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ABSTRACT

Parallel string performance imbalances are unavoidable due to manufacturing-related cell-to-cell inhomo-
geneities (e.g. capacity, internal resistance), suboptimal pack and cooling system design. Understanding the
most important features at a single cell and module level influencing the heterogeneity propagation inside the
modules/packs is therefore crucial to limiting the phenomenon. In this article, a methodology combining well-
established non-invasive single-cell characterisation tests with data-driven modelling tools is proposed. Two
batches of twenty new, commercial NMC and NCA cells are first characterised to identify out-of-manufacture
internal resistance and capacity distributions. Then, a 54 test condition full-factorial Design of Experiment
campaign on four cells ladder-parallel connected modules is performed. The experiments inform about how
the cells’ current, State of Charge, temperature distributions and time to self-balance under 0.75C constant
current discharge loads are affected by interconnection resistance, operating temperature, different chemistry
combination and ageing. The multivariate linear model analysis confirms that combining NMC and NCA cells
in parallel is possible both for first and second life applications. Nevertheless, mixing different chemistries and
including an aged cell show a detrimental effect on the balanced performance of the module. The application of
Explainable Machine Learning techniques such as SHAP, Partial Dependence Plots and Individual Conditional
Expectation closes the gap between data-driven models’ interpretability against traditional black box models
while maintaining the advantage of capturing highly non-linear control-response relationships. According to
the results, the interconnection resistance is the most relevant contributor to heterogeneous performance within
the string. In the first and middle phases of the discharge, the distributions of internal resistance and capacity
impact the load imbalance across the cells, respectively. Increasing the operating temperature contributes to
exacerbate the thermal gradient in the string.

1. Introduction

Lithium-ion batteries are an essential technology for meeting the

Prior research has effectively identified and synthesised the key
factors that exert the most significant impact on the efficacy of par-
allel cell modules [5]. The lithium-ion cells manufacturing method

decarbonisation objectives in the transportation and energy sectors [1].
Depending on the application, individual cells are combined using vari-
ous series and parallel architectures to form modules and packs to meet
the target power and energy requirements [2]. The serial connection
assures greater voltages to contain losses [3]. The parallel connection
allows the package to store an appropriate quantity of energy [4].
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is constantly evolving and refining, currently providing high qual-
ity uniformity among fresh cells ensuring the adaptability to mass
scale demand [6]. Despite this, variations in the characteristics of
single cells are possible [7]. Manufacturing-related cell-to-cell varia-
tions could be in the form of internal resistance [8-10], capacity [11,
12], their combination [13-15] and open circuit voltage Open Circuit
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Nomenclature

Al Artificial Intelligence

AlICc Akaike Information Criterion
ALE Accumulated Local Effects
ANOVA Analysis of Variance

CAN Controller Area Network

CC-Cv Constant Current Constant Voltage
cv Cross Validation

DoE Design of Experiments

DT Decision Tree

GS Grid Search

HPPC Hybrid Pulse Power Characterisation
ICE Individual Conditional Expectation
KPI Key Performance Indicator

MDI Mean Decrease in Impurity

ML Machine Learning

MLP Multi-Layer Perceptron

NCA Nichel Cobalt Aluminium

NMC Nichel Manganese Cobalt

ocv Open Circuit Voltage

PDP Partial Dependence Plot

RF Random Forest

RMSE Root Mean Squared Error

RS Random Search

SHAP SHapley Additive exPlanations
SiC Silicon-doped graphite

SoC State of Charge

SoH State of Health

TTSB Time To Self Balance

VIF Variance Inflation Factor

XML Explainable Machine Learning
XAI Explainable Artificial Intelligence

Voltage (OCV) [16,17]. They all contribute to different forms of im-
balance in parallel strings. Not only single-cell level features but also
module-level characteristics including interconnection resistance [18-
20], the number of cells in parallel [21,22], topology selection [23,24]
and chemistry combination [25,26] have a non-negligible impact on
pack performance. Operating temperature [27-29] and poor-cooling
design induced thermal gradients [30,31] can also affect the unifor-
mity of packs performance. Furthermore, improper dimensioning of
electrical connections between cells might result in increased local
resistance [32]. These local attributes cause load peaks that are detri-
mental to the system’s operation as they change the operating loads on
each cell [33-35]. To fully investigate the behaviour of battery packs
and understand their health evolution, the view must be elevated from
single component to system level.

The principal challenges that require additional exploration are
parallel connection generated load current [11,36,37] and tempera-
ture [19,20] imbalance, over-time internal resistance, capacity [30,38,
39] and ageing rate [5,40,41] cell-to-cell fluctuation. In particular, the
phenomenon of performance imbalance leading to non-uniform ageing
of individual cells has been reported in literature. Specifically, it has
been noted that the prolongation of imbalances is a contributing factor
to this phenomenon. The existing literature presents divergent views
on this matter. While some researchers [13,14,42,43] affirmed that
there exists a convergence and self-balancing attitude among parallel
connected cells over time, others’ [15,44-47] findings oppose this
theory. So far, most of the research focus has been on individual cells’
behaviour, with some experimental assessment of module connections
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resumed in [5,18]. Coherently, the issue of parallel cell connection
leaves gaps in the knowledge and necessitates further investigation.
Table 1 offers a comprehensive summary of the experimental inves-
tigations carried out on cells that are connected in parallel, extending
the information available in [5,18]. The literature review enables the
inclusion of pertinent details regarding the cells and test characteristics,
control variables and responses. The integration of experiments and
modelling has emerged as a potentially viable substitute for exclusive
experimental endeavours over the last years [48]. Nevertheless, precise
empirical data serves as the foundation for all modelling initiatives.
The investigations are of an experimental nature, with Rumpf [49] and
Hosseinzadeh [50] studies representing exceptions. Both these studies
suggest analysing module behaviour differently, validating equivalent
or electrochemical models at the cell level and expanding them to
represent modules. The method can incorporate most control variables,
including cell attributes and string properties. Thus, architecture, inter-
connection resistance, thermal gradients, and a number of parallel cells
can be combined. Despite their cell-level precision, this methodology’s
main limitation is validating the models at the module level, due to
the large number of factors involved. After cells reach their End-of-Life
(EoL), typically taken as 80% of the original nominal capacity or 200%
of the internal resistance, cells are commonly retired or recycled [51].
The environmental sustainability of battery applications strongly relies
on the usable life extension, generally indicated as second life. Despite
recent studies developed increasingly innovative algorithms for the
selection and redirection of individual cells and entire modules for their
second life [52,53], few have considered the incorporation and com-
bination of different chemistries. As indicated in Table 1, Chang [25]
conducted an experimental study that included NMC, NCA, and LMO
cells to investigate their impact on heterogeneities when connected in
parallel and, consequently, their suitability for second life purposes.
The authors conclude that NMC and NCA cells are compatible, whereas
LMO and NCA cells are not. The literature-available experimental ap-
proaches largely rely on testing small batches (up to 8) of new “18650”
and pouch format cells. Few exceptions included “21700” [25] and
“26650” [22,49,54] formats. Some studies aimed at increasing the
generalisability of the experiments by enlarging the available statistical
pool [26,39,55] or varying the connection topology [56-58]. Increasing
the number of tested cells can help to estimate the distribution of the
characteristics of out-of-manufacture batches and hence generalising
their statistical influence on modules’ performance. However, little has
been done in parallel cell studies to include representative cells from
new batches of cells.

Uncontrolled test bench connections and laboratory testing con-
ditions can influence the results [18]. Interconnection resistance has
been found to be a significant factor to the imbalanced performance of
parallel strings and should not be conflated with contact resistance. The
contact resistance is modelled as a series component with the cells and
its presence can mitigate current imbalance due to cell-to-cell discrep-
ancies in the string [58]. The interconnection resistance can instead be
modelled between parallel branches and has been observed to have a
detrimental effect on the overall energy balance of a string [62]. Nev-
ertheless, few studies reported measurements of the setup contact and
interconnection resistances [18,19,54,58,59]. Jocher [18] reported an
analysis of the consistency of literature-employed experimental settings
and types of branch current sensors and proposed a novel approach
able to isolate the influence of interconnection resistance via virtual
connections. Virtual connections mimic physical connections without
affecting string performance, acknowledging the importance the setup
can have on the load distribution. Experiments show that this method
can accurately assess string performance and the extent of intercon-
nection resistance contribution. Previous studies have predominantly
utilised shunts or Hall-Effect sensors. The former affects current distri-
bution by changing branch resistance [59], whereas the latter is less
precise [13]. Fill’s study [19] examined branch current measurement
using a contact cable with varying resistance and acknowledged the
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Table 1
Summary of the recent literature on experimental studies on parallel-connected modules.
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Reference Study characteristics

