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1. State of the Art: Introduction

1.1. Introduction

The battery research field is vast and flour-
ishing, with an increasing number of sci-
entific studies being published year after 
year, and this is paired with more and more 
different applications relying on batteries 
coming onto the market (electric vehicles, 
drones, medical implants, etc.). The large 
interest arises from the fact that quality 
and performance of rechargeable batteries 
(and primarily lithium ion batteries) have 
increased in the latest years while at the 
same time the prize has decreased dra-
matically.[1] “Batteries are a key enabler for 
European competitiveness and decarboni-
zation” as stated in the strategic agenda of 
the European Battery Partnership[2] and will 
be one necessary tool to make Europe “fit 
for 55 within 2030.”[3]

The development of new batteries has historically been achieved 
through discovery and development cycles based on the intuition of the 
researcher, followed by experimental trial and error—often helped along 
by serendipitous breakthroughs. Meanwhile, it is evident that new strate-
gies are needed to master the ever-growing complexity in the develop-
ment of battery systems, and to fast-track the transfer of findings from the 
laboratory into commercially viable products. This review gives an over-
view over the future needs and the current state-of-the art of five research 
pillars of the European Large-Scale Research Initiative BATTERY 2030+, 
namely 1) Battery Interface Genome in combination with a Materials 
Acceleration Platform (BIG-MAP), progress toward the development of 
2) self-healing battery materials, and methods for operando, 3) sensing to 
monitor battery health. These subjects are complemented by an overview 
over current and up-coming strategies to optimize 4) manufacturability 
of batteries and efforts toward development of a circular battery economy 
through implementation of 5) recyclability aspects in the design of the 
battery.
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The questions that need to be answered to allow the expecta-
tions on the batteries of the future to become reality are many. 
What battery chemistries are we to expect in the future? Will 
enough raw materials be available to realize a battery-based true 
decarbonization of our society? Will recycling be sufficiently 
efficient to recover most of the components of a battery cell? 
Will battery manufacturing processes be sustainable enough 
not to counteract the introduction of more batteries?

The purpose of this paper is to define the state of the art of 
necessary future battery research fields which can, at least partly, 
support the answers to these questions. These fields are selected 
to directly match and form the platform for the vision described 
in the long-term research-oriented Battery 2030+ roadmap.[4] This 
roadmap has a “chemistry neutral” stance which is employed for 
the design of long-term ideas well beyond 2030, with clear expec-
tations on what to achieve and what actions and measures are 
needed to reinvent the way we invent the batteries of the future 
(a scientifically deeper roadmap by Kristina Edström et  al. is 
published separately in this special issue). Battery 2030+ is the 
“European large-scale research initiative for future battery tech-
nologies”[4] with an approach focusing on the most critical steps 
that can enable the acceleration of the findings of new materials 

and battery concepts, the introduction of smart functionalities 
directly into battery cells and all different parts always including 
ideas for stimulating long-term research on sustainable manufac-
turing and recycling. This will be reflected in the different chap-
ters within the paper.

1.2. History

Electrochemical energy storage has become an increasingly 
important and growing topic which started already in the 18th 
century, when Alessandro Volta built his “pile” consisting of 
alternating cathode and anode layers, separated by a tissue and 
connected by an electrolyte. While the original aim of Volta was 
to perform biological experiments rather than energy storage, the 
basic setup of the pile is still the template for any modern battery.

Driven by the technical progress and the development 
of electrical applications in the 19th and 20th century, elec-
trical power sources moved more and more into the focus of 
research and a series of rechargeable (i.e., “secondary”) and 
non-rechargeable (i.e., “primary”) batteries was developed, see 
Figure 1. Among these, the lead-acid battery was a major and 
successful breakthrough. Still today, the Pb-acid battery holds 
a major share on the battery market. Already 150 years ago, it 
enabled the first electric vehicles which dominated the market 
long before the combustion engines led to a technology change 
after having sufficiently improved in the early 20th century.

With the technological progress and the diversification of 
electronic and mechanical applications in the second half of 
the 20th century the demand rose for batteries in consumer 
applications with longer operation times, smaller size, lighter 
weight, rechargeability, high safety and low cost. In turn, this 
has inspired chemists, physicists, materials scientists and engi-
neers to develop new designs and new concepts of batteries 
which can satisfy these demands and offer viable solutions.

Since the 1960s, the so far most successful type of batteries 
is under development: rechargeable batteries which are based 
on lithium ions as internal charge carriers.[6,7] The first Li-
batteries used metallic lithium in the anode, together with a 
liquid electrolyte—a concept which has later been dropped for 
safety reasons.[6,7] Therefore, since the late 1980s, the Li metal 
has been replaced by graphite, which can safely intercalate and 
de-intercalate Li ions (i.e., the “Li-ion battery”), see also Figure 2. 
However, the Li is diluted by a factor of 10 by this means, which 
leads to a considerable lowering of the energy density of the bat-
tery. Considerable improvements were made on the cathode side. 
First electrodes were based on layered compounds such as TiS2,[8] 
which intercalate Li ions at comparably low potential (≈2  V vs  
Li/Li+) and offered only moderate storage capacities. A major 
advance was realized by switching to layered transition metal 
oxides such as CoO2

[9,10] which, due to the stronger interaction 
of the oxidic groups to lithium and the higher packing density 
enabled both higher potential and higher storage capacity of the 
cathode. Thus, the first commercial Li ion battery was built and 
sold by SONY in the early 1990s. Since its market introduction, 
the Li-ion battery has increased its energy density by a factor 
of three to four while the prize has dropped by a factor of 18, 
including a 90% drop in the last 10 years.[1] A series of efforts 
is underway worldwide to further increase the performance by 
developing better storage materials, electrolytes, and cell concepts.
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Figure 2.  Milestone discoveries that shaped the modern lithium-ion batteries. The development of a) anode materials including lithium metal, petro-
leum coke and graphite, b) electrolytes with the solvent propylene carbonate (PC), a mixture of ethylene carbonate (EC) and at least one linear carbonate 
selected from dimethyl carbonate (DMC), diethyl carbonate (DEC), ethyl methyl carbonate (EMC) and many additives, c) cathode materials including 
conversion-type materials, intercalation materials titanium disulfide (TiS2) and lithium cobalt oxide (LiCoO2). Reproduced under the terms of the CC-BY 
open access license.[14] Copyright 2020, The Authors.

Figure 1.  Historical overview of the development of battery types by Placke et al. Reproduced with permission.[5] Copyright 2021, Springer Nature.
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1.3. Situation

Meanwhile, electrochemical energy storage in batteries is 
regarded as a critical component in the future energy economy, 
in the automotive- and in the electronic industry. While the 
demands in these sectors have already been challenging so far, 
the increasingly urgent need to replace fossil energy by energy 
from renewable resources in both the stationary and the mobile 
sector adds further challenges. For 2030, a globally installed 
storage capacity of more than 1 TWh in batteries is foreseen.[11,12] 
This massive expansion of storage capacity generates extra chal-
lenges not only with respect to energy density and fast charging. 
Rather, the mass application of batteries requires additional focus 
on aspects such as the sustainability of resources, the recycla-
bility of components, cycle- and calendar lifetime of the system, 
safety and costs. In fact, the need for viable solutions is acceler-
ating rather than slowing down at the moment. The reasons for 
this are on the one hand the need to reduce the CO2 emissions 
in order to slow down global warming, and the necessity to 
supersede our reliance on fossil fuels, the resources of which are 
expected to dwindle from the mid-2020s onward, according to 
the International Energy Agency.[13]

The recent developments and the technological status in the 
field are summarized in Figure 2 wherein the development steps 
are indicated for the cathode, the anode, and the electrolyte of a Li 
ion battery. From the current state of knowledge, it will be difficult 
or even impossible to satisfy the future requirements with solu-
tions that are based on this actual technological status. Rather, 
new approaches will be necessary to accelerate research and find 
better materials, build more reliable and self-controlling battery 
systems and integrate later demands from recycling already at the 
beginning of the R&D process and in manufacturing.

1.4. Current Strategy

In order to tackle these challenges, the battery community is 
currently focusing on several major pathways of research which 
shall put forth systems that can fulfil either all or at least sev-
eral of the demands listed above. A major trend is to replace 
critical elements in the battery by more sustainable solutions, 
while still improving the properties of the battery. In general, 
the following development trends can be noticed:

•	 Replacement of critical elements in the cathode by more 
sustainable elements with a higher natural abundancy. This 
is done either by development of low Co-containing NMC 
(nickel-manganese-cobalt oxide) materials[15,16] and/or by 
developing new Co-free cathode materials with high capaci-
ties such as Li–Ni–Mn–oxide systems or battery cathodes 
based on Li-iron phosphate (LFP). Nickel- and manganese-
rich cathode materials have already reached the commercial 
stage.[15,16] Improvement of rate performance and long-term 
stability through functional coatings is still very actively pur-
sued, however.[17] The likewise commercialized LFP, on the 
other hand, offers high safety and long cycle life, albeit at 
lower specific capacity.[18,19]

•	 On the anode side, solutions are being developed for so-called 
post-Li systems which do not rely on Li as charge carrier any 

more. Such batteries are based on Na, Mg, Al, Zn, Ca, or Cl, 
use globally abundant and recyclable materials and can provide 
batteries with a more sustainable perspective. The sodium ion 
battery is first of these new “beyond” technologies to reach com-
mercially viability, even though mainly in the area of stationary 
energy storage systems energy where energy density and charg-
ing rate impose less stringent limitations.[20–22]

•	 Conversion-based systems based on Li-chalcogenide com-
bination (Li–sulfur,[23–25] Li–O2

[26,27]) are being developed. 
These technologies still face challenges, but also promise to 
deliver very high capacities while necessitating only unprob-
lematic resources.

•	 The development of all-solid-state batteries (ASSB) shall en-
able higher storage capacities and higher safety by replacing 
the so far liquid electrolyte in batteries by a solid ion conductor. 
This shall allow the use of metallic lithium in the anode which 
would considerably enhance the storage capacity of the battery. 
The realization of lithium-metal batteries is making progress, 
but the challenges are enormous. This has recently prompted 
the development of resource-saving lithium metal-free anodes 
wherein Li is plating on the current collector itself.[28–30]

These approaches are also reflected in the general research 
strategies in the automotive sector of major players, which is 
depicted in Figure 3.

1.5. The Challenge

The research in these fields is currently done by a classical Edi-
sonian sequential battery discovery and development cycle which 
is essentially based on the intuition of the researcher, followed by 
trial and error in the experiment. This approach, together with 
fortune in some cases has enabled virtually all successful devel-
opments so far. However, from what has been stated above, the 
crucial need for much more powerful and sustainable solutions 
has become so big, that it is questionable whether the Edisonian 
approach can solve the problem. In particular, the rising com-
plexity, from the various battery materials to the entire battery 
system makes it difficult to transfer findings from the laboratory 
scale into commercially viable products. The following chapters 
will address these needs and present a unique collection of the 
specific state-of-the art in the five research pillars of the Euro-
pean Large-Scale Research Initiative BATTERY 2030+:

1)	 Battery Interface Genome in combination with a Materials 
Acceleration Platform (BIG-MAP)

2)	 Self-healing
3)	 Sensing
4)	 Manufacturability
5)	 Recyclability

2. State of the Art: (BIG-) MAP
2.1. Autonomous Synthesis and Experimentation

A core element in the development of Materials Acceleration 
Platforms (MAPs)[32] to accelerate the advancement of new and 

Adv. Energy Mater. 2021, 2102904
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improved battery chemistries and cells is the efficient explora-
tion of electrode materials,[33–36] electrolyte formulations,[33] and 
processes.[37] A more efficient conduction of experiments hinges 
on the availability of automatization[38,39] of characterization tools 
and AI-enhanced analysis tools (AI: artificial intelligence, see 
Bhowmik et al. in this issue, AI). These research steps need to 
be accelerated individually, but also integrated to conduct combi-
natorial synthesis[40,41] and characterization experiments in an, at 
least partially, autonomous fashion. Building upon the advance-
ments in the combinatorial materials science community,[38,42] 
different research groups have endeavored to transition from 
high-throughput characterization and combinatorial synthesis of 
bespoke (mostly) organic and thin-film materials toward autono-
mous synthesis[43,44] (see also references therein). Generally 
speaking, there is an established toolbox of combinatorial syn-
thesis of thin-film materials, a few studies on combinatorial for-
mulation of electrolytes,[33,45] and few studies on the combinatorial 
synthesis of powders,[46] but still none for a complete autonomous 
workflow from discovery toward devices. Methods for combina-
torial synthesis (i.e. high-throughput screening, HTS) of battery 
related materials like anodes, cathodes, and electrolytes (beyond 
those cited above) can be found in this special issue's dedicated 
paper (Laskovic et al. in this issue, HTS). High-throughput battery 
assembly has largely been done on batteries sharing a common 
electrode, i.e., multiple cathode materials are tested against the 
same anode.[34–36,47] Applications of high-throughput electro-
chemistry and related electrochemical microscopy methods were 
reviewed in a recently by Daboss et al.,[48] highlighting especially 
the potential of scanning electrochemical microscopy (SECM) and 
scanning droplet cells (SDC) for battery research.

