell height 𝐿  for each tab type. 𝑃 = 𝑑100 𝑊 − 𝑊 − 𝑊   𝑓𝑜𝑟 𝑁𝑇 (14)

Figure 3. Comparison of reference [11,28] and analysis results: (a) discharge curve; (b) maximum
and minimum temperature.

3. Optimization of Uniform Temperature Distribution by Minimizing Difference
between Maximum and Minimum Temperatures of LIB Cell
3.1. Design Variables and Response

To uniformize the temperature distribution of the LIB cells uniform, optimization was
performed on the positive and negative tab widths Wp and Wn, tab height Ht, and positive
and negative tab attachment positions Pp and Pn, for the NT, LT, and CT type LIB cells.
Figure 4 depicts the definition of the design variables for the NT, LT, and CT type LIB cells.
The NT type represents a form in which the positive and negative tabs are attached on
the same side. The LT type represents a form in which the positive and negative tabs are
attached in an L-shape. The CT type refers to a form in which the positive and negative
tabs are attached on opposite sides.
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Equations (14) and (15) express the attachment positions of the positive and negative
tabs in the NT type. Equations (16) and (17) define the attachment positions of the positive
and negative tabs of the LT and CT types. As shown in Equations (14)–(17), Pp and Pn are
calculated using Wp and Wn, the cell width Wc, and the cell height Lc for each tab type.

Pp =
dp

100
(
Wc −Wp −Wn

)
f or NT (14)

Pn =
dp

100
(
Wc − Pp −Wp −Wn

)
f or NT (15)

Pp =
dp

100
(
Wc −Wp

)
f or LT, CT (16)

Pn =
dp

100
(X−Wn), X =

{
Lc f or LT

Wc f or CT
(17)

Table 2 presents the upper and lower boundaries of each design variable. The values
Wp and Wn for the positive and negative tabs range from 1 to 9 cm, and the two tabs
represent independent design variables. In Ht, the positive and negative tabs are designated
together as a single design variable, ranging from 2 to 3.5 cm. In Pp and Pn, for the NT type,
the range of movement from one end of the cell to the other tab is defined as 0–100%. In
the case of the LT and CT types, Pp and Pn are designated as 0 and 100%, respectively, from
one edge of the cell to the other edge.

Table 2. Boundaries of design variables.

Design Variables Lower Boundary Upper Boundary

x1 ( Pp
)

0 (%) 100 (%)
x2 ( Pn) 0 (%) 100 (%)
x3 ( Wp

)
1 (cm) 9 (cm)

x4 ( Wn) 1 (cm) 9 (cm)
x5 (Ht) 2 (cm) 3.5 (cm)

The response to the design optimization is defined as a temperature difference (Tdi f f )
that can reduce the numerical analysis calculation load, demonstrating the same tendency
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as that of the temperature distribution. Equation (18) represents Tdi f f , which is calculated
as the difference between the maximum (Tmax) and minimum temperatures (Tmin)

Tdi f f = Tmax − Tmin (18)

3.2. Design Optimization Formulation

Equation (19) shows the formulation of the design optimization. Five design variables
were used, namely, Pp, Pn, Wp, Wn, and Ht. The objective function was to minimize Tdi f f ,
which represents the difference between Tmax and Tmin. An upper and a lower limit for
each design variable were established as constraints. The total tab area of the initial NT
type cell was set to an upper limit of 18 cm2 to maintain a maximum tab area of the initial
and optimized LIB cell designs. The micro-genetic algorithm (MGA), a global optimization
method, was used as the optimization technique. The population size was calculated
repeatedly up to 1000 generations. When Tdi f f , which represents the objective function,
was maintained for more than 40 generations, it was determined to have converged to
the global optimal value [29,30]. Figure 5 illustrates the design optimization process to
minimize Tdi f f depending on the tab type, width, height limit, and attachment position of
the LIB cell using the 3D electrochemical-thermal model.

Find xi(i = 1, · · · , 5)

Minimize Tdi f f (xi),

Subject to


0% ≤ x1, x2 ≤ 100%
1 cm ≤ x3, x4 ≤ 9 cm
2 cm ≤ x5 ≤ 3.5 cm

0 cm2 ≤ (x3 + x4)x5 ≤ 18 cm2

(19)
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4. Results and Discussions

As a result of the optimization, as depicted in Figure 6, the convergence criteria
were satisfied after 108, 154, and 157 generations of the optimized NT, LT, and CT types,
respectively. Table 3 lists the changes in the design variables and responses before and after



Mathematics 2023, 11, 1970 10 of 15

optimization. Figure 7 depicts Tmax, Tmin, Tdi f f , and the temperature distribution for Wp,n,
Ht, and Pp,n in the initial NT type and optimized NT, LT, and CT types.
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Table 3. Design variables and responses based on optimization results.