Control variables Response variables
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Al-Amin [59] 2021 18650 NMC X x 4p 4  Hall 0.06-0.083 x X X X X X X X
Baumann [51 2018 18650 2p
Chang [25] 2022 18650, NMC, NCA, LMO x X 2p 7  Hall N.A. X X X X X X
21700
Chang [17] 2020 18650 NMC, NCA, LMO x X 2p, 3p 8  Hall N.A. X X X X X X
Cui [55] 2022 18650 NMC b3 x  2p, 3p, 4p 54 Hall N.A. X X X x X X X
Diao [22] 2019 18650, LFP, NCA X x 3p 6 N.A. N.A. X X X X X
26650
Fill [19]1 2019 Pouch LCO (LNCO) X X 2p 2 Cable 0.3, 1.6, 4.35 [mQ] 0.08 X X X X
Fill [21] 2019 N.A. N.A. X X 2p 2 Cable N.A. X X X X X
Fill [32] 2019 Pouch N.A. 3s2p 6  Not meas. N.A.
Fill [60] 2020 Pouch LCO (LNCO) b'e x  2p, 3p 9 Cable 0.3 [mQ] 0.08 X X X X X X
Fill [16] 2021 Pouch LCO (LNCO) X X 2p 2  Cable 0.3 [mQ] 0.08 X X X X
Fill [571 2022 Pouch LCO (LNCO) X x  2p, 3p, 4p 15 Cable 0.3 [mQ] 0.08 X X X X X X X X
He [52] 2023 N.A. N.A. X 2p 6 NA. N.A. X X X X
Hosseinzadeh  [50] 2021 X N.A. N.A. xd x? x4 x? x? 1 xd x?
Jocher [18]1 2021 18650 NMC X X 2p 4  Shunt 1 [mQ] 1.2 X X
Li C. [20] 2022 18650 NMC X X 2p, 4p 4 Hall 0.2, 7 X X x x? x X X X x2
Li Z. [541 2022 26650 LFP X X 2p 2 Shunt 1 [mQ] 1.3 x3 X x2 x? xa X X
Liu [341 2019 Pouch NMC-LCO x 6p 6  Shunt 10 [mQ] 1 X x X X xd x2
(High-
Power)
Luan [23] 2021 18650 NMC X x 2p 2 Hall N.A. x3 x2 x4 X xa
Luca [58] 2021 18650 NMC x 8p, 9p 9 Hall 1.42 X X X X X X
Marlow [30] 2023 Pouch NMC-LCO b'e X 2p 12 Shunt 1 [mQ] 1 X X X X X X
(High-
Power)
Reiter A. [56] 2023 Pouch NCM x  14s2p 28 Not meas. N.A.
Reiter C. [91 2019 18650 NCA X X 2p 2 Hall N.A. X X
Rumpf [49] 2018 26650 LFP X Not meas. N.A. xd x? x? x xa xa x2
Schindler [39]1 2021 18650 NMC X X 2p 28 Shunt 1 [mQ] 1.2 X X X X X X
Tian [26] 2022 N.A. LFP, NMC X x  2p, 3p, 4p 27 Hall N.A. X X X X
Wang [33] 2022 Pouch NMC X X 2p 2  Hall N.A. X X X x2
Wang [40] 2019 18650 LCO X x  2p, 2s2p, 2p2s 12 N.A. N.A. X X X X X X X
Ye [61] 2019 18650 NCA b'e X 2p4s, 4s2p 8  Not meas. N.A. b'e X X
Zhang Y. [35] 2018 Pouch LFP NA. x 5p 5 Hall N.A. X X

2 Experimental campaign not performed.

necessity of cable sizing trade-offs. Signal detectability increases with
higher resistance, while the reduction of cable resistance mitigates the
impact of measurement techniques on the signal. Hall-effect sensors
have undergone significant improvements over time and are commonly
favoured in research that places a high value on the impact of the test
bench on the results, given their inclusion in an external circuit [58].
In scenarios where the system exhibits complexity and involves mul-
tiple variables, it is imperative to establish a structured and controlled
experimental design to guarantee the precision and dependability of
outcomes. The recent interest in implementation of Design of Exper-
iments (DoE) in the battery community is attributed to its capability
to identify the most significant factors in a system, resulting in cost
savings through reduced experimentation time and resources [63].
Previous applications encompass various areas such as the ageing of
individual cells, energy capacity, electrode formulation and material
synthesis, thermal design, and charging [64]. Some studies are also
available on pack-level thermal design, with optimisation of the cooling
mass properties [65] and cooling design structure [66]. In addition,
the empirical data acquired through DoE can be employed to define
parameters for theoretical models. Nevertheless, the empirical models
are usually confined to linear or quadratic relationships, which may
not be sufficient to describe the effects of individual cell properties
and module features on system imbalances. The results obtained from
DoEs are commonly subjected to statistical techniques such as Analysis
of Variance (ANOVA) and graphical investigation for analysis [67].
Recently, researchers have focussed on leveraging the accuracy of
Machine Learning (ML) modelling techniques for the identification of
the feature-response relationships [68,69]. Despite exhibiting robust
predictive capabilities, ML models are commonly acknowledged to
have limitations in terms of “transparency” [70]. This can pose a
challenge in “screening” type studies [71]. To this end, Explainable
Machine Learning (XML) algorithms have been established as effective
Artificial Intelligence (AI) techniques [72]. These algorithms provide
various metrics for questioning the ML models decisions and enhanc-
ing their interpretability. Faraji et al. [73,74] proposed a systematic
methodology for the analysis of the impact of manufacturing process on

the electrochemical properties and performance of cells. These studies
utilise XML techniques such as Mean Decrease in Impurity (MDI),
Shapley values and Accumulated Local Effects (ALE) to derive insights
on the importance of high-volume manufacturing features and their
contributions to cells’ Key Performance Indicator (KPI).

The examination of the literature exposes certain gaps. The pre-
ponderance of testing at the module level was executed on a pair
of cells that were connected in parallel. While crucial for compre-
hending the sources of imbalances in the module, these factors often
encompass magnitudes that exceed those encountered in practical sce-
narios involving a greater quantity of cells. The limited size of the
parallel-connection studies batches hinders the statistical validity of
variations in cell characteristics, thereby posing a challenge to the
generalisation of findings due to the absence of a link with the typical
distributions of freshly produced cells. Few precise studies emphasise
the importance of controlling the impact of the experimental envi-
ronment on phenomena occurring at the module level. Despite being
widely recognised as a critical factor in the non-uniform performance
of the cells within modules, the mapping and assessment of electrical
connection resistances are infrequently conducted, which is a topic of
controversy [75]. The employment of Hall effect sensors for current
monitoring in experimental research was deferred until recent years
owing to their inadequate precision, and instead, shunt-type sensors
were favoured. The capacity of Hall-type sensors to integrate with
an external circuit without disrupting the current distribution in the
string, coupled with their progressively improving precision, are crucial
factors in detecting the origins of heterogeneity that will not depend
on the experimental setup. Notwithstanding the growing interest in
DoE, previous research has solely concentrated on its application at
the level of individual cells. The utilisation of the DoE methodology in
investigating modules and packs is a crucial aspect as it pertains more
closely to practical battery applications. Despite its potential to enhance
analytical capabilities, the utilisation of emerging ML modelling and
transparency-enhancing approaches to investigate modules and packs
feature importance has been limited. To enable such investigations, this
section aimed to address the dearth of comprehensive data that is often
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Fig. 1. Analysis flowchart: principal stages and methods involved.

encountered in the literature, which may be attributed to the limited
scope of experimental studies that focus on cell pairs or the absence of
information pertaining to the involved cells and experimental setups.
The ability to anticipate anomalous behaviours of parallel cells is
crucial to ensuring the longevity and safety of battery packs. It is
necessary to understand the predominant factors contributing to the
inconsistent performance of the module and leverage this information
to create predictive models for system optimisation. To the best of
the authors’ knowledge, there have been no previous attempts to
apply a DoE at a module level for purposes other than thermal design
optimisation [65,66]. Furthermore, there has been a lack of thorough
utilisation of XML techniques to identify and prioritise the influence
of features on battery systems imbalanced performance. Following the
aforementioned literature review and gap analysis, the novelty and
contributions of this study can be summarised as follows:

» Experimentally investigate the impact of individual cell and
module properties on the performance of parallel connected
cells: A parallel module-level experimental campaign is for the
first time conducted using the concepts of a full-factorial DoE, al-
lowing to consider all features independently and thereby discern
their individual impact and interactions among control variables.
Identify the most influential elements in modules’ imbal-
anced performance: The DoE campaign ensures results’ statis-
tical relevance and allows to methodically isolate and rank the
impact of key factors such as interconnection resistance, operat-

ing temperature, cells chemistry combination and ageing impact
on parallel strings current, temperature and time-to-self balance
deviations.

Combine novel interpretable machine learning techniques
with established linear regression strategy: Novel XML tech-
niques together with established statistical analysis are applied
to increase models predictability by capturing non-linear rela-
tionships and elevate their interpretability. Neural Networks and
Random Forest models are trained and optimised to get alter-
native information to multivariate linear regression, outlining
their benefits and drawbacks in unveiling parallel connected cells
heterogeneous performance contributors.

The article is organised as follows. Section 2 presents the method-
ology and developed framework for testing analysis and feature im-
portance derivation. The experimental strategy and practical details
are outlined in Section 3 which extends from the individual cell char-
acterisation campaign through to the test bench verification and the
execution of the DoE. Section 4 derives a multivariate linear regres-
sion model for experimental data analysis and identifies the major
factors influencing the modules’ imbalanced performance. Following
that, in Section 4, significant ML models are compared and submitted
to interpretability-expanding techniques to validate their benefits and
limitations over traditional statistical approaches. Finally, in Section 5,
the most important findings, conclusions and future research directions
are pointed out.
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Fig. 2. Graphical representation resulting from the four factors and respective levels
of the full-factorial DoE.