Acceleration by means of AI-enhanced methods are dis-
cussed in the dedicated paper in this issue (Bhowmik et al., AI).  

Recent advances in automated analysis and translation of 
results across instruments specifically designed for battery 
related applications play an import role, for example, transla-
tion of battery cycling data as published by Herring et al.[49] One 
of the largest bottlenecks in transitioning from conventional 
research methods toward accelerated approaches is the auto-
mation of workflows[38,43,44,50] and the automated data analysis. 
Seemingly simple problems like background subtraction[50] 
or spectral deconvolution[51] under physical constraints do, 
however, constitute complex mathematical problems.[52] This 
includes recent advancements in automated X-ray diffraction 
data analysis.[52–54] All of the above mentioned steps along the 
research value chain that hinge on interoperable data manage-
ment and data management plans.[55] When data analysis and 
data management are implemented in a frictionless workflow, 
interesting non-convex optimization problems like the lifetime 
extension for fast-charging protocols become possible.[56,57]

2.2. Understanding the SEI from a Multi-Scale  
and Multi-Domain Approach

Conversion between electric and chemical energy inside bat-
teries takes place at the interfaces between electrodes and 
electrolytes. Structures and processes at these interfaces deter-
mine their performance and degradation. However, one cannot 
simply identify a single relevant process, since one observes 
several interplaying phenomena, for example, solid–electrolyte 
interphase (SEI) dynamics and lithium plating. While the fun-
damental understanding of the SEI has evolved over the last five 
decades (Figure 4), recent developments in experimental oper-
ando techniques (see paper by Lyonnard et al. in this issue, LSF),  

Figure 3.  Joint perspectives of automotive battery R&D in China, Europe, Germany, Japan, and the USA. Reproduced with permission.[31] Copyright 2018,  
Elsevier.
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quantum calculations and machine learning (ML) have acceler-
ated this understanding.

While the interfacial properties depend critically on the 
specific battery materials and interfaces, transfer and active 
learning from different battery materials and designs can 
pave the way for inverse design[59] (also see Bhowmik et  al. 
in this issue, AI). The Battery Interface Genome (BIG) has 
taken up this challenge and aims at deciphering the com-
plexity of interfacial phenomena and processes for relevant 
battery chemistries[60] (also see roadmap paper by Edström 
et al. in this issue).

In this section, we discuss the state of the art in describing 
the physico-chemical phenomena at the electrode-electrolyte 
interface, where the electrochemical energy conversion takes 
place (see also INTER paper by Grimaud et  al. in this issue). 
Besides the wanted half-cell reactions, degradation reactions 
also proceed at the interface. Most importantly for lithium-
ion batteries, the electrolyte is unstable at the typical working 
potentials of the negative electrodes. Luckily, the decomposition 
products of the electrolyte form a solid, passivating SEI layer on 
the electrode surface limiting further degradation. We discuss 
continued SEI formation as important degradation mechanism 
in lithium-ion batteries.

Processes at the battery interface are determined by atom-
istic reaction processes on the one hand and the emergent 
structures up to the micron scale on the other hand. Thus, 
BIG requires a multi-scale and multi-sourced approach for 
theory[58] and experiments. Electron configurations are typi-
cally calculated by density functional theory (DFT),[61] the atom-
istic motion is simulated with ab-initio and classical molecular 
dynamics simulations (AIMD/MD),[62] amorphous structures 
are sampled with Monte Carlo simulations (MC),[62] structures, 
transport, and mechanics are captured in continuum simula-
tions (CS).[63] Similarly, a plethora of methods is used for meas-
uring interfacial properties on the different length scales, for 
example, X-ray photoelectron spectroscopy (XPS) determines 
chemical compositions,[64–66] time-of-flight secondary mass 
spectroscopy (TOF-SIMS) captures the inhomogeneity of 
chemical SEI composition,[65] electron energy-loss spectroscopy 
(EELS) show the heterogeneity of the SEI throughout the elec-
trode,[67] in situ X-ray diffraction (XRD) can reveal structures of 
crystalline phases,[68] scanning electron microscopy (SEM) can 
provide nanoscale resolution under vacuum conditions,[69,70] 
Raman Spectroscopy contains information about the chemical 
composition of the probe,[71] and electroanalytical methods 
determine SEI thickness.[72,73] Cutting-edge methods include 

Figure 4.  Four decades of experimental research and modelling of the SEI on negative electrodes: From discovery to understanding and artificial design. 
Reproduced under the terms of the CC-BY license. Copyright 2018, The Authors.
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nuclear magnetic resonance (NMR) spectroscopy which 
observes chemical bonds[74] and atomic-resolution imaging like 
cryo-transmission electron microscopy (TEM) that visualizes 
the crystalline structure of the SEI.[75,76]

The SEI contains several chemical compounds, which Peled 
et  al. originally depicted as a mosaic SEI structure.[77] Further 
analysis revealed the regularity in the SEI structure. The clas-
sification into an inner inorganic and an outer organic layer 
prevails today,[65] but the spatial-temporal details remain a topic 
of current research. Continuum modeling shows that the inter-
play of formation reactions at different reduction potentials 
leads to a multi-layer SEI with a compact inner layer and a 
porous outer layer.[78] SEI structure and composition depends 
on the electrode surface and can vary on a single electrode 
particle.[67] Recent cryo-TEM experiments indicate that large 
porous outer layers might be a failure mode[79] and clarify that 
inorganic compounds are not only present near the electrode, 
but can be embedded in an amorphous matrix or aligned near 
the electrolyte depending on the electrolyte.[75] This hints at the 
role of grain boundaries for transport in the SEI.[80]

In the first few cycles, a compact SEI is formed on graphite 
electrodes governed by electron tunneling and reaction 
kinetics.[80,81] However, SEI growth does not stop after this 
formation phase. Under long-term storage conditions, SEI 
thickness grows with the square-root-of-time, clearly sign-
aling transport limited growth.[82] The nature of the relevant 
transport mechanisms is still being debated (Figure 5).[63] Can 
solvent molecules diffuse through the SEI pores,[83] or do elec-
trons move through the compact SEI, either via a conduction 
band[84,85] or via diffusion through localized states?[86] The 
measured dependence of capacity fade on electrode poten-
tial hints at the latter.[72] In this case, the electron density in 
the SEI and its growth rate depend exponentially on the elec-
trode potential. Such a dependence can explain[81,87] that SEI 
is mainly growing during intercalation as seen by differential 
capacity analysis.[73] Microstructure-resolved 3D simulations of 
porous electrodes have revealed that the exponential depend-
ence of SEI growth on electrode potential leads to inhomo-
geneous SEI growth throughout the electrode.[88,89] These 
results of physical-chemical models give important input for 
improved battery management systems that have to deal with 
the continued loss of battery capacity.[90]

Current research is directed toward high-capacity electrodes 
like silicon and lithium metal which undergo a large volume 
change during intercalation/deintercalation. This exerts stress 
on the SEI at the electrode surface. Atomic force microscopy 
and focused ion beam transmission electron microscopy can 
quantify the regimes of elastic deformation,[91,92] plastic flow, 
and fracture. Mechanical models make clear the role of plastic 
flow in the SEI on silicon electrodes.[93] The outer SEI is prone 
to failure.[92] Its continued reformation leads to linear-in-time 
capacity fade increasing with applied current.[83,94] Under-
standing and mitigating this effect is crucial for the develop-
ment of high-energy silicon electrodes.

Plating lithium on the negative electrode can become ther-
modynamically and kinetically favorable at large current den-
sities and low temperatures.[95,96] It is important to note the 
heterogeneity of this phenomenon in porous electrodes[97] and 
its coupling to inhomogeneous SEI growth deserves future 
attention. A further challenge, especially for lithium metal elec-
trodes, is the tendency of electrochemically deposited lithium 
to form structures with high surface areas, e.g., nano-scale 
whiskers and micro-scale dendrites,[98] which entails a con-
tinued formation of fresh SEI and lithium loss. Modelling can 
classify the emergent structures.[69] Dendrites are limited by 
transport properties,[69] whereas the theoretical description of 
whiskers is based on surface properties like SEI elasticity.[99]

2.3. Deep-Learned Models and Explainable AI

Deep generative models are capable of learning the underlying 
probability distributions in the input space[100] and can thus be 
used to encode physics driven constraints in battery materials 
from large validated datasets. This is fundamentally different 
from more popular machine learning models that predict battery 
materials properties like energy,[101,102] electron density,[103] inter-
calation potential,[104] etc. from its structure which has been cov-
ered in detail recently.[105] A range of algorithms have been tried 
out with varying level of success, among which most popular and 
versatile have been, variational auto encoders[106] and generative 
adversarial networks.[107] Both generative schemes can operate on 
image (pixels and voxels),[108–110] graph (nodes and edges)[111–113] 
(e.g., SMILES) and fingerprint-vector based representations[114] 

Figure 5.  Cross-section through the negative electrode, the SEI, and the electrolyte. Solvent, Li ions and electrons are mobile species and move as 
indicated by the corresponding arrows. a) Initial SEI formation: Electrons tunnel, electrolyte is reduced and reduction products precipitate as solid 
film. b) Long-term SEI growth proceeds via a mechanism that transports negative charge to the SEI/electrolyte interface. c) Alternatively, long-term SEI 
growth is caused by electrolyte diffusing toward the electrolyte/SEI interface. Reproduced with permission.[63] Copyright 2018, Elsevier.
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of materials or molecules. Full diversity of representations are 
usable for atomic scale structures, but at the continuum scale, 
image-based representations are most useful.[109,115] Beyond con-
straints learnt from data, additional known physical laws and 
constraints can be imposed on the generation.[116,117] Generation 
of new structures at the atomic scale can also be defined as a 
Markov decision process and deep reinforcement learning[118,119] 
working with a physics simulation environment can be used to 
train a structure generator. Finally, if the underlying correlations 
(that define the physical viability of the structure) are simple 
enough to be defined as heuristic rules, a logic-based generative 
scheme can be defined using them.[120]

This is an emerging field[59] and the application of genera-
tive models to explore structural space has so far been focused 
on small molecules, which are easy to represent in many pos-
sible ways and can quickly be tested for goodness of fit. Solid 
state crystals structures owing to periodic boundary condition 
and inherent symmetries, are more challenging and thus only 
few practical cases have been demonstrated.[108,121,122] On the 
other hand, at the microstructural scale, generative models 
of solid materials have been very successful even for complex 
heterogeneous systems and limited datasets.[109,110,115–117,123–125] 
Outstanding developments in convolutional networks in image 
processing and generation have been key to that success.

Developments in the area of “explainable AI (XAI)”[126,127] 
methods have provided a new path toward utilization of big 
data[55] in scientific discovery via data driven realization of 
chemical laws and design principles. This approach is fun-
damentally different from the originally envisioned direction 
for big data,[128] where hypothesis driven research would be 
displaced by pure algorithmic approaches. Instead, XAI can 
usher in a quantum leap in hypothesis-driven research where 
machine learning autonomously generates different hypotheses 
and tests, leading to new scientific intuitions—following the 
current best practices but bringing enormous speedup relying 
on exa-scale computing. This can be achieved as autonomous 
agents, not just human researchers, can now do the generation 
of scientific understanding.[129] The capability of deep learning 
to go beyond numerical prediction and enter the realm of scien-
tific insight and hypothesis generation opens the door to accel-
erate the discovery of conceptual understanding in some of 
the most challenging areas like battery systems. Furthermore, 
the same autonomous analysis can be performed for high 
dimensional correlations that are beyond human intuition. For 
example, moving away from simple linear descriptors[130] to 
complex ones combining multiple features.[131]

Descriptor search for key properties have been central to 
chemical and materials sciences as they guide exploration of 
design space efficiently for target materials properties with lim-
ited experimental/computational cost.[132–135] Simple descriptors 
can also be seen as input to human-understandable design prin-
ciples, which are a simple, actionable form of the underlying 
theoretical paradigm. For example, electronegativity of neigh-
boring atoms might be a simple descriptor to optimize ion 
intercalation potential in battery cathode materials,[136] although 
the electronic structure effects causing the correlation are highly 
complex and nonlinear. Even approximate property estimation 
through descriptors are valuable as a multi-step screening[137] 
based design protocol is computationally inexpensive  

using semi-accurate descriptors for target properties. Descrip-
tors can be discovered relatively easily from statistical/symbolic 
models or ML models with limited complexity.[138–141] These 
approaches have become popular in last few years in the mate-
rials science community specifically for batteries as well toward 
data driven descriptor search.[134,142–144]

2.4. Impact of the SoA on the Implementation of BIG-MAP

The methodological developments in the areas autonomous 
synthesis and experimentation, multi-scale and multi-domain 
approach for battery interfaces, and deep-learned models and 
explainable AI, pave the way for materials acceleration plat-
forms like BIG-MAP that depend critically on the availability, 
modularity, and interoperability of new approaches.