Design Variable Initial NT Type Optimized NT Type Optimized LT Type Optimized CT Type

x1
(

Pp
)

26.19 43.61 50.00 50.00
x2 (Pn) 26.19 7.568 3.42 49.27
x3
(
Wp
)

3.00 5.00 5.00 6.50
x4 (Wn) 3.00 3.79 3.50 2.50
x5 (Ht) 3.00 2.05 2.00 2.00

Response (◦C) Initial NT Type Optimized NT Type Optimized LT Type Optimized CT Type

Tmax 63.93 56.03 54.86 51.22
Tmin 49.11 48.98 50.03 48.14
Tdi f f 14.82 7.05 4.83 3.08

In the optimized NT type, Pp was located at 43.61% from the nearest edge of the cell.
Additionally, Pn moved to the edge of the cell and was located at 7.568% from the nearest
edge of the cell, Wp was 5 cm, Wn was 3.79 cm, and Ht converged to 2.05 cm close to the
lower limit. Furthermore, Tmax decreased by 7.9 ◦C, Tmin decreased by 0.13 ◦C, and Tdi f f
converged to 7.05 ◦C, which was lower by 52.2% than for the initial NT type. The change
in the temperature distribution can be attributed to the maximum current pathway [15].
As the maximum current pathway increases, resistance (R = ρ L/A) increases, increasing
the Joule heat (Q = I2 R) inside the cell. In this case, the positive tab, the primary heat
source, was moved closer to the center of the cell and shortened the maximum current
pathway inside the cell, thereby reducing Tmax. The negative tab, which was another heat
source, was separated from the positive tab and located close to the edge of the cell so that
heat was not concentrated. Wp and Wn were increased compared to the initial NT type,
thereby reducing resistance due to an increase in the cross-sectional area of the tab and
current collector. The decrease in resistance reduced the Joule heat; by shortening Ht, the
resistance was reduced owing to the decrease in the length of the tab itself, and the Joule
heat was reduced.

In the optimized LT type, Pp was located at a 50% distance from the center of the
cell, whereas Pn was located at 3.42%, close to the bottom edge of the cell. Wp and Wn
converged to 5 cm and 3.5 cm, respectively, and Ht converged to the lower limit of 2 cm.
Compared to the initial NT type, in the optimized LT type, Tmax decreased by 9.07 ◦C, and
Tmin increased by 0.92 ◦C; furthermore, Tdi f f was calculated to be 4.83 ◦C, which was 67.4%
lower than that of the initial NT type. The positive tab of the optimized LT type was moved
to the center of the cell and the maximum current pathway was reduced, thus reducing
Tmax. The negative tab was moved to the bottom of the cell farthest from the positive Table
Tmin was observed around the bottom edge of the cell farthest from the positive tab, which
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was the primary heat source. Tmin increased as the negative tab was moved to the lower
edge of the cell where Tmin was observed. Therefore, Tmax decreased and Tmin increased,
resulting in a decrease in Tdi f f . Compared to the initial NT type, in the optimized LT type,
Wp increased by 2 cm and Wn increased by 0.5 cm. Accordingly, the Joule heat decreased
due to the increase in the cross-sectional area. As Ht converged to the lower limit, the Joule
heat decreased due to a decrease in resistance.
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In the optimized CT type, both Pp and Pn were located at 50% and 49.27% as the cell
center. Wp converged to 6.5 cm wider than the initial NT type, and Wn was 2.5 cm narrower
than the initial NT type. Ht converged to the lower limit of 2 cm, similar to other optimized
designs. The Tmax and Tmin values for the optimized CT type converged to 51.22 ◦C and
48.14 ◦C, which were the lowest temperatures for the initial NT type and optimized NT
and LT types, and Tdi f f decreased by 79.2% (3.08 ◦C) compared to that of the initial NT
type. The positive and negative tabs were moved to the center of the cell to achieve a
symmetrical shape, and the maximum current pathway related to the internal resistance
was minimized, reducing Tmax and Tmin. The Wp value of the optimized CT type increased
compared to that of the initial NT type, and the Joule heat was reduced. Wn decreased
compared to the initial NT type. Since the resistivity of the positive current collector, with a
tab made of aluminum, was greater than that of the negative current collector, with a tab
made of copper, even when Wn decreased, the overall heat generation decreased due to
the increase in Wp. The potential distributions in Figures 8 and 9 confirm that the potential
gradient was concentrated at the positive and negative tabs, regardless of the design of the
Table In addition, in all the tab types, the potential gradient in the positive current collector
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was larger than the negative current collector, due to its higher resistivity. In the case of the
optimized CT type, a potential distribution at the negative current collector similar to that
of other tab types was formed, but the positive current collector had the lowest potential
gradient and formed a more uniform potential distribution than those of other tab types.
The lowest potential gradient was formed in the optimized CT type, which was 37.1% less
than that of the initial NT type.
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Thereafter, the capacity retention rate was compared using an aging analysis of the
3C rate for 2500 cycles to confirm the lifespan enhancement of the optimized CT type, the
most optimized design, compared to the lifespan of the initial NT type. Figure 10 shows a
comparison of the capacity retention rates of the initial NT type and optimized CT type.
Due to the increase in the number of parasitic Li ions and the SEI layer generated by the
reduction reaction, the internal resistance of the cell increased and a loss of Li ions occurred,
thereby reducing the cell capacity. The capacity retention rates of the initial NT type and
optimized CT type continued to decrease, but the capacity reduction rate in the initial NT
type was relatively more significant. After 2500 cycles of charge/discharge, the capacity of
the optimized CT type was 6.5% larger than that of the initial NT type; therefore, it was
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confirmed that the lifespan was improved by uniformizing the temperature distribution of
the LIB cell.
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5. Conclusions