2. Methodology

The process of determining and prioritising the factors that con-
tribute to the uneven performance of modules involves a series of steps,
which are reported in Fig. 1. The initial step entails the preparation
and execution of a DoE campaign. Step 2 is about data curation,
filtering and management while the subsequent procedures facilitate
the attainment of two distinct methodologies for conducting feature
analysis. In Step 3, the DoE results are post-processed and the statistical
and ML models are trained. Step 4 focuses on enhancing the models’ in-
terpretability. The first feature analysis approach relies on conventional
multivariate linear regression, which involves minimising the Akaike
Information Criterion (AICc) to reduce the number of variables [76].
The second approach aims to enhance the interpretability of machine
learning models by leveraging XML techniques while capitalising on
their accuracy.

2.1. Design of experiments

Various areas of study in DoEs have been documented in the lit-
erature [64], with this paper falling under the “screening” definition.
A screening or characterisation study aims to identify and rank the
relevant features to the interested variables and responses. Technically,
a rich and representative dataset is first needed for a comprehensive
study of the influence of the multiple elements on the uneven per-
formance of modules. There are several distinct stages involved in a
DoE [77]. First, the control parameters, as well as their ranges and
levels, are chosen based on the literature, resulting in a cube such as the
one reported in Fig. 2 for visualisation purposes. According to the ex-
pert’s view and literature review, the interconnection resistance could
extend up to a 2.5% ratio to the energy cell’s internal resistance [78].
In this study, it ranges from 0, 1 to 3 mQ to include poor busbar
design scenarios, as detailed in Table 2. The testing temperatures (10
°C, 25 °C, 40 °C) are selected to match the typical laboratory temper-
atures and hence most comparable to prior and future investigations
as well as real-world operating conditions [79]. The choice of NMC
and NCA chemistries is based on their comparable characteristics and
potential suitability for re-purposing in second-life applications [25].
A “Mix” chemistry configuration refers to a combination of two NMC
and two NCA cells in the parallel string being tested. Although mixing
chemistries is an unconventional approach, recent publications are
exploring hybrid configurations of power and energy cells [80]. The
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Table 2
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List of the control and response variables included in the study. N, refers to the number of cells connected in parallel (in this study, N, =4). I, denotes the current delivered

by the kth cell, I,,,, is the module input current. T,,, is the ambient temperature, SoC¢,,;, and
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1., are the time instants used to split the cell current distribution, as depicted in Fig. 3.
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Fig. 3. Visualisation of the eight response variables (in red) extracted in this study from the experimental results (in grey) for one of the 54 performed experiments. (a) Current,
(b) temperature, (c) SoC related responses, (d) TTSB. (For interpretation of the references to colour in this figure legend, the reader is referred to the web version of this article.)

rationale behind this approach is to combine the advantages of both
chemistries, i.e., high power and high energy density, respectively.
In this context, the proposed methodology is a first step towards the
development of a framework that can be used to assess the performance
of hybrid configurations. Finally, the addition of a cell with low State
of Health (SoH) is done in order to gain a better knowledge of the
behaviour of cells when there is either a failed contact or a high
resistance and capacity gradient present.

A set of eight response variables grouped in four distinct cate-
gories is chosen based on the specific phenomena under analysis in
this study and are reported in Table 2. Current distribution entails
the first category. As shown in Fig. 3, there are three stages to the
current propagation among the four cells during discharge. The first is
convergent, the second is stable, and the third is divergent. Depending
on the stage, the current average standard deviation at the beginning,
middle and end of cycle (61,4, 61,6 1Eng) are calculated as in (1),
(2) and (3), respectively. The second group is closely related to the
first one and gives information about the maximum absolute and the
end difference in State of Charge (SoC) of cells (450C,; ., 4S0Cg,,

computed as shown in (4) and (5), respectively). The SoC of each
individual cell is determined utilising Coulomb counting [81]. The
third variable category pertains to surface temperatures. The symbols
ATy, and o6Tyy,,,, calculated according to (6) and (7), denote the
maximum temperature increase and the mean standard deviation of
the temperature gradient across cells throughout the discharge process,
respectively. The Time To Self Balance (TTSB) characterises the time
taken (measured in seconds) by the cumulative balancing currents
to settle down to 200 mA during the post-discharge period. Fig. 3
provides a visual representation of the significance of the eight response
variables.

Subsequently, the module experimental design is chosen. The se-
lection of a “Full-Factorial” DoE is based on the fact that it is a
comprehensive methodology that entails the examination of all con-
ceivable combinations of the four factors and their respective levels,
leading to a total of 54 tests. To mitigate the impact of developing
changes in individual cells characteristics over multiple cycles, a ran-
domised sampling methodology is employed. The methodology entails
the random selection of groups comprising four cells from the newly
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available batches. This means that at every test run four cell numbers
(1-20) and module locations (1-4) are randomly allocated. In this
way, it is not the same set of cells being tested throughout the entire
campaign. By decreasing the number of cycles that each cell undergoes,
it is feasible to mitigate the impact of untraceable ageing on the
tests. The initial 30 experiments are incorporated within an I-optimal
design [82], which is formulated using precise objective optimality
criteria through the utilisation of Design Expert software [83]. The
primary benefit of this methodology lies in the potential to construct
an initial model. The inclusion of an intermediary stage can prove
advantageous in validating the efficacy of the process and managing
any potential errors. In addition, optimal designs have the potential
to yield effective models with reduced experimentation, provided that
their outcomes align favourably with those of the full-factorial DoE.
Owing to the significance and magnitude of this particular area of
investigation, it has been excluded from the objectives of the present
study and reserved for subsequent research.

The DoE procedure encompassing the execution of experiments is
delineated in Section 3. The data collected is analysed using both tra-
ditional statistical models such as multivariate linear regression based
on DoE and modern machine learning models like Neural Networks and
Random Forests. The ultimate objective of the screening investigation
is to ascertain and prioritise the effect of included features. The control
variables are subject to screening through either AICc or ranking and vi-
sualisation using XML techniques, depending on the selected empirical
model.

2.2. Modelling

The aim of conducting a systematic DoE is to acquire a compre-
hensive empirical model that establishes and unveils a relationship
between the control and response variables, denoted as x and y, re-
spectively. Prior to the application of any modelling methodology, it is
preferred to first perform feature scaling. This particular stage holds
significant importance for both conventional empirical and machine
learning models. When employing polynomial models, the process of
scaling the input features enables a direct comparison of the coefficients
(B). Through the modelling process, the coefficients can be ranked
based on their magnitude. To reduce input sensitivity in ML models,
feature scaling is fundamental. The normalisation of features in this
study involves the removal of the mean and scaling to unit variance.
This is achieved through the use of the formula:

_ (=)
zZ=
o

(8)

where yu represents the feature mean and o represents its standard
deviation.

Multivariate linear models are conventionally derived from full
factorial DoE. The MLR model is selected for its transparency and
ability to facilitate interpretability of input-output relationships in a
coherent manner. This is achieved by enabling a fair comparison of the
considered features through model weights. The present investigation
incorporates main effects, two-way interaction terms, and second-order
polynomials to account for potential curvature when modelling the
responses. The exclusion of higher orders polynomials has different
reasons, including the sensitiveness to the order of the polynomial, the
tendency to overfit and the worsening of interpretability. The model is
presented in the form:

k k=1 k k
P=Po+ QB+ Y, Y Byzz+ ) Bzt +e ©
i=1 i=1 j=i+1 i=1
where k is the number of control variables, z; refers to the ith nor-
malised control variable (with i = 1, ..., k), and e represents the random
error. In total, there are 14 coefficients, in addition to the intercept or
bias (). The estimation of § parameters is achieved through the least-
squares method. MLR models perform well in linear spaces and can
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handle a large number of features. Nevertheless, they show decreasing
performance when the signal to noise ratio is high or the underlying
function is not truly linear or non-monotonic. To unveil non-linear
relationships, ML models such as RF and NN allow to approximate
more complex shapes, to the detriment of features importance un-
derstanding. As it is shown in Section 4, NN responses can be more
interpretable than RF models and closer to the MLR ones. Besides, NN
models present a larger set of tuneable hyperparameters, which can
improve the predictability of the models and capture strongly non-
linear relationships. Consequently, NN are included in this paper as
they can play a junction role between the interpretability of MLR
and the predictability of RF models. Despite that, they are still prone
to overfitting and commonly addressed as black-box models. Hence,
the nature of variable interactions and the high level features learned
by the network require XML methodologies to be discernible. Further
details on the selected ML models are offered in Appendix A.

To establish whether linear regression is sufficient in the evalu-
ated case or more complex models are required to unveil the input—
output relationships, the three different approaches are benchmarked.
To evaluate the performance of the models and the accuracy of the
representations, here the metrics of coefficient of determination (R?)
and Root Mean Squared Error (RMSE) are computed according to
Egs. (10) and (11), respectively.