3. State of the Art: Self-Healing

3.1. Introduction

Self-healing in materials science is a relatively new research direc-
tion with some examples such as self-healing fiber-reinforced 
polymer composites, self-healing coatings, self-healing cementi-
tious materials, self-healing ceramics, self-healing organic dyes, 
self-healing concrete molecules[145–148] and with known examples 
developed for different battery chemistries summarized in recent 
comprehensive review papers.[149,150] A research direction of the 
Battery 2030+ is well explained in the original roadmap [4] and 
the new roadmap paper by Edström et al. in this issue. while 
within the perspective paper, authors are providing their view in 
the field of self-healing functionalities in Li-ion batteries.[151] Bat-
teries are composed of components and interphases which are 
operating in thermodynamically metastable environment and are 
prone to different degradation. Use of the preventive steps (coat-
ings, doping, additives, etc.) can improve the quality, reliability, 
lifetime and safety (QRLS) of cells, but since they are operating 
in diverse conditions (temperature, current densities, mechanical 
stress, etc.) which have an important impact on ageing processes 
and consequently on their QRLS, battery cells undergo different 
ageing processes during their lifetime. Ageing processes can be 
divided into two larger groups: a) mechanical degradation and b) 
chemical and electrochemical degradation. Degradation mecha-
nisms are strongly connected with battery chemistry (structure 
and quality of components and materials) and that calls for 
designed self-healing functionalities for each degradation pro-
cess with a possibility of their vectorization within battery cells. 
Self-healing functionalities are divided into intrinsic (autono-
mous) and extrinsic (non-autonomous) with a need for external 
stimulus for triggering. Here we provide an overview over the 
state of the art of degradation mechanisms in Li-ion batteries and 
related self-healing functionalities.

3.2. Mechanical Degradation and Known Self-Healing Approaches

Mechanical fracture of high energy density materials for the 
next-generation Li-ion batteries is based on the large volumetric 
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changes during lithium insertion/alloying and removal/de-
alloying.[152–154] Silicon (Si) is an excellent example for testing 
different self-healing approaches since its degradation is a 
combination of different mechanisms. The major degradation 
occurs due to large volume expansion (≈300%).[155] Two major 
self-healing approaches are well described in the literature: 
a) the use of liquid metal alloys with a low melting point and 
b) the use of self-healing binders. The concept of self-healing 
metallic alloys was demonstrated by Deshpande et  al.,[156] by 
using gallium. They showed that lithium gallium alloy (Li2Ga) 
spontaneously heals micro-cracks in the Li-ion batteries. Other 
low-melting-point elements like indium (In) and tin (Sn) were 
studied due to their relatively high stability under ambient 
conditions and their environmental acceptability.[157,158] Combi-
nations of different metals yield binary or ternary alloys with 
different melting points. An example of a room-temperature 
liquid metal alloy based on an eutectic mixture of Ga-Sn showed 
improved cyclability and rate performance.[159] Although room 
temperature alloys provide a good direction for healing cracks, 
unstable SEI (solid electrolyte interface) remains a problem 
which can be mitigated with the combination of liquid metal 
alloy and polymer electrolyte.[160] The use of self-healing binders 
offers a promising way to maintain the integrity of the silicon 
electrode. This approach is using a strong chemical bonding 
of various functional binders such as sodium carboxym-
ethyl cellulose (NaCMC),[161,162] poly(acrylic acid) (PAA),[163,164] 
poly(ethylene glycol) (PEG)[165] polyamide imide, polyamide 
(PAI),[166] guar gum (GG)[167] and sodium alginate[168] with 
silicon surface. Most of the studies have been obtained with 
nanosized silicon and some of the proposed binders cannot be 
used with micron-sized Si because of the lack of oxygen on the 
freshly pulverized Si surface.[167] Another important direction 
for the development of self-healing binders is the performance 
of Si electrodes having high areal capacity (>4 mAh cm−2). In 
this direction, an elastic self-healing CA-PAA binder shows 
long-term stable cycling[155] due to the multiple hydrogen bonds 
formed by in situ cross-linking of water-soluble citric acid (CA) 
and poly (acrylic acid) (PAA) which can establish a reversible 
network for silicon particles.

The strategy of preventing the degradation processes in the 
layered cathode materials LiNixMnyCozO2 (NMC, x + y + z = 1)  
is based on the bulk structure/surface modifications and 
microstructure design engineering. Such an approach is con-
sidered rather as a preventive step than a curative self-healing 
approach. A possible strategy would be a design of binders 
with robust mechanical and adhesive properties, namely prop-
erties of PVdF are not sufficient to maintain integrity caused 
by internal stress at high voltages.[169] Replacing the PVdF with 
highly viscoelastic, branched polymers capable of strong supra-
molecular interactions[170] is highly desirable.

3.3. Chemical and Electrochemical Degradation Mechanisms

Electrolyte degradation / formation of the SEI: Formation of 
the SEI enables cyclability and is responsible for the additional 
resistance which changes during battery aging. Changes in the 
thickness and composition are potentially caused by thermal 
decomposition, by conversion of the organic part of SEI leading 

to inorganic salts and by cathode degradation products.[171] Due 
to this continuous growth, the impedance rise is responsible 
for irreversible consumption of up to 10 at% of lithium in the 
cell and for electrolyte degradation.[172] To address problems 
with the SEI growth and evolution, three different types of self-
healing electrolytes have been proposed. The self-healing func-
tionalities in gel polymer are provided by the polymer matrix 
and ionic liquids act as plasticizers, while the additive, lithium 
salts, and liquid solvent ensure ionic conductivity.[173,174] Self-
healing single-ion conducting polymer electrolytes[175,176] are 
a viable alternative to cross-linked polymers due to improved 
mechanical stability compared to cross-linked polymers. A 
second option are composite polymer electrolytes[177] with 
grafted ceramic particles that provide a fast conduction channel 
for lithium. The third option are crosslinked solid polymer elec-
trolyte networks capable of fast intrinsic self-healing and with 
high stretchability.[178] For instance, the recovery of conductivity 
and rheological properties following damage in polymer elec-
trolyte networks with dynamic covalent cross-links has recently 
been investigated. These polymer networks act as solids at 
room temperature but can flow at high temperatures.[179]

Gas evolution in batteries is generally connected with SEI 
formation, SEI ageing and with electrolyte oxidation at high 
voltage followed by oxygen release from the oxide structure and 
metal dissolution. Among the transition metals used in bat-
teries, manganese dissolution is the most known problem[180,181] 
and the mechanism of dissolution has been the subject of 
many different studies which are very well summarized in a 
recent review.[182] Although, the direct capacity drop due to dis-
solution of Mn is only 20–33%,[183] increased polarization in the 
cell caused by the growth of SEI and dropped capacity cause 
additional capacity fading. Self-healing solutions are related to 
the scavenging of parasitic species, for instance HF, which not 
only prevents metal dissolution but also inhibits the chemical 
crosstalk with the anode and prevents oxidation of the electro-
lyte. The structure, homogeneity and stability of the cathode 
electrolyte interface (CEI) are important.[184] It can be formed 
by using functional electrolyte additives, that support the con-
struction of a robust CEI and provide scavenging functions.[185] 
The disadvantage of this approach is the consumption of addi-
tives and poor control of CEI growth. Another possible direc-
tion is the use of designed binders and separators, which can 
act as scavengers and prevent cross-communication between 
electrodes.[186] This has been demonstrated through chelating 
agents like crown ethers (18-crown-6,[187] aza-15-crown-5[188]), 
disodium iminodiacetate,[189] etc. Other additives, such as tetra-
ethyl orthosilicate (TEOS),[190] poly(4-vinyl pyridine) (P4VP),[191] 
terpyridine/polyvinylpyrrolidone (TPY/PVP),[192] and dilithium 
maleate[193] enable scavenging of acidic species like HF when 
added to separators or binders.[194,195]

Lithium plating/dendrite formation in Li-ion batteries 
depends on the cell quality and its use.[196,197] The charging 
rate is critical since it has to be adopted by the rate of lithium-
ion diffusion into graphite. To design preventive and curative 
functionalities which can help to avoid the formation of den-
drites on the surface of graphite or metallic lithium anodes, 
different groups are studying approaches how to stabilize the 
use of metallic lithium. Here the common agreement is that 
a stable SEI should enable suppression of dendrites and be 

Adv. Energy Mater. 2021, 2102904



www.advenergymat.dewww.advancedsciencenews.com

2102904  (10 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

able to repair damages, that is, it should combine preventive 
and curative functionalities.[198] Most of the studies are using 
thick Li metal anodes (>250 µm) with an excess of electrolyte in 
a symmetric cell configuration applying low current densities 
with low capacity. For practical applications, it is necessary to 
demonstrate the applicability of the protection layer by using 
thin lithium foil over several hundreds of cycles with a capacity 
over 1.0 mAh cm−1[2] and by using a lean electrolyte amount. 
Even though these requirements are demanding, some results 
obtained in the asymmetric cell configuration (using Cu as a 
counter electrode) show high Coulombic efficiency (CE) and 
good stability. For instance, alucene-coated lithium was tested 
over 160 cycles with a CE of 99.5%.[199] Wang et  al. demon-
strated 99.1% CE on a coated 3D carbon host at high current 
density (2  mA cm−1[2]) and high capacity (4 mAh cm−1[2]).[200] 
When combined in a full cell design with a NMC523 cathode, 
a cell was cycled over 200 cycles under lean electrolyte  
(7 µL (mAh)−1), limited Li amount (1.9-fold Li-excess) and high 
areal capacity (3.4 mAh cm−1[2]) conditions. Those are only two 
examples from the literature since there is still a need for fur-
ther improvements using practical and saleable approaches to 
demonstrate the safe use of lithium metal and other anodes at 
ambient temperature conditions.

Yet another important issue in the Li-ion battery ageing 
is electrical contact loss, which is related to the loss of the 
internal electrical contacts in the electrode.[201] The reasons are 
manifold, migration and agglomeration of conductive carbon, 
particle fracture,[202] formation of a thick SEI[203,204] and gas 
evolution.[205] The most elegant solution is the use of micro-
capsules which can deliver conductive additives upon external 
stimulus.[206,207]

This short overview of degradation mechanisms and related 
self-healing approaches points out the complexity of the field 
since most of approaches were demonstrated in the half-cell 
combination using laboratory cell design. Different degradation 
processes call for vectorization of self-healing functionalities 
with the focus on their manufacturability, sustainability, and 
recyclability.

4. State of the Art: Sensing

4.1. Introduction

Physical and chemical characterizations, either ex situ or oper-
ando, have long been used to examine battery chemistries. 
However, characterization techniques can hardly be imple-
mented into commercial battery cells. Novel approaches are 
thus needed to probe the battery chemistry and physical prop-
erties during operation and to infer its health status. Among 
these strategies, electrochemical sensing, thermal and strain 
sensing, optical sensing as well as acoustic sensing are cur-
rently pursued.

4.2. Electrochemical Sensors

Sensing technologies have first been implemented into Pb-acid 
technology with great advances made with the implementation 

of electrochemical impedance spectroscopy (EIS) which allows 
tracking the evolution of cell resistance during operation, 
thus accessing their state of health (SoH).[208] Indeed, battery 
chemical effects such as the growth of resistive layers (i.e., SEI) 
and the shuttling of dissolved redox species between both elec-
trodes, which is often associated with the dissolution of metals, 
can be probed by recording the electrochemical behavior of the 
cells, which act as a sensor.[208] However more widespread use 
in battery sensing outside the laboratory is being hampered 
by the challenging task of miniaturizing probes and sensors, 
which could however benefits from recent advances in the 
field of biophysics/chemistry. Hence, miniaturization down to 
micro or even nano dimensions is now envisioned for electro-
chemical sensors using several mechanical, chemical, and elec-
trochemical protocols to prevent environmental artefacts (e.g., 
convection).[209] Combining miniaturization with advanced elec-
trochemical techniques (pulse), the incorporation of new detec-
tion microsystems into batteries is now achievable.

Nowadays, a combination of electrochemical measurements 
that include EIS and resistance measurements, current pulse 
measurements, coulomb counting, and open circuit voltage-
based estimations is used to estimate the battery state-of-charge 
(SoC).[210] The major challenge in electrochemical battery 
diagnostics resides in the design of (electro)chemically stable 
(quasi-)reference electrodes (REs). Indeed, such reference elec-
trodes are necessary to decouple effects at both electrodes in 
voltammetric/amperometric and/or potentiometric detection 
regimes. Mainly, reference electrodes suffer from the corrosive 
environment of the batteries, related to the use of carbonate-
based electrolytes in Li- or Na-ion batteries or acid/alkaline 
for aqueous batteries.[211] Also, to be accurate, an RE must be 
perfectly placed in relation to the other components, to avoid 
current lines to disturb the signals and prevent experimental 
artifacts.[212] Therefore, efforts are made to develop reliable, 
user-friendly, chemically stable electrochemical sensors relying 
on RE.