In this study, to ensure uniform temperature distribution in 55 Ah LFP/graphite
large-format pouch cells and improve their lifespan, the difference was minimized between
Tmax and Tmin of the positive and negative tabs of NT type cells, LT type cells, and CT
type cells. Due to this optimization, temperature distribution was most uniform when the
positive tab and the negative tab were positioned at the center of the cell in the optimized
CT type; Wp was 6.5 cm, Wn was 2.5 cm, and Ht converged to 2 cm. The optimized CT
type showed a 19.9% decrease in Tmax, 1.98% decrease in Tmin, and 79.2% decrease in Tdi f f
compared to the initial NT type. The potential difference inside the cell increased in the
order of optimized CT type, LT type, NT type, and initial NT type, and formed a potential
gradient in the optimized CT type that was 37.1% less than that of the initial NT type. A
3C-rate charge/discharge analysis was performed to analyze the lifespan enhancement
due to the improvement in the uniformity of temperature distribution. After 2500 cycles of
charge/discharge, the capacity retention rate of the optimized CT type was 6.5% greater
than that of the initial NT type; therefore, it was confirmed that lifespan was improved by
uniformizing the temperature distribution of the LIB cell.
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Nomenclature

σ Solid-phase conductivity (S/cm)
φ Electrical potential (V)
as Specific interfacial area (1/cm)
κ Electrolyte-phase conductivity
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j Current density (mA/cm2)
c Li ion concentration (mol/cm3)
D Diffusion coefficient (cm2/s)
r Radial coordinate
t+ Transference number
F Faraday’s constant (C/mol)
ε Porosity
α Exchange coefficient
δSEI SEI layer thickness growth (µm)
i′′side Side reaction current density (A/cm2)
MSEI SEI layer resistance (Ω cm2)
ρSEI SEI layer density (kg/cm3)
As Cell surface area exposed to convective cooling medium (cm2)
Cp Heat capacity (J/K)
T Absolute temperature (K)
R f Contact resistance (Ω cm2)
η Overpotential (V)
U Thermodynamic equilibrium potential (V)
R Universal gas constant
i0 Exchange current density (mA/cm2)
I Current (A)
Wc LIB cell width (mm)
Hc LIB cell height (mm)
dp Distance from LIB cell edge to nearest corner of positive tab
dn Distance from LIB cell edge to nearest corner of negative tab
Subscripts and superscripts
s Solid phase
e Electrolyte phase
a Anode
c Cathode
SEI Solid Electrolyte Interphase layer
side Side reaction
init Initial value
e f f Effective value
NT Nominal tab
LT Lateral tab
CT Counter tab
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