N 52
R=1- N2f=1(y;' 2 10)
E,’:](yi - N Zj:] yj)2

N
RMSE =+ Z0i=5)° an
R? and RM SE are statistical metrics commonly used in regression
analysis, where N is the number of observations. R?> quantifies the
proportion of variance in the dependent variable that can be accounted
for by the independent variable(s) in the model. RM.SE measures
the standard deviation of the residuals. Given that the dataset under
investigation for this study exhibits a restricted number of samples, a
reliable validation strategy is critical. For this purpose, the K-fold Cross
Validation (CV) approach is utilised to mitigate estimation bias and
yield a more generalisable assessment of model accuracy. While the
K in K-fold algorithm could be any values between 2 and the number
of samples minus 1, here without the loss of generality, the value of
K is chosen to be 5 to ensure that the populations are of sufficient
size for both the training and testing (validation) phases. This means,
the dataset is partitioned into a ratio of 80% for training and 20% for
validation-testing, and the procedure is applied to all five groups upon
random selection of samples.

2.3. Feature importance

The present study employs a statistical technique to restrict the
inclusion of linear, interaction and quadratic terms in the MLR model,
whereby the corrected AICc is minimised [76].

AIC(M,) = —2log L(M,) + 2k (12)

(2k2 + 2k)
m—k-1)
The logarithm of the likelihood function, denoted as log L(M,), pertains
to the model M,. The variable k represents the number of features
incorporated in the model, while n denotes the size of the sample. This
methodology involves the reduction of the control variables to only
statistically significant ones. Then, the process of feature scaling serves
to ensure comparability of coefficients and enhance interpretability. In
fact, in this case the MLR model feature importance analysis can be
performed via its resulting weights.

Opaque machine learning models necessitate alternative method-
ologies for determining feature ranking, as traditional methods are not

AICc(My) = AIC(M,) + (13)
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applicable [71]. Prior studies have delineated the present Explainable
Artificial Intelligence (XAI) methodologies that are appropriate for
providing post-hoc interpretability for opaque models [84]. The Model-
agnostic XML techniques are not reliant on any specific model and
are intended to have broad applicability, in contrast to Model-specific
techniques. Their operations are solely based on the relationship be-
tween the control and response variables. The present investigation
employs SHapley Additive exPlanations (SHAP) [85] as the method of
choice for identifying feature relevance. Additionally, the study utilises
the capabilities of Partial Dependence Plot (PDP) [86] and Individual
Conditional Expectation (ICE) [87] plots for visualising feature impact.

Lundberg and Lee [85] proposed the SHAP technique, which utilises
game theory-derived Shapley values to provide an explanation for indi-
vidual predictions. The Shapley value can be defined as the mean level
of contribution that a given member provides to the overall value of
the coalition, taking into account all feasible permutations [88]. Given
the requirement of theoretically sampling the coalition values for every
possible feature permutation, the model must undergo an equivalent
number of evaluations. As the number of features increases, there is
a corresponding rise in computational effort. Lundberg and Lee [85]
propose the utilisation of the Shapley Kernel as a means to address the
aforementioned constraint, thereby enabling the estimation of Shapley
values with a significantly reduced number of samples. However, in
our scenario with four input features it is possible to quickly sample
the resulting 64 coalitions. The explanation can be defined as:

M
g =g+ ) ¢,7, a4
j=1

where g is the explanatory model, z’ is the simplified features, M is the
maximum coalition size and ¢; are the Shapley values for a feature j,
included in the following equation.

ISIMAF] —|S]

- 1!
b= |F|! ) [fsupy(xsugiy) — fs(xs)] (15)

SCF\{j}
Following from game theory, in Eq. (15) F is the number of features
used in the model, S is a subset of the features, xg g (;, are the
vector of feature values of the instance to be explained and f(-) is the
value function. The present study is concerned with the use of Shapley
values as a means of quantifying variable importance, which has been
previously demonstrated in research as an alternative to the conven-
tional functional ANOVA approach [89,90]. However, SHAP does not
quantify the significance of a particular feature in the actual world;
rather, it measures the importance of a feature to the model. Therefore,
the process of extrapolating beyond the confines of the given space
is intricate. The SHAP method facilitates the identification of feature
importance, however, it exhibits limitations in terms of visualising the
distribution of feature impacts across the evaluated space. This study
incorporates ICE plots and PDPs to facilitate the visualisation of feature
importance. ICE plots depict a single line per instance, illustrating the
alteration in the instance’s forecast as a feature is modified while the
remaining features remain constant at their observed values [87]. The
use of PDPs enables the assessment of the impact of one or two specific
features on the anticipated outcome of a ML model, while controlling
for the average effect of the remaining features [86]. Mathematically,
they can be expressed as:

PDy (xs) € Ex_[f (x5, X0l = / f (s xeIplxe)dxc 6)

The function f(xg, x) represents the response of a given set of samples,
xg and xc, for the features in Xg and X, respectively. The PDPs
and ICE plots are connected through the evaluation of the response
function f(xg,xc(i)) at xg, which defines each individual line. Ac-
cording to [72], the use of PDPs enables the visualisation of the
feature of interest and response variable are related, thereby facilitating
the identification of whether the relationship is linear, monotonic, or
more intricate in nature. However, the principle of PDPs based on
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Table 3

Technical specifications of the tested cells [94,95].
Manufacturer LG Chem Samsung
Model INR21700-M50T INR21700-50E
Positive electrode Li(NiCoMn)O, Li(NiCoAD)O,

Negative electrode
Size (diameter x length)

Graphite and silicon
21.44 x 70.80 mm 21.25 x 70.80 mm

Weight 69.25 g 69.00 g
Nominal capacity (C,) 4.85 Ah 4.90 Ah
Nominal voltage 3.63V
Charge cutoff voltage 4.2V
Discharge cutoff voltage 25V
Cutoff current 50 mA

averages does not necessarily eliminate the possibility of interference
from interacting variables. This limitation is circumvented by the com-
plementary character of PDPs and ICE plots, which perform optimally
when combined as in the presented research.

3. Experimental study

The experimental configuration employed in this study comprises
a battery cycler (Arbin Instruments LBT22013), Hall effect sensors
(Honeywell SS495A), an external circuit for the 5 V power supply and a
self-constructed cell holder. The experimental setup thermal chamber
(Amerex IC500R) is used to test at varying temperatures, specifically
10 °C, 25 °C, and 40 °C. All measurements are transmitted to a
designated host computer equipped with the MITS Pro software. The
data obtained from an auxiliary measurement system that records sig-
nals from thermocouples and voltage sensors are transmitted through
a Controller Area Network (CAN) communication protocol. Further
details on the Stanford Energy Control Laboratory testing equipment
can be found in [91,92]. The research endeavour is divided into two
distinct segments. The initial focus of the experiment pertains to the
assessment of the distributions of individual cell parameters to iso-
late their contribution to the parallel connection performance and to
identify eventual outliers. The second part is focused on capturing the
performance of the module by developing the experimental setup and
limiting its influence on the results of the DoE campaign.

3.1. Single cells’ characterisation

A total of 40 cells are characterised independently by connecting
them individually to the channels of the battery cycler at its lowest and
most precise range. Two sets of 20 newly manufactured LGM50T and
Samsung50E cells are characterised. The technical specifications of the
tested cells are reported in Table 3. Both LG and Samsung cells utilise
Silicon-doped graphite (SiC) based negative electrodes. The positive
electrode of LG cells consists of Nichel Manganese Cobalt (NMC) 811
oxide, whereas Samsung cells utilise Nichel Cobalt Aluminium (NCA)
oxide as their cathode material. The derivation of cell-to-cell variabil-
ity is carried out to enhance the interpretability of any module-level
imbalance that may arise due to cells’ heterogeneity. The protocol for
measuring capacity involves a charge of Constant Current Constant
Voltage (CC-CV) at a rate of C/3 until a cut-off current of 50 mA is
attained at 4.2 V. This is followed by a Pseudo-OCV discharge at a rate
of C/20 until cut-off at 2.5 V. The procedure for characterising ohmic
resistance involves a subsequent charge with identical properties to the
initial charge, succeeded by discharges at 10% state of charge at a rate
of C/3, and a resting period of one hour to reach a state of equilibrium.
What follows is a Hybrid Pulse Power Characterisation (HPPC) profile,
characterised by a charge/discharge ratio of 0.75 and pulse durations
of 10 s, as per automotive standard [93]. The experiments at the single-
cell level are conducted at a temperature of 23 °C, with results reported
in Table 4.
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Table 4
Single cell campaign capacity and internal resistance measurement results.
Variable Unit NMC NCA

Hy o, Z— (%] oy Z— [%]

Temperature [°C] 23.20 0.47 2.03 23.22 041 1.77
Capacity [Ah] 4.86 0.03 0.68 4.96 0.01 0.28
Ohmic Res. [mQ] 26.95 0.65 241 19.32 0.49 2.53
90% SoC [mQ] 26.74 0.59 2.20 1896 0.38 2.00
80% SoC [mQ] 26.38 0.58 2.19 18.77 0.45 2.42
70% SoC [mQ] 26.30 0.58 2.19 18.71 0.42 2.23
60% SoC [mQ] 26.36 0.58 2.22 18.84 0.44 232
50% SoC [mQ] 26.43 0.61 2.29 18.89 0.45 2.39
40% SoC [mQ] 26.56 0.63 2.35 18.86 0.47 2.47
30% SoC [mQ] 26.82 0.65 2.43 19.14 0.50 2.61
20% SoC [mQ] 27.13 0.68 2.49 19.71 055 2.79
10% SoC [mQ] 29.84 098 3.27 21.97 0.73 3.34

Hall Sensor

Vmod

Thermocouple

Fig. 4. Circuit diagram of the module test bench with implemented sensors locations.