4.3. Thermal, Strain, and Gauge Sensors

Thermal battery management system (TBMS) models have 
long been validated with knowledge of thermal mapping of 
cells.[213] Different technologies for temperature sensors for 
use in TBMS exist, that are differing in their accuracy and in 
the convenience with which they can be inserted within the 
cell. The main four leading types being resistance tempera-
ture detectors (RTDs),[214] thermally sensitive resistors (ther-
mistors),[214] thermocouples,[215] and fiber Bragg grating (FBG) 
optical sensors.[216] Due to their thickness (1 mm), thermistors 
are positioned only on the top of the cell (not on the surface), 
unlike RTDs that are much thinner (100 µm).[214] For instance, 
by screen printing thermal sensor arrays on the surface of 
18650 cell casings, mapping of the longitudinal surface varia-
tion in cell temperature could be achieved with an accuracy of 
±1  °C.[214] Nevertheless, the predictive power and the accuracy 
of current TBMS model suffers from the lack of information 
regarding the inside of the cell. To tackle this issue, attempts 
to implement thermocouples within the battery cell (it being 
18 650 and/or pouch cells) were thus made. Hence, a successful 
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electrocardiogram of a 25 Ah battery with temperature contours 
within the cell was realized by combining the use of thermo-
couples embedded into the cell with some outside of the cell 
casing.[215] Such valuable information are therefore needed to 
validate thermo–electrochemical models, with nevertheless lim-
itations associated with positioning and wiring all the thermo-
couples without affecting the performance and the air-tightness 
of the cell. Toward that goal, infrared thermography could be 
envisioned. However, poor spatial resolution, limited tempera-
ture accuracy and susceptibility to background noise limit the 
implementation of such technique.[213]

More recently, Dahn and coworkers have introduced differ-
ential thermal analysis (DTA) to measure in a non-destructive 
way the melting point of liquid electrolyte and correlate it with 
the SoH of the battery.[217] However, this technique remains 
ex situ, and cannot be miniaturized to be used in commercial 
cells.

Critically important is also the development of methods to 
sense intercalation strain and cell pressure.[218] Indeed, such tech-
niques provide uniquely important information regarding the 
SEI dynamics, which impacts the SoC and SoH of batteries. Early 
on, in situ strain gauge measurements were developed to probe 
the total volume change of Ni-Cd batteries. This and was then 
extended to the study of commercial Li-ion (LiCoO2/C and similar 
cells). In the latter case, it allows measuring the strain associated 
with phase transition in intercalation materials. Volume variation 
in the cell could also be detected allowing for instance, as recently 
demonstrated by Dahn, to detect SEI growth owing to its associ-
ated irreversible volume growth by simply using external sensors. 
Hence, a correlation between capacity retention and irreversible 
pressure increase could be made, providing valuable insights 
into the battery state-of-life.[219] The use of strain sensors however 
fails at providing spatial information owing to their location out-
side the cell. Hence, limited information is collected in order to 
improve SoC and SoH of batteries.

4.4. Optical Sensors

The most studied optical sensors are the so-called fiber Bragg 
grating (FBG) sensors, as they can access local tempera-
ture.[216,220] The main demonstration of using FBG to monitor 
Li-ion batteries was made by PARC (a Xerox company) which, 
by using embedded FBG sensors attached to the electrode, 
were able to estimate the SoC with less than 2.5% error of the 
batteries following the strain measured by the sensors.[221]

Nevertheless, one limitation of FBGs is that they rely on 
changes of the refractive index between the core and cladding 
to decouple pressure and temperature. This can be achieved by 
the use of micro-structured optical fibers (MOFs), also known 
as photonic crystal fibers (PCFs).[222] Indeed, MOFs embed air 
holes inside the fiber core, the patterning allowing to manip-
ulate the waveguide structure and thus achieve total internal 
reflection and to measure temperature and pressure indepen-
dently with a single fiber.

Despite still being in its infancy, FBGs were recently incor-
porated into commercial 18  650 sodium-ion cells.[223] By 
inscribing the FBGs both as single-mode fiber (SMF) and as 
MOF, the temperature and pressure evolutions inside the 

cells were tracked with high resolution. Further addition of 
surface/ambient FBGs together with a thermal model ena-
bled the operando monitoring of heat generated during cell 
operation.[223] Such approach gives additional access to heat 
capacity contribution, which is inaccessible via conventional 
isothermal calorimetry, and thus benefits the designing of bat-
tery thermal management systems. The deeper analysis of heat 
information deciphered the thermodynamic parameters such 
as enthalpy and entropy, pertaining to the phase transitions and 
cell ageing. Furthermore, the simultaneous monitoring of heat 
and pressure decoded the exothermic reactions and gas evolu-
tions during the SEI and CEI formations,[223,224] and thereby 
accelerated the screening of the electrolyte additives. This work 
was further extended by showing that Rayleigh back scattering 
could be used to monitor the temperature in 18 650 cells along 
its axial dimension with a resolution up to 0.05 pixel mm−1 Ray-
leigh sensors, unlike FBGs, are less expensive to manufacture, 
but require a more expensive interrogation system and greater 
calculation resources to analyze the large amount of data 
generated.[225]

Finally, nano-plasmonic sensing (NPS) was introduced in 
2017 to the field of batteries. Indeed, shifts in the wavelength of 
the plasmon resonance peak, that is, electron oscillation, can be 
correlated to changes in the refractive index (RI) near the sensor 
surface (<100 nm).[226] Owing to their ability to focus, amplify, 
and manipulate optical signals, these sensors can be used for 
monitoring operando phenomena, including the growth of SEI, 
the lithium intercalation/deintercalation from electrodes, or 
the variation in ion concentrations at the local scale. Neverthe-
less, these sensors suffer from low stability upon cycling and 
exposure to liquid electrolyte associated with the deposition of a 
metallic plasmonic nanostructure on top of the fiber.

4.5. Acoustic Sensors

Upon cycling, batteries undergo variations in volume as great as 
10%, resulting in mechanical stress (i.e., cracking) in the battery's 
materials. Hence, listening to the elastic acoustic waves gener-
ated during volume changes of battery materials before to analyze 
these waves[227] was used early for the Pb-acid and Ni-MH tech-
nologies[228] before being adapted for LIBs.[229,230] Indeed, AE is 
very effective for monitoring the different steps associated with 
battery operation, which includes the formatting step, as well as 
for detecting abusive operation conditions resulting in excessive 
stress in materials and potential safety issues. However, the main 
limitations of the acoustic emission (AE) technique are the lack of 
spatial resolution and the minimum stress undergone by mate-
rials for them to generate acoustic waves, which can be partially 
addressed by generating ultrasonic acoustic waves with piezo-
electric transducers, and measuring their speed of propagation 
across the battery to estimate the SoC of LIBs.[231]

The development of high-sensitivity, high-reproducibility, 
high accuracy, and low-cost sensors in the coming years is crit-
ical in order realize the smart batteries of the future. This will 
be made possible by the development of novel sensing tech-
niques, bearing in mind that their manufacturability must be 
ensured without significant increase of cost. Furthermore, the 
development of an efficient battery management system (BMS) 
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must be made to ensure communications between the novel 
smart functionalities of future batteries.

5. State of the Art: Manufacturability

5.1. Introduction

Battery manufacturing is a concept covering a large area. In the 
present context, it may refer to battery cells, modules or battery 
packs. Accordingly, this section will be focused at the cell level, 
understood as the physical place where any future battery tech-
nology will take its basic and unmistakable form.

The availability of a new generation of advanced battery mate-
rials and components will open a new avenue for improving 
battery technologies. These new battery technologies will need 
to face progressive phases to bring new ideas from concept to 
prototypes through validation before putting them in place in 
a full industrial implementation. First, they will need to prove 
their potential at first stage of the lab scale, and second, the fea-
sibility of their upscaling will need to be addressed for ultimate 
deployment of the cell into industrial level.

Manufacturing of benchmark battery technologies is 
addressed in this section from the perspective of digital manu-
facturing. The potential of physics-based modelling and of AI 
are discussed to apply these computational tools to support the 
development of digital twins both for innovative cell design 
(including geometry) and cell manufacturing routes, avoiding 
or reducing the classical trial and error approaches. Such digital 
twin concepts also bring a promising path toward a more sus-
tainable and efficient the manufacturing methodologies, thanks 
to their capabilities to advance the understanding and optimi-
zation of parameters and their influence in the final battery 
cell product, prior to its physical implementation. A detailed 
description of the horizon in the digital battery manufacturing 
can be found in the chapter manufacturability of the BATTERY 
2030+ Roadmap.[4]

5.2. Current Status

Lithium ion batteries are today's battery technology of refer-
ence. Other battery technologies exist as well, sharing the basic 

underlying electrochemical and structural concepts, but they 
may differ substantially in their physical disposition of their 
elements.

Automated battery cell manufacturing is well established 
today in Lithium ion batteries. Lithium ion batteries currently 
comprise a wide range of technological approaches, ranging 
from so-called generation 1 to generations 2 (a and b) and 3 
(again both in its a and b versions) based on classifications 
published by National Platform Electromobility and adopted by 
JRC,[232] all of them sharing a basic layout based on electrodes 
coated on top of thin metal sheets.

5.3. Battery Cell Manufacturing

The battery cell manufacturing process can be divided into 
the categories: electrode production, cell assembly and cell 
finishing as can be seen in Figure 6.[233] This distinction is 
valid across the myriad battery chemistries. For simplicity and 
clarity, the discussion in this section will focus on Li-ion cell 
manufacturing.

In electrode manufacturing, raw active materials and addi-
tives are combined to create electrode structures tailored to the 
needs of the cell. Electrodes are primarily composed of active 
materials, which account for roughly 90% of the electrode by 
mass. However, many active materials must be mixed with 
other non-active components, such as conductive carbons and 
polymeric binders, to enhance electronic conductivity and to 
ensure good contact and adhesion.[234]

The electrode manufacturing process begins by dispersing 
the dry materials into a liquid solution to create a slurry. Current 
manufacturing processes use an aqueous slurry for the nega-
tive electrode materials (e.g., graphite). The solvent of choice 
for cathode slurry preparation is the organic solvent N-Methyl-
2-pyrrolidone (NMP). This is problematic, however, since NMP 
it toxic to reproduction,[235–239] while processes involving alter-
native organic solvent are still at a research stage.[240,241]Some 
processes have been developed featuring aqueous slurries for 
positive electrode manufacturing. The slurries are thoroughly 
mixed and the properties including viscosity and pH are care-
fully controlled.[242–250]

After uniformly mixing, the resulting slurry is cast onto 
a metal foil current collector and dried in a convection oven. 

Figure 6.  Simplified overview of the Li-ion battery cell manufacturing process chain. Figure designed by Kamal Husseini and Janna Ruhland.
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As the solvent evaporates from the slurry, a porous solid active 
layer is formed. Electrode drying under vacuum can take a wide 
range of time with some electrodes taking 12–24 h at 120 °C 
to be completely dry.[251] In commercial applications, an NMP 
recovery system must be in place during the drying process 
to recover evaporated NMP due to the high cost and potential 
environmental pollution.[252,253] On-going efforts to reduce the 
production cost of Li-ion batteries include the pursuit of posi-
tive electrode slurries based on water or removing the need for 
a solvent altogether.[254–259]

The dried electrodes are calendared to guarantee the homo-
geneous thickness of the active layer, improve electronic 
conductivity, and increase electrode energy density.[260–263] In 
a roll-to-roll process, multiple rows of electrodes can be coated 
onto a single large current collector roll. In this case, the larger 
roll of calendared electrodes (the mother roll) is then slit into 
smaller rolls (the daughter rolls) each containing one row of 
electrodes. The completed electrode rolls may be vacuum dried 
to remove any remaining solvent prior to cell assembly.

Li-ion battery cells can be manufactured in a variety of for-
mats: cylindrical, prismatic, and pouch type. For each cell 
format, electrodes must be cut from the roll to the appro-
priate dimensions. Electrode cutting may be done mechani-
cally (e.g., stamping) or using laser-cutting. For cylindrical 
and pouch cells, long strips of electrodes are wound together 
with a porous separator. The resulting electrode and separator 
assembly, sometimes referred to in the industry as a jelly roll, is 
then inserted into a container. In pouch cells, electrodes may be 
Z-folded from a continuous sheet or cut into individual sheets 
and stacked together. For stacked pouch cells, an uncoated sec-
tion of the current collector, known as the tab, is left in each 
layer. These tabs are then welded together to create single con-
tacts for the positive and negative electrodes before the cell is 
inserted in the pouch and injected with electrolyte. Pouch cell 
casings leave some extra space known as a gas bag to collect 
and remove gas that can evolve during the remainder of the 
manufacturing process.[264–267]

To finish the cell, it is cycled under precisely defined con-
ditions to support the formation of the solid-electrolyte inter-
phase in the negative electrode. This formation process can last 
up to 24 h and may evolve significant amounts of gas in the 
cell. The gas can be removed from cylindrical and prismatic 
cells through a unidirectional valve. In pouch cells, the gas is 
collected in the gas bag, sealed off from the cell, and the gas 
bag is cut off. After the formation process the ageing process is 
finalizing the battery cell.

Finally, some quality control measurements may be applied 
to the manufactured cell before delivery. Capacity and resist-
ance are measured, and it is stored several days in open circuit 
to monitor self-discharge.[268,269]

Additive manufacturing has been used in the past to make 
these porous electrodes for lithium-ion batteries but because 
of the manufacturing process their design has been limited. 
A new method of 3D printing battery electrodes that create a 
micro lattice structure with controlled porosity was recently 
developed[270] which demonstrated vastly improved capacity 
and charge-discharge rates for lithium-ion batteries. Neverthe-
less, these concepts and techniques are still in their infancy and 
therefore will certainly need to be explored in the near future.

5.4. Multiphysics Modelling and Artificial Intelligence in Cell 
Design and Manufacturing

Multiphysics modelling approaches can be of a great impor-
tance in battery design and manufacturing to:

1)	 Accelerate new cell designs in terms of the required targets 
(e.g., cell energy density, cell lifetime) and efficiency (e.g., 
by ensuring the preservation of sensing and self-healing 
functionalities of the materials being integrated in future 
batteries).

2)	 Accelerate the optimization of existing and future manufac-
turing processes in terms of cell chemistry, manufacturing 
costs and sustainability/environmental impact (e.g., in terms 
of amount of energy consumed) and assist in the develop-
ment of new manufacturing processes.

Li-ion cell design has been the subject of study for decades 
to improve not just energy density but also cycling stability. 
Currently, conventional cell design uses ad-hoc rules to link 
design variables and manufacturing parameters with cell per-
formance, requiring a time-consuming experimental work. 
This is the reason why researchers demand characterization 
and computational simulations to increase the understanding 
of the phenomena happening at the cell in different scales 
and physical domains in an efficient way. The main barriers 
to effectively implement them as a work basis in the industry 
are the high computational costs of the most accurate com-
putational models and the lack of understanding on how the 
phenomena at different scales and physical domains interact 
and finally influence in battery performance. Simulation tools 
with advanced numerical algorithms are required to give 
accurate results at reasonable computational costs, therefore 
unlocking its generalized use. Therefore, coupling traditional 
physics-based models to advanced optimization algorithms in 
AI frameworks becomes crucial to optimize cell design in a 
cost-effective way.

As mentioned above, conventional cell designs have relied 
on ad-hoc rules. However, to identify the optimal designs of a 
cell, the design process has to include all relevant design vari-
ables, and the interactions between various parameters on cell 
performance need to be considered. Dealing experimentally 
with such a huge set of parameters can become a “nightmare” 
and the simulation-based approaches are of great importance 
as provides understanding of the whole mechanisms at dif-
ferent scales and domains.

Most of the physics-based models used for battery cell 
optimization are supported on the Doyle's pseudo 2D (p2D) 
approach,[271] combining the porous electrode theory pro-
posed by Newman et  al.[272] and the concentrated solution 
theory. The P2D model has been used to optimize cell com-
ponents such as the cathode and anode thickness, porosity, 
particle size and many other important electrode parame-
ters.[273–278] Another example of the application of the model-
based design is presented by Ayerbe et al.,[279] where a set of 
dimensionless parameters is derived and demonstrated the 
represent an effective and inexpensive tool to guide on cell 
designs in an early stage of the development of a new cell 
chemistry.
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However, the computational cost can be prohibitively 
high if a p2D model is directly applied for battery design. 
In simulation-based battery design, thousands of simula-
tions are often required to determine the optimal design 
variables. Moreover, the complex non-linear nature of the bat-
tery model may result in convergence problems under some 
sets of design variables. Besides, sensitivity of the design 
variables is also difficult to analyze due to the very high 
computational cost. Without sensitivity analysis the possible 
reduction of design space through elimination of insensi-
tive design variables becomes inapplicable. Surrogate models 
based on ML or reduced order models have the potential to 
reduce the computational burden of battery design by several 
orders-of-magnitude.[280–284]

The manufacturing process of lithium ion batteries involves 
physicochemical mechanisms occurring at multiple spatial 
and temporal scales. For instance, as it was mentioned previ-
ously the rheology and self-organization phenomena of slurries 
depend on interaction mechanisms between their constituents 
at the molecular/particle levels (solvent, active material, addi-
tives, binder) while the calendaring depend on the local but 
also overall mechanical properties of the composite (electrode) 
material. The optimization of such a process only based on 
trial-error is highly inefficient and one cannot guarantee that 
the optimal process parameters with regard to energy con-
sumption are adopted. It is therefore important to dispose also 
of computational models able to predict of how the adopted 
fabrication parameters impact the final fabricated cell and asso-
ciated performance and durability: recent works are moving 
forward into this direction.[285,286]

Among the modeling efforts carried out, Brownian Dynamics 
simulations in the three spatial dimensions have been applied 
to simulate suspensions of active material particles at the local 
level and analyze slurries properties such as particle percolation 
and agglomeration phenomena as function of particle sizes and 
composition.[287,288]

Furthermore, stochastic models, based on Monte Carlo 
approaches in two spatial dimensions have been applied to 
simulate slurries and the effect of solvent evaporation on the 
resulting coating structural properties, characterized by the par-
ticle's location and bi-dimensional porosity.[289]

Coarse-Grained Molecular Dynamics (CGMD) models have 
been recently proposed that allow the 3D simulation of slurries 
and of the effect of the solvent evaporation on the structural 
properties of the resulting coating.[285,286,290,291] Such models 
address the scales disparity problem through a “bead” type 
representation of sets of atoms and molecules: for instance, 
an active material particle is represented as a unique particle 
instead without atomic-scale resolution, but the model still 
allows the main physicochemical interactions with other slurry 
constituents. The CGMD modelling approach was recently 
upgraded to capture the effect of evaporation rate on carbon-
binder migration and subsequent electrode heterogeneities.[292]

The electrode calendaring step has been also addressed 
using primarily Discrete Element Method models, well estab-
lished for simulating powder mechanics and transferred to the 
battery field.[293–295] Similarly to an MD approach, these models 
rely on the resolution of Newton equations accounting by parti-
cles mechanical interaction. They allow analyzing the resulting 

particle assemblies as a function of the applied pressure and 
particle shape and size distribution, in terms of percolation 
and associated properties of interest for the optimal battery cell 
operation such as the associated electronic conductivity. Their 
sequential linking with 3D-resolved electrochemical/trans-
port models allow assessing the impact of the manufacturing 
parameters, and the calendaring in particular, on the electrode 
performance.[294,296]

Lattice Boltzmann Method simulations, have been used to 
address the step of electrolyte filling in two[297] and in three spa-
tial dimensions.[298] These models allow investigating the effect 
of several experimentally controllable parameters, such as the 
compression ratio of the porous electrode, on wettability with 
respect to variations of parameters such as the electrolyte/elec-
trode contact angle and the porosity.

Data-driven modeling efforts have also been reported at 
larger scales (machinery level). A multi-level simulation concept 
was recently presented,[299] which allows evaluating the impact 
of varying process parameters on battery properties (including 
performance) distributions.

ML modeling efforts aimed at accelerating the manufac-
turing process optimization have been reported recently. At the 
process level, ML works have been focusing on the prediction 
of formulation, solid content and slurry viscosity on electrode 
active material loading and porosity.[300] Other ML studies have 
been directed at the optimization of the calendaring parameters 
for optimal electrode conductivity and performance.[300] ML has 
been also used to predict three-dimensional electrolyte infiltra-
tion in porous battery electrodes with significantly lower com-
putational costs (few seconds) than is required by physics-based 
simulations (several hours to few days).[301] Such approaches 
have been extended toward the accelerated optimization of the 
manufacturing process of solid-state electrolytes for battery 
applications.[302]

At the machinery level a multi-level ML study was pre-
sented,[299] which allows evaluating the impact of varying pro-
cess parameters on battery properties (including performance) 
distributions. Several works present workflow strategies for the 
use of data-driven approaches to acquire data along the manu-
facturing process, including technical building services and 
cell diagnostics, with the objective of having a better control 
of the whole manufacturing chain.[303,304] Within this context, 
data mining methods have been used to analyze the produc-
tion process from data extracted from it to identify the key 
quality drivers of produced battery cells. Methods used include 
artificial neural networks, random forest and decision trees, 
giving different levels of accuracy. Some authors have been also 
focused on process induced uncertainties and their propaga-
tion throughout the process chain to enable identification of 
the most relevant process parameters to lower manufacturing 
discard.[305]

The most advanced computational modeling approach to 
optimize the manufacturing process would probably be based 
on the integrative coupling of high-throughput characteriza-
tion with ML and physics-based computational modeling. 
Duquesnoy et  al. recently demonstrated this idea for the 
electrode calendaring process, paving the way toward multi-
fidelity digital twins of the entire electrode manufacturing 
process.[306]
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5.5. Conclusion and Outlook

All in all, modern battery manufacturing processes should 
emphasize in pursuing the following goals:

–	 Accelerate the development of new cell designs in terms of 
performance, efficiency, and sustainability. Enhancing Mul-
tiphysics models, incorporating the critical steps of the for-
mation and ageing steps, and alleviating the computational 
burden by implementation of ML algorithms or reduced 
order methods would facilitate to build more accurate and 
efficient tools. Even coupling these models with advanced op-
timization algorithms within AI frameworks would acceler-
ate the inverse design of electrodes and cells.

–	 Closing the loop between cell design and cell manufactur-
ing development, where the cell performance and ageing as-
pects should be considered prior to the manufacturing phase, 
through a holistic digital twin covering the whole battery cell 
manufacturing chain, from materials to cell usage condi-
tions.

–	 Accelerate the optimization of existing and future manufac-
turing processes in terms of cell chemistry, manufacturing 
costs, and sustainability/environmental impact by building 
computationally efficient and accurate digital twins of the 
manufacturing process.

–	 Accelerate the development of additive manufacturing for the 
rapid near-industry production of battery cell prototypes and 
for the production of 3D structures of the electrodes.

6. State of the Art: Recyclability
6.1. Background Recycling

The increasing electrification in today's society raises the 
demand for battery recycling processes that are not only effi-
cient and cost-effective, but also sustainable. In this way, the 
resource requirements and thus the ecological footprint of 
battery technologies could be reduced while increasing their 
success. Hence, optimization and automation of recycling 
processes is needed to meet the forecasted need. Despite this 
underlying demand, at present only a few battery recycling 
companies in Europe are operating on an industrial scale. At 
the same time, there is a trend toward new pilot scale com-
panies in battery recycling and the application of hydrometal-
lurgical processes. As current and future challenges regarding 
battery recycling have already been outlined in the BATTERY 
2030+ Roadmap,[4] this chapter focuses on currently applied 
recycling processes and pathways for Li-Ion batteries (LIBs).

6.2. Regulation in Europe

The rising demand in Europe led to the implementation of a 
fit-for-purpose Batteries Directive (Directive 2006/66/EC),[307] 
which has already been outlined in the BATTERY 2030+ 
Roadmap.[4] Due to various shortcomings in the implementation 
and design of the Directive, identified in a Commission evalua-
tion in 2019, a proposal for a new legislative act was published  

in 2020.[307] Currently under discussion is to increase the cur-
rent collection and recycling rate for portable batteries from 
45% to 65% in 2025 and 70% in 2030. All other batteries (e.g., 
from electric vehicles or stationary applications) must be fully 
collected and recycled while achieving high recovery rates. In 
addition, the proposed regulation establishes a framework for 
the re-use (second life) of batteries from electric vehicles.[308]

6.3. Recycling Processes

The recovery of the precious metals Co, Li, and Ni is a primary 
effort when recycling spent LIBs, beside Al from housing and 
Cu from current collectors.[309,310] A complete recovery of LIBs 
requires the application of different methods, making indus-
trial LIB recyclers often use a combination of different tech-
nologies.[311] At present, recycling processes to recover critical 
materials such as Co, Li, or Ni can be classified into pyrometal-
lurgical and hydrometallurgical methods.[309,311,312] Alternatively, 
the battery components are recovered as a whole in direct recy-
cling processes. Several pre-treatment processes to deactivate 
the battery and separate the battery to its individual compo-
nents precede this.[311] Figure 7 shows an overview of the cur-
rently existing recycling processes.