Table 5

Experimental setup contact and interconnection resistances measurement results.
Item u [mQ] o [mQ]
Ry (rutt-pusbar) 5.4¢7 8.18¢™
Ripis(Shum=1 my 1.05 0.08
Rt (Shumi=3 mey 3.02 0.05
Reopmaer 1.21 0.04

3.2. Module-level measurement setup

The experimental campaign required to minimise the impact of
the setup on the current distribution. Initially, the extent of the in-
terconnection resistances of the three busbar types manufactured is
established by measuring via shunt-type resistors the voltage drop
across each segment. Subsequently, the contact resistance amid the cell
poles and the experimental arrangement is evaluated at progressively
elevated levels of pressure. This is achieved by tracking the torque
applied to the bolt-type connections via a dynamometric wrench and
measuring the resulting change in voltage drop and hence resistance
values. The critical aspect that is mapped pertained to the variability
between each of the four contact points, as they are in series with
the cells. The applied torque is chosen to achieve both minimum
contact resistance within the branch and minimum oscillation among
the branches. Table 5 presents a summary of the outcomes obtained
from the mapping of interconnection and contact resistances.

The literature indicates that the performance of the module is
influenced by the positioning of the cells within the string. Conse-
quently, the decisions pertaining to the placement of the aged cell
and the combination of NMC and NCA are approached from a worst-
case scenario standpoint. This means ensuring the largest possible
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contribution to the string performance imbalance. In the DOE at the
“Aged” levels, one old cell is positioned at the farthest distance from
the terminals. The “Mix” level comprises a pair of NCA cells situated in
proximity to the terminals, with the remaining two positions occupied
by NMC cells. Likewise, the decision to utilise the ladder connec-
tion is also undertaken to pinpoint the most unfavourable operational
circumstances for a 4P configuration. The obtained results can be
directly transferred to other architectures, such as the “Z” one, which
are commonly showing lower imbalance levels. The measurement of
current is conducted through the utilisation of Hall effect sensors
that are strategically positioned within the negative pole of every
cell. Fig. 4 presents the electrical circuit diagram of the experimental
setup, including the tracked resistances and the Hall sensors locations.
The Hall sensors are embedded within ferrite rings to facilitate the
transmission of their magnetic field and enhance their signal. The
stability of the signal is achieved by means of connectors’ upward
and downward filters. Before starting the campaign, every Hall sensor
underwent calibration procedures utilising established current values
in order to reconstruct the mapping of voltage and current curves.
The low sensitivity drift of 0.05[%/K] guarantees that there is minimal
interference of temperature in the measurements. The internal circuit
of the cycler is utilised to measure the terminal voltage. Thermocouples
are utilised to measure the temperature of each cell’s middle surface,
in conjunction with an extra sensor to log ambient conditions. The
module-level testing procedure entails a CCCV charging method at a
rate of C/3 until the cut-off current of 50 mA is reached at 4.2 V,
followed by a discharge at a rate of 0.75C.

4. Results and discussion

This section describes the outcomes of the experimental campaigns
conducted and presents the statistical analysis of the variables under
assessment. Initially, the data from the experimental campaign at the
single-cell level is introduced to describe the parameters’ distribution
of the 40 cells. The results of the experimental campaign at the module
level are utilised to train and test three models. Subsequently, the
models are statistically analysed using specific methodologies to obtain
the most influential features affecting the imbalanced performance of
parallel-connected cells. All experimental findings are found in the
associated article in Data in Brief [96].

The experimental campaign on individual cells aims to define the
distribution of internal characteristics of cells once they have exited
the manufacturing process. The 40 observations of nominal capacity
and internal resistance are obtained at an operating temperature of
23 °C and are presented in Fig. 5. As depicted in Fig. 5(a), the pseudo
OCV discharge demonstrates a nominal capacity consistent with the
nominal value declared by the cell manufacturers. NMC cells exhibit
a distribution that is not in line with a normal bell curve. A detailed
analysis of the 20 NMC cells led to the identification of 3 outliers orig-
inating from different batches and thus excluded from the subsequent
campaign. The reasoning regarding NCA cells is diverse, as they are
normally split around the mean. As stated in Table 4, the ratio between
the standard deviation and the mean of NMC cells is approximately
twice that of NCA cells. The distributions of cell parameters in terms of
internal resistance are more uniform. The average internal resistance of
NCA cells is approximately two-thirds that of NMC cells. The increase
in standard deviation is significant as the SoC decreases. The impact
of this phenomenon on the performance of parallel strings at low SoC
may serve as a basis for future investigations.

By characterising the available cells population it is possible to
carry more information on the causes of imbalances when scaling up
to module level for the second experimental campaign. DoE approach
results enable the derivation of multivariate linear equations describing
the tested space. These equations can then be displayed via contour
plots, as in the case of Fig. 6 including three out of the eight response
variables of the MLR model, namely o1g,,,., 6Tys.4,, and TT S B. The x
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Pseudo Open Circuit Voltage C/20: NMC vs NCA
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35 fb) Cell Ohmic Resistance (R,): NMC vs NCA
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. (a) Pseudo OCV curves of the fresh 40 cells under C/20 discharge test procedure. (b) Boxplot of cells internal resistances at 10% SoC intervals.
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Fig. 6. Contour plots derived from the multivariate linear models simulated space for (a) oI, (b) 6Ty,,,, (¢) TTSB. The horizontal and vertical axes of individual contour
plots are the interconnection resistance and the test temperature, respectively. The columns of each group of six contour plots have new and aged cells configurations, respectively,

while the rows differ upon chemistry (NMC, NCA, Mix).
article.)

and y axes of the subgraphs stand for the interconnection resistance and
test temperature, respectively. The columns indicate instances where
all four cells are new or one of them is aged. The rows comprise
NCA, NMC, and NCA-NMC mixed chemistry tests, from top to bottom.
Contour plots are found to be effective in providing information on
the variation of response variables depending on control variables and
in classifying features according to their importance. A common trend
observed in all three graphs is that as the interconnection resistance
increases, the performance of the cells connected in parallel deterio-
rates. These performances can be classified into four main categories.
The main categories considered in the response variables are current
imbalances, SoC, temperature, and lengthening of the TTSB. In the case
of Fig. 6(a), an imbalanced performance implies that the four cells
do not exhibit an equal level of current flow. As the interconnection
resistance increases, the o/, rises as well, up to over 300 mA in the
worst case scenario. It is evident that while temperature has a minimal
impact on individual NCA and NMC cells, it plays a dominant role in the
case of combinations of cells with different chemistries. In the bottom
row of Fig. 6(a), diagonal lines are observed, indicating an almost equal
relevance between interconnection resistance and operating tempera-
ture. As the temperature increases, it is observed that the initial current
distribution deteriorates, suggesting a decreasing equilibrium between
the current of each cell. If the operating temperature is raised from
10 °C to 40 °C, there is a resulting difference of 70 mA at a constant

(For interpretation of the references to colour in this figure legend, the reader is referred to the web version of this

interconnection resistance. If an aged cell is inserted, the current on
the other cells is negatively affected. The discussion regarding the
6T p\rean in Fig. 6(b) differs. The operating temperature assumes a more
significant role. The relationship between the operating temperature
and interconnection resistance is non-linear and exhibits curvature.
As the operating temperature increases, the cells operate under more
uniform conditions. The reduction of the gradient can reach 0.1 °C
in cases of interconnection resistance of 1 mQ, up to 0.2 °C in the
case of 3 mQ at the tested operating temperature extremes. The NMC
and NCA cells exhibit similar and comparable characteristics under the
tested conditions. The oscillation range of the gradient is in the order
of 0.1-0.6 °C for both, as the inputs vary. If the two chemistries are
mixed, the temperature difference between the cells increases to over
0.7 °C. Although the introduction of an aged cell does not significantly
impact the temperature distribution in the case of single chemistry,
this changes when multiple chemistries are mixed. In such cases, the
average temperature gradient increases significantly, and the gradient
range reaches 0.35-0.75 °C. Fig. 6(c) illustrates a significant curvature
of the TTSB between interconnection resistance and operating temper-
ature. It can be observed that the latter two control variables have
the greatest influence on TTSB, with ageing and cell mixture playing
a less significant role. The TTSB exhibits oscillations ranging from a
minimum of 10 s at high operating temperatures and in the absence of
interconnection resistance to a maximum of over 1200 s upon insertion
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Table 6
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Multivariate linear regression model equations with 3 most influencing f coefficients underlined (1st, 2nd, 3rd) and resulting R? values.