6.3.1. Collection and Transportation

Since LIBs are classified as hazardous materials, strict safety 
measures (special transport containers, warning signs, pack-
aging, etc.) against short circuits or leakage of the electrolyte 
must be observed during collection as well as transport. These 
high safety requirements related to waste logistics result in 
significant costs for battery recycling.[314] Since a variety of bat-
teries exists, differing in size, weight, capacity and cell chem-
istry, collection and transportation is also subject to increased 
complexity. Depending on the battery, the requirements for 
packaging (strong outer packaging, protection against short cir-
cuit, etc.) and shipping (road, rail, sea freight, airfreight, etc.) 
differ.[315] Currently, both battery manufacturers and producers 
incorporating a battery into their products are responsible for 
the management of spent LIBs that they distribute, especially 
for financing collection and recycling systems.[316]

6.3.2. Pre-Treatment

Due to the complexity of the LIB structure, pretreatment pro-
cesses are required aiming for maximized recovery rates, safe 
disposal of harmful components and safe treatment of LIBs. 
Thereby, safety aspects related to chemical, electrical, fire and 
explosion hazards have to be considered.[309,311,312,317] Especially 
for the downstream processes, pretreatment is seen as a key 
step.[312,314] The pretreatment processes described in the fol-
lowing originate from the mining industry and are therefore 
already mature and suitable for the recycling of spent LIBs. The 
processes often occur in combination.[309]

Discharging: A discharging process prior dismantling 
reduces the electrochemical energy content of the spent battery 
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and thus prevents self-ignition or short circuits.[314,316] Several 
discharging approaches are applied:

External Circuit: Ohmic discharge by a load carrying circuit is 
the most common and a viable method for large battery cells with 
high capacities.[314,318,319] Additionally, costs savings could be real-
ized, if the electricity from the discharge can be recovered.[318]

Salt Brines: Discharging in salt brines, mainly NaCl, is a 
common method for low-voltage batteries. Due to the high elec-
trolysis rate and the strong gas evolution, this method is unsuit-
able for high-voltage batteries.[309,314,319,320]

Thermal Treatment: Thermal treatment (i.e., pyrolysis or 
calcination) removes and decomposes combustible electro-
lyte components by thermo-chemically degrading the organic 
compounds (e.g., separator, binder, and plastic case) which 
deactivates the battery. The processes are carried out in rotary 
furnaces, vacuum induction furnaces or blast furnaces.[311,314] 
The resulting decomposition products are separated in air 
and smoke cleaning systems.[71] To prevent a redox reaction 
of the metals, but enable an efficient decomposition of the 
organic compounds, an optimum temperature range between  
500–600°C is stated.[310,312,319]

Dismantling and Sorting: Spent LIBs are delivered to recyclers 
either as complete batteries, battery packs sourced from, that is, 
electric vehicles, or as a bulk mixture of small size LIBs. Battery 
packs comprise large assemblies of battery modules and include 
many individual periphery components, such as housing, battery 
management system (BMS) or cooling parts. Therefore, they are 
first dismantled manually into modules or even cells.[309,312,314,318] 
This process is fraught with major safety risks due to the high 
voltage of the batteries (more than 450 V).[312] Thus, in industrial 

processes the aim is to use human-robot-cooperation, not only 
from a safety point of view, but also from an economic vantage 
point.[309,314,319,321] Concepts for a fully automated disassembly by 
industrial robots are controversially discussed as battery types are 
wide-ranging, complex and developing rapidly.[312,314,321,322] After 
battery pack and module dismantling, the LIBs are sorted by 
size, chemistry, and format in order to determine process routes 
for further treatment.[309,312,314] The batteries are further disman-
tled, manually with knives and saws, into individual cells, which 
in turn are further disassembled.[309,310,320] In the case of direct 
recycling, anodes, cathodes and separator are then separated and 
dried for 24 h at 60 °C in an oven.[310] It should be noted that these 
sorting and dismantling processes are only performed in hydro-
metallurgical, or direct recycling, and not in pyrometallurgical 
recycling. The subsequent separation of current collectors and 
active materials, which are adhered by a binder (normally PVDF 
or PTFE), poses a major challenge.[309,310]

Mechanical Treatment: Mechanical treatments allow the 
reduction of the material volume and the separation of the indi-
vidual battery materials.[309,311,319] Several processes are available 
which can be used individually or in combination.

Crushing: In order to liberate the anode and cathode mate-
rial, the LIBs must be crushed and ground using impact 
crushing, hammer crushing or a coarse roll crusher[309,320] 
which is typically done in a two-stage process.[314] First, the feed 
is pre-shredded and then the components themselves are lib-
erated.[314] Thus, the powdered electrode materials fall out[311] 
and properties of the electrode components as well as particle 
size and distribution are changed.[309] If not done before, the 
spent LIBs can be deactivated during the comminution process. 

Figure 7.  Overview of state-of-the-art recycling processes based on refs. [4] and [313].
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In that case, the comminution should be performed in a brine 
solution (wet crushing) or an inert gas atmosphere, so that 
safety precautions are maintained.[309,319]

Size Separation/Sieving: Sieving separates crushed battery 
component based on their different particle sizes. Through 
several sieving processes with varying size fractions, the mate-
rials can be further separated. A general distinction between 
the coarse fraction, including large particles such as plastic, 
electrode foil, separator, or steel casing, and the fine fraction, 
including smaller particles such as cathode and anode powders, 
can be made.[309,311,319,320]

Density Separation: The variation in density of the LIB com-
ponents (e.g., copper electrode foil has a higher density than 
the aluminum foil) enables their separation by using drag 
forces and gravity.[312,320,323] For this purpose, a zig-zag sepa-
rator, shaking table or vibrating screen with high air flow fol-
lowed by a cyclone separator can be used.[320,323]

Magnetic Separation: An external magnetic field separates 
the components based on their ferro-, para-, and diamagnetic 
properties[311] and is mainly used to remove Fe-containing 
components.[312,320,323]

Mechanochemical Treatment: A chemical reaction initiated by 
mechanical energy is called a mechanochemical reaction. High-
energy milling, such as planetary, ball or roller mills, is used to 
reduce the particle size of the battery parts and to achieve an 
increase in the specific surface area and a break-up of the struc-
ture. Breaking up the crystal structure of the cathode materials 
enables a simplified leaching process at room temperature. In 
addition, the reactivity with other materials is increased so that 
soluble compounds can be formed. Mechanochemistry is seen 
as an environmentally friendly recycling method for LIBs due 
to the low use of solvents.[309,319]

6.3.3. Pyrometallurgical Treatment

In pyrometallurgical treatment, battery components are 
smelted in a large furnace at high temperatures (about 1000 °C) 
to obtain a metal alloy consisting of the metals Cu, Ni, Co, and 
sometimes Fe, which is purified and separated by hydromet-
allurgy afterward.[309,311,318,319,323] Li and depending on the bat-
tery composition also Mn and Ti are usually not recovered as 
metals, but oxidize and form the slag, which can be used as 
an aggregate.[311,318,319,323] The electrolyte, binders, plastics, and 
carbon materials contained in the anode burn in an exothermic 
reaction, supplying energy to the process.[311,318,319,323] Despite 
sustainability concerns (such as the high energy requirements 
as well as the generation of toxic gases which, however, are 
filtered and cleaned), pyrometallurgical processes are one of 
the most commonly used recycling technologies for the valu-
able metals found in LIBs.[309,318,319,323] as the process underlies 
minor pretreatment and is robust (in respect of mixed and mis-
directed chemistries) and productive.[309,314]

6.3.4. Hydrometallurgical Treatment

In hydrometallurgical recycling, the valuable cathode mate-
rials are dissolved in acids and the individual metals are 

separated by solvent extraction.[314,319,323] Inorganic acids, 
such as H2SO4

[309,310,318,319] HCI,[309,310,319] HNO3
[309,310,319] or 

H3PO4
[310,319] are used to dissolve the metal components in a 

leaching process. Recently there are researches on environ-
mentally friendlier organic acids and bio-organisms as leaching 
agents.[309,319] Subsequently, the metals are concentrated and 
purified by chemical precipitation, ion exchange or solvent 
extraction.[309,310,318] Additional purification processes such as 
extraction electrolysis or electrowinning are used if the resulting 
metal salts do not meet the quality requirements.[314] Compared 
to pyrometallurgical processes, hydrometallurgy is seen as 
more sustainable due to the higher recycling efficiency, reduced 
energy consumption and lower amount of emissions.[309,319,323] 
However, the hydrometallurgical technology involves complex 
processing steps,[309] necessitating a prior pretreatment pro-
cess and a minimal amount of external material content.[319,323] 
Besides, there is a high consumption rate of chemical reagents 
in hydrometallurgical recycling processes.[310]

6.3.5. Direct Recycling

Instead of decomposing the active materials into substit-
uent elements, direct recycling aims to recover anode and 
cathode materials as a whole for direct reuse in LIB produc-
tion.[311,312,318,324] This approach is used particularly for battery 
scrap, which can be considered an important recycling source, 
from battery production facilities.[325] Current approaches are 
stated to be mechanical, electrochemical, cathode-to-cathode 
and cathode-healing technologies.[324] Direct recycling is seen 
as economically advantageous since complex purification pro-
cesses and active material synthesis are avoided.[311,312,318] Thus, 
there are no strong acids used, which has a positive effect on 
the process environmental impact.[311] It is also claimed that 
direct recycling enables the recovery of all battery compo-
nents.[318] Nevertheless, no standardized methods are currently 
established, due to the remaining challenges to recondition 
the materials at a suitable purity and quality level for battery 
reuse.[311] Besides, the recycling efficiency is highly depending 
on the health of the spent LIB.[318]

6.4. Recycling Activities in Europe

With regard to the rising amount of spent LIBs and the 
increasing need of efficient recycling technologies, the number 
of recycling facilities seems to be comparatively low. Currently 
there are 16 companies either already operating or in plan-
ning, as displayed in Table 1. Roughly, half of them are located 
in Germany. Only 6 out of 16 companies are operating on 
an industrial scale with an announced capacity of more than 
1000 tons per year. Thereby the highest capacity, 10  000 tons 
per year, is provided by Redux Recycling GmbH (Germany), 
followed by Umicore (Belgium), with a capacity of 7000 tons 
per year. Even though Hydrovolt (Norway) states a capacity of 
more than 8000 tons per year, it is currently not in operation. 
In addition, VW Salzgitter (Germany) and BASF (Germany) 
each are currently constructing battery recycling facilities. 
Counting five companies, the combination of mechanical and 
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hydrometallurgical processes represents the most frequently 
used recycling method, followed by four companies applying 
a mixture of thermal and/or mechanical, pyrometallurgical, 
as well as hydrometallurgical processes. One company claims 
the use of hydrometallurgy only, two companies disclosed the 
use of mechanical treatment only and one facility proclaimed 
a combination of thermal and mechanical methods. Only one 
facility is applying thermal and pyrometallurgical treatment 
without hydrometallurgy and only one other company claims 
to use direct recycling processes, but only for cathode material. 
Overall, mechanical and hydrometallurgical processes seem to 
be the dominating approach for recycling facilities in Europe 
followed by a mixture of thermal, mechanical, pyrometallur-
gical, and hydrometallurgical processes.

6.5. Challenges and Outlook

A detailed analysis on challenges and potentials of LIB recy-
cling can be found in the study of Harper et  al.[318] providing 
a comparative overview of the advantages and disadvantages of 

the different processes, as well as in the SWOT analysis pro-
vided by Mohr et al.[311] Overall, the robustness and simplicity of 
pyrometallurgical recycling are offset by the high-energy usage 
and the loss of valuable materials.[309,311,314,318] Hydrometallurgy 
can provide high recycling rates with high purity, but uses 
potentially toxic solvents and complex processes.[309,311,318,319,323] 
Direct recycling enables the recovery of a wide range of battery 
components with low waste generation, but the technology is 
still very immature.[311,318] In addition, there is a trade-off situ-
ation as discussed by Weil et  al.[335] cost-effective and efficient 
recycling versus quality and amount of recovered materials pos-
sibly hindering the realization of an ideal recycling depth.[335] 
A detailed elaboration of the challenges posed to LIB recycling, 
including their temporal dimension (short, medium, and long 
term), can be found in the BATTERY 2030+ Roadmap.[4]

7. Conclusion

After several hundred years of development, battery technology 
has become a key factor for large parts of modern industry. 

Table 1.  Li-ion battery recycling companies in Europe adapted and updated from refs. [311] and [326].

Company Country Scale Process applied Announced capacity tons/a Source

Accurec Germany Industrial Thermal + mechanical + pyrometallurgical
+ hydrometallurgical

3000 [311,326]

AEA Technology Batteries United Kingdom Dissolved in April, 2017

AkkuSer Oy Finland Pilot Mechanical 700 [311,326,327]

BASFa) Germany Pilot Hydrometallurgical N/A [328]

Batrec Industrie AG Switzerland Pilot Thermal
+ pyometallurgical

200 [329]

Duesenfeld GmbH Germany Pilot Mechanical
+ hydrometallurgical

N/A [311,326]

Euro Dieuze Industrie France Industrial Mechanical
+ hydrometallurgical

6000 car batteries/a [311,330]

Erlos Germany Pilot Mechanical
+ direct

700 [311,326]

Hydrovolta) Norway Industrial N/A More than 8000 [331]

Nickelhütte Aue GmbH Germany Industrial Thermal
+ pyrometallurgical

+ hydrometallurgical

7000 [311,326]

Redux Recycling GmbH Germany Industrial Thermal + mechanical 10 000 [311,326]

TES (formally Recupyl) France Pilot Mechanical
+ hydrometallurgical

N/A [311,326]

Primobius GmbH Germany Pilot Mechanical
+ hydrometallurgical

1000 [332]

Promesa GmbH & Co. KG Germany Industrial Mechanical 3200 [326,333]

SNAM France Pilot Mechanical
+ pyrometallurgical

+ hydrometallurgical

300 [311,326]

Umicore Belgium Industrial Pyrometallurgical + hydrometallurgical 7000 [311,326]

Ute Vilomara Spain Only spent LIB collection, no recycling

VW Salzgittera) Germany Pilot Mechanical (+ hydrometallurgicalb)) 1500 [334]

N/A: insufficient available information; a)In planning; b)Performed by partner.
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New and above all—large—applications that are fed by elec-
trochemical storage systems are being considered. In order to 
keep pace with the accelerated introduction of battery electric 
vehicles, stationary storage systems and new mobile devices, 
it is necessary to establish new approaches for research and 
development in the battery sector. Not only is the number 
increasing, but so is the demand for better performance of 
storage devices. These should have more energy and perfor-
mance, and be manufactured on a sustainable material basis. 
They should also be safer and more cost-effective and should 
already consider end-of-life aspects and recycling in the design. 
Therefore, it is necessary to accelerate the further development 
of new and improved battery chemistries and cells.

This can be achieved through an integrated, circular pro-
cess that could replace the previously established Edisonian 
approach, in which each step of the discovery chain is sequen-
tially dependent on the successful completion of the previous 
step(s). The European BATTERY2030 + initiative addresses 
these challenges with a chemically neutral approach that aims 
to reinvent the way batteries are invented. The approach is sup-
ported by five different research areas that are interconnected 
and in which the respective state of the art was collected and 
presented in this article.

Acknowledgements
M.F., K.E., E.A., R.D., M.E., A.G., and T.V. contributed equally to 
this work. The authors thank the European Union's Horizon 2020 
research and innovation program under grant agreements no. 957213 
(BATTERY2030PLUS) and no. 957189 (BIG-MAP) for funding. K.E. 
acknowledges the Knut and Alice Wallenberg Foundation (INTELL 
139501042) and the Swedish Foundation for Strategic Research (SSF). 
M.F., J.R., and H.S. thank the Deutsche Forschungsgemeinschaft (DFG, 
German Research Foundation) for funding under Germany’s Excellence 
Strategy – EXC 2154 – Project number 390874152. This work contributes 
to the research performed at CELEST (Center for Electrochemical 
Energy Storage Ulm Karlsruhe) and KIT Battery Technology Center. RD 
acknowledges financial support from the Slovenian Research Agency 
(research core funding P2-0393 and project N2-0214). The authors 
thank Kamal Husseini for support with the graphic design of Figure 6. 
A.A.F. acknowledges the European Union's Horizon 2020 research and 
innovation program under grant agreement no. 772873 (ARTISTIC) and 
the Institut Universitaire de France for support. A.W. acknowledges 
the funding from the German Bundesministerium für Bildung und 
Forschung (BMBF, Federal Ministry for Education and Research, project 
“HydroLIBRec,” grant ID 03XP0339A).

Open access funding enabled and organized by Projekt DEAL.

Conflict of Interest
The authors declare no conflict of interest.

Keywords
battery 2030, battery recycling, machine learning, operando sensing, 
self-healing batteries

Received: September 18, 2021
Revised: November 10, 2021

Published online: 

[1]	 M. S. Ziegler, J. E. Trancik, Energy Environ. Sci. 2021, 14, 1635.
[2]	 Batteries Europe: Strategic Research Agenda for Batteries 2020. 

Batteries Europe – European Technology and Innovation Platform 
(ETIP) 2020, https://ec.europa.eu/energy/topics/technology-and-
innovation/batteries-europe/news-articles-and-publications/sra_
en (accessed: November 2021).

[3]	 Council of the European Union – Fit for 55, https://www.con-
silium.europa.eu/en/policies/eu-plan-for-a-green-transition/ 
(accessed: November 2021).

[4]	 K. Edström, R. Dominko, M. Fichtner, T. Otuszewski, S. Perraud, 
C. Punckt, J.-M. Tarascon, T. Vegge, W. Martin, Battery2030+ 2020, 
https://battery2030.eu/research/roadmap/ (accessed: November 
2021).

[5]	 T. Placke, R. Kloepsch, S. Dühnen, M. Winter, J. Solid State Electro-
chem. 2017, 21, 1939.

[6]	 M. V. Reddy, A. Mauger, C. M. Julien, A. Paolella, K. Zaghib, Mate-
rials 2020, 13, 1884.

[7]	 B. Scrosati, J. Solid State Electrochem. 2011, 15, 1623.
[8]	 M. S. Whittingham, Science 1976, 192, 1126.
[9]	 K.  Mizushima, P. C.  Jones, P. J.  Wiseman, J. B.  Goodenough, 

Mater. Res. Bull. 1980, 15, 783.
[10]	 A.  Mauger, C. M.  Julien, M.  Armand, K. T J B. G  Zaghib, Adv. 

Energy Mater. 2021, 11, 2000773.
[11]	 A. Lee, Tight Battery Market Is Next Test for EVs After Chip Crisis,  

2021, https://www.bloomberg.com/news/articles/2021-07-22/
tight-battery-market-is-next-test-for-evs-caught-in-chip-crisis 
(accessed: November 2021).

[12]	 L.  Gear, A.  Holland, X.  He, IDTechEx Reports 2020, https://www.
idtechex.com/de/research-report/batteries-for-stationary-energy-
storage-2021-2031/790 (accessed: November 2021).

[13]	 F.  Birol, International Energy Agency 2018, https://www.iea.org/
reports/world-energy-outlook-2018 (accessed: November 2021).

[14]	 J. Xie, Y.-C Lu, Nat. Commun. 2020, 11, 2499.
[15]	 S. T. Myung, F. Maglia, K. J. Park, C. S. Yoon, P. Lamp, S. J. Kim, 

Y. K. Sun, ACS Energy Lett. 2017, 2, 196.
[16]	 N. Nitta, F. Wu, J. T. Lee, G. Yushin, Mater. Today 2015, 18, 252.
[17]	 M. J. Herzog, N. Gauquelin, D. Esken, J. Verbeeck, J.  Janek, ACS 

Appl. Energy Mater. 2021, 21, 8832.
[18]	 M.  Dubarry, N.  Qin, P.  Brooker, Curr. Opin. Electrochem. 2018, 9, 

106.
[19]	 A.  Perea, A.  Paolella, J.  Dubé, D.  Champagne, A.  Mauger, 

K. Zaghib, J. Power Sources 2018, 399, 392.
[20]	 D. Karabelli, S. Singh, S. Kiemel, J. Koller, A. Konarov, F. Stubhan, 

R.  Miehe, M.  Weeber, Z.  Bakenov, K. P.  Birke, Front. Energy Res. 
2020, 8, 605129.

[21]	 T.  Liu, Y.  Zhang, Z.  Jiang, X.  Zeng, J.  Ji, Z.  Li, X.  Gao, M.  Sun, 
Z.  Lin, M.  Ling, J.  Zheng, C.  Liang, Energy Environ. Sci. 2019, 12, 
1512.

[22]	 J.  Figgener, P.  Stenzel, K. P.  Kairies, J.  Linßen, D.  Haberschusz, 
O. Wessels, G. Angenendt, M. Robinius, D. Stolten, D. U. Sauer, J. 
Energy Storage 2020, 29, 101153.

[23]	 R.  Richter, J.  Häcker, Z.  Zhao-Karger, T.  Danner, N.  Wagner, 
M. Fichtner, K. A. Friedrich, A. Latz, ACS Appl. Energy Mater. 2021, 
4, 2365.

[24]	 M.  Salama, Rosy, R.  Attias, R.  Yemini, Y.  Gofer, D.  Aurbach, 
M. Noked, ACS Energy Lett. 2019, 4, 436.

[25]	 X. Yu, A. Manthiram, Adv. Funct. Mater. 2020, 30, 2004084.
[26]	 T.  Liu, J. P.  Vivek, E. W.  Zhao, J.  Lei, N.  Garcia-Araez, C. P.  Grey, 

Chem. Rev. 2020, 120, 6558.
[27]	 S. Clark, A. Latz, B. Horstmann, Batteries 2018, 4, 5.
[28]	 T. T. Beyene, H. K. Bezabh, M. A. Weret, T. M. Hagos, C.-J. Huang, 

C.-H.  Wang, W.-N.  Su, H.  Dai, B.-J.  Hwang, J. Electrochem. Soc. 
2019, 166, A1501.

[29]	 A. J.  Louli, M.  Coon, M.  Genovese, J.  deGooyer, A.  Eldesoky, 
J. R. Dahn, J. Electrochem. Soc. 2021, 168, 020515.

Adv. Energy Mater. 2021, 2102904

https://ec.europa.eu/energy/topics/technology-and-innovation/batteries-europe/news-articles-and-publications/sra_en
https://ec.europa.eu/energy/topics/technology-and-innovation/batteries-europe/news-articles-and-publications/sra_en
https://ec.europa.eu/energy/topics/technology-and-innovation/batteries-europe/news-articles-and-publications/sra_en
https://www.consilium.europa.eu/en/policies/eu-plan-for-a-green-transition/
https://www.consilium.europa.eu/en/policies/eu-plan-for-a-green-transition/
https://www.bloomberg.com/news/articles/2021-07-22/tight-battery-market-is-next-test-for-evs-caught-in-chip-crisis
https://www.bloomberg.com/news/articles/2021-07-22/tight-battery-market-is-next-test-for-evs-caught-in-chip-crisis
https://www.idtechex.com/de/research-report/batteries-for-stationary-energy-storage-2021-2031/790
https://www.idtechex.com/de/research-report/batteries-for-stationary-energy-storage-2021-2031/790
https://www.idtechex.com/de/research-report/batteries-for-stationary-energy-storage-2021-2031/790
https://www.iea.org/reports/world-energy-outlook-2018
https://www.iea.org/reports/world-energy-outlook-2018


www.advenergymat.dewww.advancedsciencenews.com

2102904  (20 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

[30]	 Y. Qiao, H. Yang, Z. Chang, H. Deng, X. Li, H. Zhou, Nat. Energy 
2021, 6, 653.

[31]	 D.  Bresser, K.  Hosoi, D.  Howell, H.  Li, H.  Zeisel, K.  Amine, 
S. Passerini, J. Power Sources 2018, 382, 176.

[32]	 A. A. Aspuru-Guzik, K. Persson, DASH 2018, https://dash.harvard.
edu/handle/1/35164974 (accessed: November 2021).

[33]	 O. Borodin, M. Olguin, C. E. Spear, K. W. Leiter, J. Knap, Nanotech-
nology 2015, 26, 354003.

[34]	 M. D.  Fleischauer, T. D.  Hatchard, A.  Bonakdarpour, J. R.  Dahn, 
Meas. Sci. Technol. 2004, 16, 212.

[35]	 J. R.  Dahn, S.  Trussler, T. D.  Hatchard, A.  Bonakdarpour, 
J. R. Mueller-Neuhaus, K. C. Hewitt, M. Fleischauer, Chem. Mater. 
2002, 14, 3519.

[36]	 C. R.  Brown, E.  McCalla, C.  Watson, J. R  Dahn, ACS Comb. Sci. 
2015, 17, 381.

[37]	 C. Houben, A. A. Lapkin, Curr. Opin. Chem. Eng. 2015, 9, 1.
[38]	 H. S. Stein, J. M. Gregoire, Chem. Sci. 2019, 10, 9640.
[39]	 L. M.  Roch, F.  Häse, C.  Kreisbeck, T.  Tamayo-Mendoza, 

L. P. E.  Yunker, J. E.  Hein, A.  Aspuru-Guzik, Sci. Robot. 2018, 3, 
eaat5559.

[40]	 J. N. Cawse, Acc. Chem. Res. 2001, 34, 213.
[41]	 E. J. Amis, X.-D. Xiang, J.-C. Zhao, MRS Bull. 2002, 27, 295.
[42]	 A. Ludwig, npj Comput. Mater. 2019, 5, 70.
[43]	 C. W. Coley, N. S. Eyke, K. F. Jensen, Angew. Chem., Int. Ed. 2020, 

59, 23414.
[44]	 C. W. Coley, N. S. Eyke, K. F. Jensen, Angew. Chem., Int. Ed. 2020, 

59, 22858.
[45]	 S.  Dalavi, P.  Guduru, B. L.  Lucht, J. Electrochem. Soc. 2012, 159, 

A642.
[46]	 T. A. Stegk, R. Janssen, G. A. Schneider, J. Comb. Chem. 2008, 10, 274.
[47]	 M. D. Fleischauer, J. M. Topple, J. R. Dahn, Electrochem. Solid-State 

Lett. 2005, 8, A137.
[48]	 S. Daboss, F. Rahmanian, H. S. Stein, C. Kranz, Electrochem. Sci. 

Adv. 2021, e2100122.
[49]	 P. Herring, C. Balaji Gopal, M. Aykol, J. H. Montoya, A. Anapolsky, 

P. M.  Attia, W.  Gent, J. S.  Hummelshøj, L.  Hung, H. K.  Kwon, 
P.  Moore, D.  Schweigert, K. A.  Severson, S.  Suram, Z.  Yang, 
R. D. Braatz, B. D. Storey, SoftwareX 2020, 11, 100506.

[50]	 S. E.  Ament, H. S.  Stein, D.  Guevarra, L.  Zhou, J. A.  Haber, 
D. A. Boyd, M. Umehara, J. M. Gregoire, C. P. Gomes, npj Comput. 
Mater. 2019, 5, 77.

[51]	 J. Bai, J. Bjorck, Y. Xue, S. K. Suram, J. Gregoire, C. Gomes, Lect. 
Notes Comput. Sci. 2017, 10335 LNCS, 104.

[52]	 C. P.  Gomes, J.  Bai, Y.  Xue, J.  Björck, B.  Rappazzo, S.  Ament, 
R. Bernstein, S. Kong, S. K. Suram, R. B. Dover, J. M. van Gregoire, 
MRS Commun. 2019, 9, 600.

[53]	 L. Banko, O. A. Krysiak, B. Xiao, T. Löffler, A. Savan, J. K. Pedersen, 
J.  Rossmeisl, W.  Schuhmann, A.  Ludwig, arXiv 2021, arXivID: 
2106.08776.

[54]	 P. M.  Maffettone, L.  Banko, P.  Cui, Y.  Lysogorskiy, M. A.  Little, 
D. Olds, A. Ludwig, A. I. Cooper, Nat. Comput. Sci. 2021, 1, 290.