Multivariate linear regression models

§ =By + pChemy, + §,Chem,,;y + f;Ageing + Sy R, + BT, + ﬂ(yR%m + ;T

2

+ psChemy, - Ageing + f;Chem,,, - Ageing

amb
+pioChemyc - T,y + 11 Chemy py - T, + BioAgeing - Ry, + f13A8€ing - Ty + Bra Ry * Ty an

Response variable f B b, b A Ps Bs By

%0 Iggagt 1] 0153  -0.002 0.044 0014  0.098  0.020 - -

%0 Iia [-] 0.041  —0,014 0021 0005 0020  0.003 0.005 -

%0 Igng [-] 0151  —0.003 0032  0.009 0.098  0.025 - -

AS0Cy0y [%] 9.430  —0795 2600  0.659 6764  0.807 1.093 -

AS0Cgq [%] 2648 0939 0981 0287 1402  -0.683  1.384 -

ATMe () 0147 - - 0313 0477  -0941 - 0.552

oTyenn [-] 0.384  —0.052 0089 0030 0171  -0.051 - z

TTSB [-] 318.575 58.834 -42.268 82158 359.093 -210.082 —135.242 86.642

Response variable fi By Bio b Bia B3 By R

%0 Tsare [ 0.018  -0.010 -0.005 0.020 - 0.005 - 0.93

%6 g [~] - - - - - - 0.003 0.91

%0 Igng [—] 0.016 -0.008 -0.005 0.018 - - 0.015 0.90

AS0Cyp,y [%] 0.729 -0.439 - - - 0.498 - 0.97

AS0oCgpg [%] - - 0.328 -0.651 - 0.551 -0.478 0.78

AT [ - - - - - -0247 - 0.61

0 Tyjean [-] - - - - - - _0055 0.67

TTSB [—] - - —55.121 82.870 43.473 —46.775 —107.180 0.94

of an aged cell. The combination of NMC and NCA cells in parallel is
confirmed to be possible. Nevertheless, a detrimental effect on current
and temperature distribution is noted. This is mainly attributable to
the different internal characteristics of the two cell typologies. Despite
the discharge capacity difference being in the order of 2%, the internal
resistance of the NCA cells is 30% lower than the NMC ones. This
results in added heterogeneity when cells are connected in parallel.
Similarly, the inclusion of an aged cell negatively impacts the balance
between the cells. The lower discharge capacity and higher internal
resistance of the inserted cell increase load and temperature differences.
The influence on the TTSB is instead minimal. The linearity or non-
linearity of the input-output relationship is maintained even when
different chemistries and an aged cell are inserted in the string.
Although the type of graph presented in Fig. 6 assists in qual-
itatively interpreting the obtained results and provides information
on the potential impacts of control variables, a quantitative method
is necessary. For this purpose, the fundamental equations underlying
these graphs are analysed through coefficient normalisation. It is then
possible to directly compare the impact that the variation of each
individual control variable has on the response variables. By applying
the Akaike method, the number of control variables can be restricted
to only those that are statistically significant. Although not within the
scope of this article, equations can be utilised for future optimisation
studies. The underlining system included in Table 6 help visualising, for
each response variable, the three most relevant control variables. The
control variables under consideration are multiplied by 14 coefficients,
to which the intercept is added. These 14 coefficients are composed
of linear, quadratic, and interaction factors. The chemistry features are
divided into two distinct categories, namely Chemyc, and Chemy;,.
This is necessary because, given the three levels in the DoE (NCA, NMC,
NCA-NMC mix), the MLR model treats this scenario as two binary pairs.
It is immediately evident that interconnection resistance is the most im-
pactful factor for the examined response variables. Both the initial and
final current distribution are significantly dependent on the chemistry
and its combinations. In the case of ¢1,,,,,, chemistry once again plays a
significant role. Subsequently, it is further explored as to how chemistry
and ageing can be attributed to the internal characteristics of cells.
This makes the trends of the models more comprehensible by replacing
categorical variables with numerical ones. Regarding the maximum
and final difference in cells’ SoC, the interconnection resistance and
its square, as well as the inclusion of different chemistries, play a
primary role. The performance of the obtained models is generally

10

good, with five out of the eight response variables presenting a R?> of
0.9 in an 80/20 train/test split. The predictive models for temperature
have yielded less satisfactory results. This is mainly attributable to the
measurement uncertainty of the temperature itself, with the thermocou-
ples implemented being limited in tracking the minimal temperature
variations under the considered 0.75C discharge conditions. However,
it is possible to infer from the equations that the interconnection
resistance, operating temperature and its square affect both the net
surface temperature increase and its gradient between the cells. Finally,
the TTSB can be primarily attributed to interconnection resistance, its
square and operating temperature.

As briefly mentioned in the preceding paragraph, it is challenging to
linearise categorical variables. An analysis is conducted to investigate
the potential association between categorical variables of chemistry
and ageing with numerical variables of internal resistance and nominal
capacity. This is physically justified by the evolution of cells over
time. As SoH deteriorates, internal resistance inevitably increases and
the amount of exchangeable energy decreases. A linear model with
internal resistance and capacitance has been proposed as an alternative
to ageing and chemistry variables for control purposes. The correlations
observed between AR, AC,, chemistry, and ageing are consistent with
the cells physics. To prevent potential correlations between 4R, and
AC, that may affect the models, it is ensured that the statistical value of
Variance Inflation Factor (VIF) is always less than 5 [97]. To determine
the VIF value, a regression analysis is conducted on the remaining
variables included in the model to predict the variable of interest. A
high VIF indicates a high coefficient of determination (R?) for the given
correlation. In essence, if a change in the independent variable has
an impact, the effect can already be captured by the other variables
included in the model, as their linear combination can approximately
account for it. It is important to limit correlations among the control
variables concerning the PDP plots that are presented at the end of this
section. By replacing categorical variables with numerical variables, it
is possible to obtain a greater level of detail regarding the variation in
the space of control variables, as they are no longer limited to two or
three levels.

Figs. 7, 8, 9 present contour plots resulting from the linear model
for TTSB. The x and y axes are replaced by the new control variables
ARy and AC,,. The columns indicate the three levels of interconnection
resistance, while the rows represent the test temperatures. Contour
plots are constrained by the observations obtained in the tests. Thus,
extrapolations beyond the tested conditions are not accounted for to
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Fig. 7. Contour plots derived from the multivariate linear regression model simulated
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Fig. 8. Contour plots derived from the Neural Network model simulated space for
TTSB.

enhance the level of reliability of the presented information. The same
control variables are employed for training and validation of the two
machine learning models. These are MLP neural networks for Fig. 8
and Random Forest for Fig. 9. The distinction between the conventional
linear models previously discussed and ML models lies in their inter-
pretability. It is evident from Figs. 8 and 9 that the two ML models are
more influenced by the dataset used. This is evident by the islands that
form in the NN and by the square contours resulting from the Random
Forest. If the purpose of this article had solely been to predict the
performance of parallel cells, it would not have made a difference. The
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Fig. 9. Contour plots derived from the Random Forest model simulated space for TTSB.

Table 7
Evaluated 5-fold cross-validation models performance mean values and standard
deviations.

Response variable Model mean (Std) R?

MLR NN RF
Ly 0.91(0.03) 0.90(0.13) 0.90(0.04)
oLy 0.73(0.19) 0.74(0.13) 0.89(0.05)
olgg 0.86(0.08) 0.90(0.04) 0.85(0.16)
AS0Cyyay 0.91(0.04) 0.87(0.14) 0.93(0.02)
ASoCy,, 0.47(0.24) 0.59(0.73) 0.53(0.11)
ATMex 0.43(0.25) 0.70(0.60) 0.46(0.27)
Trtom 0.49(0.23) 0.56(0.28) 0.55(0.43)
TTSB 0.73(0.19) 0.65(0.20) 0.66(0.13)

predictive performances of the three models are reported in Table 7,
which do not significantly differ from each other. An algorithm of
K-fold validation is applied. This presents a more stringent scenario
than a classic train/test 80-20 split. Table 7 presents the R? results as
the average of 50 simulations for more reliable conclusions, with the
corresponding standard deviation reported in brackets. The standard
deviation is significant as it indicates the stability of the outcome when
varying the underlying data sets. It emerges that for those variable
responses such as temperature and final SoC variation, not only is
the absolute predictive performance limited, but also its repeatability.
In line with the objective of shedding light on the most significant
factors leading to the imbalanced performance of parallel cells, it is
necessary to conduct a more in-depth investigation of the features
under consideration.

As machine learning models lack equations that are directly in-
terpretable, methods of explainable machine learning are increasingly
gaining interest within the scientific community. Even in the case of
this study, where only four control variables are considered, the effec-
tiveness of these methods can be observed. The first applied method is
the SHAP technique. The SHAP analyses of the eight response variables
conducted for the random forest model are presented in Fig. 10. Similar
results are obtained using the NN model, which are not reported for
the sake of brevity. The SHAP approach enables the creation of a
ranking of the most important features and estimation of the impact
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of control variables relative to the mean. The SHAP value is expressed
in the same unit of measurement as the response variable. Similarly to
linear models, in this case, the interconnection resistance is found to
be the primary factor influencing parallel strings performance, except
for AT 1{‘,”:". Fig. 10(g) illustrates how the increase in cell tempera-
ture is inversely affected by the operating temperature. This can be
attributed to the fact that the lower the operating temperature, the
higher the increase during discharge due to increased ohmic losses.
The internal resistance of the cell is known to be a function of the
operating temperature. The remaining three positions in the feature
ranking vary depending on the considered response. It is noteworthy
that in Fig. 10(b), the o1, is strongly influenced by the AC,. It
can be inferred that the difference in nominal capacity between cells
affects the current distribution during the central phase of discharge.
The variation of internal resistance at the beginning and end of the
discharge has a greater effect, as depicted in Fig. 10(a) and (c). The
operating temperature also plays a significant role in the TTSB depicted
in Fig. 10(h). The lower the operating temperature, the longer the
self-balance currents persist after discharge. The interpretation of the
difference in SoC in Fig. 10(e) and (f) is more complicated. Given the
model’s greater stability in terms of 4S0C),,, performance predictions
compared to ASoCp,,, it can be assumed with greater confidence that
ARy has an impact on the peak difference in SoC. In contrast, Fig. 10(f)
does not provide a clearly defined ordering of the attributes. Both the
control parameter variations that uniformly contribute to the response
as well as the model’s inability to predict the response with certainty
might have an influence. For ¢T),,,, in Fig. 10(h) it can be inferred that
interconnection resistance plays a primary role, but it is more difficult
to isolate the impact that results from the other control variables.

12

Despite being effective in providing a ranking of controllable vari-
ables, SHAP analysis does not provide information on how their impact
is distributed spatially. The PDP and ICE graphics are proposed to
fill this gap and further raise the level of interpretability of the mod-
els. These two approaches are complementary. The PDP graphics are
created by executing the ICE graphic’s average. One drawback of
PDP plots is that they only display the median of marginal effects.
A straight line results if half of the data have a positive relationship
to the response variable and half do not. The ICE plots inform on
the potential heterogeneous effects and are included to overcome this
restriction. The ICE and PDP plots are shown in Fig. 11 for both the
NN model and the Random Forest. Five of the eight response variables
are reported. The distribution of initial and final current, maximum
and final SoC variation, ATI{}”Z ¢ and 6T),,, are two-by-two correlated.
Only the trends of the remaining five responses are being reported
for simplicity. The angular coefficient of curves provides information
similar to that provided by the linear model’s normalised coefficients.
As a result, it emerges that the interconnection resistance, following
earlier analyses, is the most significant since it results in a greater
angular coefficient. Every response variable increases as a result of
its rise. The transformation of the previously shown variables is what
causes the larger granularity of the AR, and AC,. The discussion is
different concerning temperature and interconnection resistance, both
of which have three levels per the DoE configuration. The increase in
the number of observations for the AR, and the AC, has an impact on
the ICE graphics, which change depending on the value of the features.
The PDP graphics are naturally less susceptible to these variations and
may provide better trend information. The two ML models draw conclu-
sions dealing similarly with the control variables. As predicted in the
SHAP analysis, while addressing o1,,;,, the AC, plays a primary role
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together with the interconnection resistance, as shown in Fig. 11(b).
When it comes to the o/g,,, in Fig. 11(a), however, the AC, and the
operating temperature have secondary roles, with the interconnection
resistance and the AR, playing the most significant ones. In the case
of NN, there is a strong linear relationship between AR, and ¢1,,,,. In
the case of Random Forest, there is a tendency to see increases only
in values of AR, close to the median. This pattern is repeated for the
ASoCy,, in Fig. 11(c). The x-axis displays normalised values when
feature scaling is used before applying the models. This makes a direct
comparison between the controllable variables possible. This kind of
analysis is useful when trying to determine not only which variables
are most significant but also if their effects change as a function of
their values. It is difficult to fully understand the partial dependency
of 6Tyeq, ON AR\ and AC, in Fig. 11(d) in the case of Random Forest.
Oscillations over the whole space might indicate a clear susceptibility
to the underlying dataset. Finally, the TTSB is directly correlated with
interconnection resistance in Fig. 11(e) and inversely correlated with
exercise temperature.

It is possible to obtain a graphic for each controllable variable.
PDP and ICE plots provide information on the impact of each feature
included in the analysis. However, there is no information on how these
entities interact. A limitation of 1D PDPs is the requirement for control
variables to be independent to be effective. To incorporate the interac-
tion between control variables, it is possible to utilise two-dimensional
PDP graphs. As depicted in Fig. 12, these graphs bear resemblance
to the contour plots presented in Fig. 6. Nevertheless, they differ in
that they do not directly present the response variables, but rather the
marginal effect that the two features have on the predicted response.
The x and y axes represent the control variables under investigation,
while the colours represent the marginal variation of the response.
Not only the colour but also the curvatures provide insight into the
relationships among the features. Similarly to one-dimensional PDPs,
five response variables are reported for two-dimensional PDPs. The five
responses include eight plots each. The first row of the eight images is
derived from Random Forest models, while the second one is generated
from NN models. The first three columns show the relationship between
the most significant control variable derived from the SHAP analysis
and the second, third and fourth one, respectively. The last column
depicts the interaction between the second and third-ranked control
variables. The x and y axes are constrained to values between —1 and
1 as the features are normalised. Both models are capable of creating
nonlinear relationships between the control variables. This adds value
in particularly complicated situations, like the one being discussed. The
Random Forest model tends to have a squared structure, which suggests
that they may be more prone to overfitting. The NNs provide a more un-
derstandable topology. Their curves indicate first-order and quadratic
interactions between the control variables. For instance, in the case of
o1y, in Fig. 12(b), the relationship between interconnection resistance
and AC, exhibits a strong curvature. This implies that the higher the
variation in nominal capacity, the lower the impact of interconnection
resistance. At low levels of nominal capacity variation, the impact of
interconnection resistance is predominant in vice versa. Similarly, the
same reasoning can be applied to AR, when compared to interconnec-
tion resistance. The behaviour of the Random Forest model in this case
is more challenging to interpret. The surfaces and demarcation lines
exhibit rapid and non-uniform variations. These results appear to be
squared again, thereby limiting the interpretability of the relationships
among the control variables. The combined behaviour of the control
variables concerning o/, in Fig. 12(a) is more linear. An exception
arises in the relationship between interconnection resistance and 4R,
in the case of Random Forest, which exhibits singularity towards the
mean value. Fig. 12(c) displays a curvature in the relationship between
interconnection resistance, 4R, and AC, in ASoC,,,,, highlighting a
non-linear contribution from the combination of control variables. The
curvature between temperature and interconnection resistance is not
immediately evident, with the latter being predominant, especially at
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high levels. A minimum is observed towards the average values for both
AR, and AC, in relation to interconnection resistance. This peculiarity
is also present in random forests, which however lose the curvature
of NNs and exhibit a strong non-linearity in the shape of an “S”. This
implies that for values above the average of AR, the ASoC,,,, is higher
than for values below the average, given the same interconnection
resistance. The 2D PDP in Fig. 12(d) shows strong oscillations for
the Random Forest model employed in predicting o7T);,,,, thereby
constraining its interpretability. In such cases, it is recommended to
refer to the NN, whose curvatures are more easily identifiable. The
relationships between the control variables for the TTSB in Fig. 12(e)
are more linear. The interaction between interconnection resistance
and temperature appears to be balanced, confirming previous analyses.
The impact of AR, and AC, on the response is limited. The worst condi-
tion occurs under low temperatures and high levels of interconnection
resistance. Conversely, the minimum duration for which self-balance
currents persists after discharge is at high temperatures with minimum
levels of interconnection resistance.

Via these graphs, it is possible to understand whether the ML
model utilises linear, monotonic, or non-linear relationships between
the control and response variables. In the investigated scenario, the
relationships appear to be minimally non-linear. In such cases, a linear
model may already be sufficient in predicting both the responses and
the importance of the considered features. However, the value of the
proposed methodology lies in its independence from the considered
data. This assumes additionally greater value in applications where
a strong non-linearity is present. Besides, PDP and ICE plots inform
about whether the number of observations is adequate or not. In the
case of linear relationships, a reduction of the levels of the DoE is
possible, with advantages in terms of time and resources. When non-
linear relationships emerge, a higher number of observations might
instead be required. The management of the experimental space ex-
tension is critical in scenarios where the investigated system is costly
or the resources available are limited, as in the case of single cells
to modules/pack scalability studies. The main advantage of adding
ML models to the tools available in feature importance analysis re-
sides in their capability to capture highly non-linear relationships. The
application of XML techniques reduces the distance between ML and
traditional methods’ interpretability, adding a valuable tool towards
battery research advancements.

4.1. Limitations and further work

Some limitations emerge from this study. The PDP plots rely on
the independence of features. In reality, it is not always possible to
ensure this behaviour. Alternative solutions are the Principal Compo-
nent Analysis (PCA). Nevertheless, the feature transformation would
not allow a straight identification of the variables included in the
DoE. Despite the effort of limiting and tracking any experimental
setup influence, parallel-connected cells are particularly sensitive to the
connections. Industry-level busbars do not present bolted connections,
with soldering being the selected solution. The results of this study are
still relevant in these applications, but the impact of the interconnection
resistance is expected to be lower due to its lower absolute value. The
methodology is data agnostic in nature but ML models hyperparameters
tuning is not. Adequate tuning needs to be considered when applying
the methodology to other scenarios.

This article shed light on single cells and module-level features
influencing the imbalanced performance of strings. Future work is
still required to extend the investigated space to further input and
output variables. These could include different architectures (Z, mixed),
chemistries (LFP, LMO), form factors (18650, 4650, pouch) and loads
(real-world cycles). While the presented study focused on a fixed C-
rate during the experimental design, it is acknowledged that variations
in C-rate can significantly influence cells’ behaviour. Future investi-
gations could benefit from incorporating the C-rate as an additional
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independent variable to enhance the generalisability of the findings
across various operating conditions. The heterogeneities included in
this paper are of a performance nature. The implications that the
protraction of imbalances can have on the cells’ ageing evolution is
an important perspective still missing a unified understanding in the

literature. Coherently, their influence on SoH distribution evolution and
ageing rate is subject to future investigation. The prediction ability
emerging from the evaluated models can be leveraged to reduce the
number of experiments in future studies. The performed full-factorial
DoE includes an I-optimal design in its first 30 runs. The comparison
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of the prediction ability with a subset of the data can allow test number
reduction in costly and resource-intensive conditions. When scaling
from single cells to packs, it is not possible to maintain the same testing
approach and extent due to the capital costs involved. The proposed so-
lution can reduce the investigation space and future work is required to
demonstrate the potential, especially in resource-intensive campaigns
such as ageing ones. Last, the set of equations generated by the MLR
model can be leveraged for optimisation purposes. Busbar and cooling
design, manufacturing quality control and cells’ second-life suitability
selection are fields with high applicability potential for future studies.
Besides, the collected experimental data will be play a twofold role
in future activities. Namely, enabling the development of data-driven
methodologies for parallel string performance prediction and providing
validation datasets for module-level modelling formulations.

5. Conclusions

In this paper the impact of cell and module-level properties on
the performance of parallel connected strings is experimentally inves-
tigated. Increasing the level of understanding of the most important
features influencing the heterogeneity propagation inside the mod-
ules/packs is crucial to limiting the phenomenon. A methodology com-
bining well-established non-invasive single-cell characterisation tests
with data-driven modelling tools is proposed.

Two batches of twenty new NMC and NCA cells are first charac-
terised to identify out-of-manufacture internal resistance and capacity
distributions. The NCA cells’ discharge capacity is normally distributed
around the mean. Some NMC cells are categorised as outliers, oth-
erwise causing a deviation in the distribution of the fresh batch and
subsequently to the module-level tests. The standard deviation across
cells is found to be a function of the SoC. Not only the absolute value
of the internal resistance but also its standard deviation increases at
low SoC. A larger dispersion of properties worsens the performance
homogeneity of parallel strings. Coherently, investigating the parallel
strings’ heterogeneity as a function of SoC could be of relevant interest
and left for future investigation.

A 54-test condition full-factorial DoE campaign is conducted on
four ladder-parallel connected modules to consider all components
independently and thereby discern their influence. The experiments
inform about how the cells’ current, State of Charge and temperature
distributions and time to self-balance under 0.75C constant current
discharge loads are affected by interconnection resistance, operating
temperature, different chemistry combination and ageing. The most
influential elements in modules’ unbalanced performance are identi-
fied. The experimental results are used to create a multivariate linear
regression model that links the most important control factors to the
chosen response variables. Explainable machine learning techniques are
compared with conventional linear regression analysis. Multi-layer per-
ceptron neural networks and random forest machine learning models
are trained and tested to get alternative information to multiple linear
regression, outlining their benefits and drawbacks. The key findings can
be summarised as follows:

I. The DoE statistical analysis results underline that combin-
ing NMC and NCA cells in parallel is possible. Nevertheless,
an added level of attention needs to be put into the manage-
ment of the system due to generally increasing performance
inhomogeneities. The current deviation across the cells doubles
when compared to the single chemistry condition. Temperature
gradients increase, while the TTSB is not particularly influenced
by their combination.

II. Introducing an aged cell in the string worsens the homo-
geneity of the cells’ heterogeneous performance. The operat-
ing temperature impact on the imbalances increases, suggesting
more focus on the thermal management might be required in
this case. Although heterogeneities get worse, the trends are not
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strongly impacted. Linear and non-linear relationships between
control and response variables are maintained with and without
an aged cell insertion in the string.

The combination of novel XML techniques and established
statistical analysis allows unravelling features contribution
to parallel cells performance. According to the results, the
interconnection resistance is the most relevant contributor to
strings’ heterogeneous performance. In the first and middle
phases of the discharge, the distributions of internal resistance
and capacity impact the load imbalance across the cells, re-
spectively. Increasing the operating temperature negatively in-
fluences the temperature gradient in the string. To mitigate
self-balancing currents after the discharge, adequate busbar
design and thermal management are fundamental.

In all but temperature-sensed responses and TTSB, linear
models are a sufficient solution for their simplicity and
optimisation potential. The relationship between control and
response variables appears generally linear, with the exceptions
being the aforementioned responses. Nevertheless, the applica-
tion of XML techniques reduces the interpretation complexity of
ML models and underlines their potential, especially for cases
when non-linearities are dominant. PDP and ICE plots show that
in linear regions, few levels are sufficient. Conversely, a finer
resolution is necessary to represent non-linear dependencies as
TTSB.

III.

Iv.

It has been shown that in the evaluated cases traditional linear
regression and machine learning models show similar prediction per-
formance. All the models have a R? value above 0.9, with the 4S0Cp,,
and the temperature-related signals being exceptions. The range of R*
is from 0.74 up to 0.98 for the remaining responses. Despite having
a good performance, machine learning models confirm their inter-
pretability limitations. Islands-type and squared surfaces emerge for
neural network and random forest responses, respectively. Apart from
being a symptom of dataset dependency, it is difficult to directly
interpret how the models are dealing with the control variables in these
areas. Therefore, XML techniques showcase their potential is over-
coming this limitation. The three techniques have their peculiarities,
with SHAP being strong in ranking the features, 1D PDP and ICE in
explaining the spatial distribution of control-response relationships and
2D PDP in unveiling eventual interactions.
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Appendix A. Notes on the selected ML models

In situations where comprehensibility is crucial Decision Tree (DT)
are commonly selected thanks to their adequate levels of model in-
terpretability. However, they have a tendency to overfit, resulting in
inadequate generalisation. The Random Forest (RF) algorithm was orig-
inally introduced as a means of enhancing the precision of individual
DT. This is achieved by aggregation of several trees to enhance the
generalisation of the model and thereby resulting in improved perfor-
mance [86]. To accomplish this, a distinct tree is trained on a specific
subset of the training dataset, capturing diverse features of the data
distribution, to acquire a combined forecast. This methodology yields
highly precise models [98]. In contrast to DT, which RF shares funda-
mental principles with, RF models lack transparency and are therefore
challenging to interpret. XML techniques are gaining increasing interest
as a solution to aid in the comprehension of models’ decisions.

The selection of the Multi-Layer Perceptron (MLP) as NN method
for regression is attributed to its high precision and ability to effectively
manage complex and non-linear datasets, despite being the most basic
and low computational intensive NN approach with fully connected lay-
ers. MLP NN, from a technical perspective, is constructed by arranging
layers of nodes that link the input features to the target variable se-
quentially. It can be observed that every individual node situated in an
intermediate layer undertakes the task of gathering and consolidating
the outputs generated by the preceding layer. Subsequently, the node
generates an output of its own by subjecting the consolidated value
to an activation function. These aforementioned values are transmitted
to the next layer(s) until the final output layer is attained. The back-
propagation technique is utilised in the MLP algorithm to optimise the
interneuron weights and enhance the precision of the model. In relation
to the scope of this study, it is noteworthy that the MLP algorithm
carries out feature selection during the training phase. This results in
the exclusion of non-contributing variables during model generation,
thereby simplifying feature ranking.

While the paper does not delve into determining the ideal model for
the dataset at hand, optimising hyperparameters is crucial in enhancing
the accuracy of the ML models and consequently, the efficacy of the fea-
tures associated with the responses. A Random Search (RS) technique is
employed to decrease the search space without exhaustively evaluating
all feasible hyperparameter combinations. After, a Grid Search (GS)
algorithm is employed to identify the most favourable parameters for
all the response variables that are incorporated. The optimisation of
hyperparameters does not apply to MLR models, whose equations are
not tuneable apart from the feature engineering steps explained above.
This reduced design freedom, combined with their simplicity and ease
of implementation, made MLR the main approach for DoE statistical
analysis.

Supplementary information

The experimental data of this study will be published in Data in
Brief [96]. Please contact the authors for further information. The de-
tails of the hyperparameter optimisation range for the machine learning
models are presented below to ensure transparency and replicability
of the contents of the study. The laboratory data management and
extraction of response variables are conducted in MATLAB 2022b.
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The Stat-Ease Design Expert 22.0.2 software is employed to develop
the multivariate linear model and analyse the importance of the DoE
features. The training, validation of ML models, and feature analysis
via XML are carried out using Python3.

» Multi-Layer Perceptron Neural Network : Hidden layer size
[(50,50,50), (50,100,50), (100,)], Activation = [tanh relu], Solver
= [sgd adam], Alpha = [0.0001, 0.1], Learning rate = [constant
adaptive]

Random Forest: Number of estimators: [50 1000], Bootstrap =
[True False], Minimum samples split = [2 3], Minimum samples
leaf = [1 3], Criterion = [Squared error]
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