[55]	 I. E. Castelli, D. J. Arismendi-Arrieta, A. Bhowmik, I. Cekic-Laskovic, 
S.  Clark, R.  Dominko, E.  Flores, J.  Flowers, K. U.  Frederiksen, 
J. Friis, A. Grimaud, K. V. Hansen, L. J. Hardwick, K. Hermansson, 
L.  Königer, H.  Lauritzen, F.  Cras, H.  Le Li, S.  Lyonnard, 
H.  Lorrmann, N.  Marzari, L.  Niedzicki, G.  Pizzi, F.  Rahmanian, 
H. Stein, M. Uhrin, W. Wenzel, M. Winter, C. Wölke, T. Vegge, Bat-
teries Supercaps 2021, https://doi.org/10.1002/batt.202100117.

[56]	 P. M.  Attia, A.  Grover, N.  Jin, K. A.  Severson, T. M.  Markov, 
Y.-H.  Liao, M. H.  Chen, B.  Cheong, N.  Perkins, Z.  Yang, 
P. K.  Herring, M.  Aykol, S. J.  Harris, R. D.  Braatz, S.  Ermon, 
W. C. Chueh, Nature 2020, 578, 397.

[57]	 A. Bhowmik, T. Vegge, Joule 2020, 4, 717.
[58]	 A. Wang, S. Kadam, H. Li, S. Shi, Y. Qi, npj Comput. Mater. 2018, 

4, 15.

[59]	 A.  Bhowmik, I. E.  Castelli, J. M.  Garcia-Lastra, P. B.  Jørgensen, 
O. Winther, T. Vegge, Energy Storage Mater. 2019, 21, 446.

[60]	 T.  Vegge, J.  Tarascon, K.  Edström, Adv. Energy Mater. 2021, 23, 
2100362.

[61]	 M.  Jäckle, K.  Helmbrecht, M.  Smits, D.  Stottmeister, A.  Groß, 
Energy Environ. Sci. 2018, 11, 3400.

[62]	 D.  Bedrov, O.  Borodin, J. B.  Hooper, J. Phys. Chem. C 2017, 121, 
16098.

[63]	 B. Horstmann, F. Single, A. Latz, Curr. Opin. Electrochem. 2019, 13, 61.
[64]	 D.  Aurbach, A.  Zaban, Y.  Ein-Eli, I.  Weissman, O.  Chusid, 

B.  Markovsky, M.  Levi, E.  Levi, A.  Schechter, E.  Granot, J. Power 
Sources 1997, 68, 91.

[65]	 P. Lu, C. Li, E. W. Schneider, S. J. Harris, J. Phys. Chem. C 2014, 118, 
896.

[66]	 J.  Maibach, F.  Lindgren, H.  Eriksson, K.  Edström, M.  Hahlin, J. 
Phys. Chem. Lett. 2016, 7, 1775.

[67]	 M.  Boniface, L.  Quazuguel, J.  Danet, D.  Guyomard, P.  Moreau, 
P. Bayle-Guillemaud, Nano Lett. 2016, 16, 7381.

[68]	 A. Paolella, W. Zhu, G.-L., La Xu, A. Monaca, S. Savoie, G. Girard, 
A.  Vijh, H.  Demers, A.  Perea, N.  Delaporte, A.  Guerfi, X.  Liu, 
Y.  Ren, C.-J.  Sun, J.  Lu, K.  Amine, K.  Zaghib, Adv. Energy Mater. 
2020, 10, 2001497.

[69]	 P. Bai, J. Li, F. R. Brushett, M. Z. Bazant, Energy Environ. Sci. 2016, 
9, 3221.

[70]	 M.  Golozar, P.  Hovington, A.  Paolella, S.  Bessette, M.  Lagacé, 
P.  Bouchard, H.  Demers, R.  Gauvin, K.  Zaghib, Nano Lett. 2018, 
18, 7583.

[71]	 R.  Schmitz, R.  Ansgar Müller, R.  Wilhelm Schmitz, C.  Schreiner, 
M.  Kunze, A.  Lex-Balducci, S.  Passerini, M.  Winter, J. Power 
Sources 2013, 233, 110.

[72]	 P.  Keil, S. F.  Schuster, J.  Wilhelm, J.  Travi, A.  Hauser, R. C.  Karl, 
A. Jossen, J. Electrochem. Soc. 2016, 163, A1872.

[73]	 P. M. Attia, S. Das, S. J. Harris, M. Z. Bazant, W. C. Chueh, J. Elec-
trochem. Soc. 2019, 166, E97.

[74]	 S. Menkin, C. A. O'Keefe, A. B. Gunnarsdóttir, S. Dey, F. M. Pesci, 
Z. Shen, A. Aguadero, C. P. Grey, J. Phys. Chem. C 2021, 125, 16719.

[75]	 Y. Li, Y. Li, A. Pei, K. Yan, Y. Sun, C. L. Wu, L. M. Joubert, R. Chin, 
A. L.  Koh, Y.  Yu, J.  Perrino, B.  Butz, S.  Chu, Y.  Cui, Science 2017, 
358, 506.

[76]	 Y. Xu, H. Wu, H. Jia, M. H. Engelhard, J.-G. Zhang, W. Xu, C. Wang, 
Nano Energy 2020, 76, 105040.

[77]	 E.  Peled, D.  Golodnitsky, G.  Ardel, J. Electrochem. Soc. 1997, 144, 
L208.

[78]	 F.  Single, B.  Horstmann, A.  Latz, J. Electrochem. Soc. 2017, 164, 
E3132.

[79]	 W.  Huang, P. M.  Attia, H.  Wang, S. E.  Renfrew, N.  Jin, S.  Das, 
Z.  Zhang, D. T.  Boyle, Y.  Li, M. Z.  Bazant, B. D.  McCloskey, 
W. C. Chueh, Y. Cui, Nano Lett. 2019, 19, 5140.

[80]	 D.  Li, D.  Danilov, Z.  Zhang, H.  Chen, Y.  Yang, P. H. L.  Notten, 
J. Electrochem. Soc. 2015, 162, A858.

[81]	 L.  von  Kolzenberg, A.  Latz, B.  Horstmann, ChemSusChem 2020, 
13, 3901.

[82]	 M.  Broussely, S.  Herreyre, P.  Biensan, P.  Kasztejna, K.  Nechev, 
R. J. Staniewicz, J. Power Sources 2001, 97–98, 13.

[83]	 M. B. Pinson, M. Z. Bazant, J. Electrochem. Soc. 2013, 160, A243.
[84]	 F.  Röder, R. D.  Braatz, U.  Krewer, J. Electrochem. Soc. 2017, 164, 

E3335.
[85]	 J. Christensen, J. Newman, J. Electrochem. Soc. 2004, 151, A1977.
[86]	 F. Single, A. Latz, B. Horstmann, ChemSusChem 2018, 11, 1950.
[87]	 S. Das, P. M. Attia, W. C. Chueh, M. Z. Bazant, J. Electrochem. Soc. 

2019, 166, E107.
[88]	 T.  Schmitt, Doctoral Thesis, Ulm University 2019, https://doi.

org/10.18725/OPARU-29529.
[89]	 M. Chouchane, O. Arcelus, A. A. Franco, Batteries Supercaps 2021, 

4, 1457.

Adv. Energy Mater. 2021, 2102904

https://dash.harvard.edu/handle/1/35164974
https://dash.harvard.edu/handle/1/35164974
https://doi.org/10.1002/batt.202100117
https://doi.org/10.18725/OPARU-29529
https://doi.org/10.18725/OPARU-29529


www.advenergymat.dewww.advancedsciencenews.com

2102904  (21 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

[90]	 C. R. Birkl, M. R. Roberts, E. McTurk, P. G. Bruce, D. A. Howey, J. 
Power Sources 2017, 341, 373.

[91]	 I. Yoon, S. Jurng, D. P. Abraham, B. L. Lucht, P. R. Guduru, Energy 
Storage Mater. 2020, 25, 296.

[92]	 K.  Guo, R.  Kumar, X.  Xiao, B. W.  Sheldon, H.  Gao, Nano Energy 
2020, 68, 104257.

[93]	 M. Tanaka, J. B. Hooper, D. Bedrov, ACS Appl. Energy Mater. 2018, 
1, 1858.

[94]	 L.  von  Kolzenberg, A.  Latz, B.  Horstmann, Batteries & Supercaps 
2021, https://doi.org/10.1002/batt.202100216.

[95]	 M.  Weiss, R.  Ruess, J.  Kasnatscheew, Y.  Levartovsky, N. R.  Levy, 
P.  Minnmann, L.  Stolz, T.  Waldmann, M.  Wohlfahrt-Mehrens, 
D. Aurbach, M. Winter, Y. Ein-Eli, J. Janek, Adv. Energy Mater. 2021, 
11, 2101126.

[96]	 T.  Waldmann, B. I.  Hogg, M. Li  Wohlfahrt-Mehrens, J. Power 
Sources 2018, 384, 107.

[97]	 S. Hein, T. Danner, A. Latz, ACS Appl. Energy Mater. 2020, 3, 8519.
[98]	 B.  Horstmann, J.  Shi, R.  Amine, M.  Werres, X.  He, H.  Jia, 

F.  Hausen, I.  Cekic-Laskovic, S.  Wiemers-Meyer, J.  Lopez, 
D.  Galvez-Aranda, F.  Baakes, D.  Bresser, C.  Su, Y.  Xu, W.  Xu, 
P.  Jakes, R.-A.  Eichel, E.  Figgemeier, U.  Krewer, J. M.  Seminario, 
P. B.  Balbuena, C.  Wang, S.  Passerini, Y.  Shao-Horn, M.  Winter, 
K. Amine, R. Kostecki, A. Latz, Energy Environ. Sci. 2021, 14, 5289.

[99]	 D. R. Ely, R. E. García, J. Electrochem. Soc. 2013, 160, A662.
[100]	 I.  Goodfellow, Y.  Bengio, A.  Courville, Deep Learning, The MIT 

Press, Cambridge, MA 2016.
[101]	 G. Houchins, V. Viswanathan, J. Chem. Phys. 2020, 153, 054124.
[102]	 V. L. Deringer, J. Phys. Energy 2020, 2, 041003.
[103]	 P. B. Jørgensen, A. Bhowmik, arXiv 2020, arXivID:2011.03346.
[104]	 R. P.  Joshi, J.  Eickholt, L.  Li, M.  Fornari, V.  Barone, J. E.  Peralta, 

ACS Appl. Mater. Interfaces 2019, 11, 18494.
[105]	 T.  Lombardo, M.  Duquesnoy, H.  El-Bouysidy, F.  Arén,  

A.  Gallo-Bueno, P. B.  Jørgensen, A.  Bhowmik, A.  Demortière, 
E.  Ayerbe, F.  Alcaide, M.  Reynaud, J.  Carrasco, A.  Grimaud, 
C. Zhang, T. Vegge, P.  Johansson, A. A. Franco, Chem. Rev. 2021, 
121, https://doi.org/10.1021/acs.chemrev.1c00108.

[106]	 D. P. Kingma, M. Welling, arXiv 2013, arXivID: 1312.6114v10.
[107]	 I. Goodfellow, J. Pouget-Abadie, M. Mirza, B. Xu, D. Warde-Farley, 

S. Ozair, A. Courville, Y. Bengio, Commun. ACM 2020, 63, 139.
[108]	 J. Noh, J. Kim, H. S. Stein, B. Sanchez-Lengeling, J. M. Gregoire, 

A. Aspuru-Guzik, Y. Jung, Matter 2019, 1, 1370.
[109]	 A.  Gayon-Lombardo, L.  Mosser, N. P.  Brandon, S. J.  Cooper, npj 

Comput. Mater. 2020, 6, 82.
[110]	 S.  Chun, S.  Roy, Y. T.  Nguyen, J. B.  Choi, H. S.  Udaykumar, 

S. S. Baek, Sci. Rep. 2020, 10, 13307.
[111]	 N. De Cao, T. Kipf, arXiv 2018, arXivID:1805.11973.
[112]	 W. Jin, R. Barzilay, T. Jaakkola, arXiv 2018, arXivID:1802.04364.
[113]	 J. Zhang, R. Mercado, O. Engkvist, H. Chen, J. Chem. Inf. Model. 

2021, 61, 2572.
[114]	 Y. Dan, Y. Zhao, X. Li, S. Li, M. Hu, J. Hu, npj Comput. Mater. 2020, 

6, 84.
[115]	 T.  Hsu, W. K.  Epting, H.  Kim, H. W.  Abernathy, G. A.  Hackett, 

A. D. Rollett, P. A. Salvador, E. A. Holm, JOM 2020, 73, 90.
[116]	 R. Singh, V. Shah, B. Pokuri, S. Sarkar, B. Ganapathysubramanian, 

C. Hegde, arXiv 2018, arXivID: 1811.09669.
[117]	 X. Y. Lee, J. R. Waite, C.-H. Yang, B. S. S. Pokuri, A. Joshi, A. Balu, 

C. Hegde, B. Ganapathysubramanian, S. Sarkar, Nat. Comput. Sci. 
2021, 1, 229.

[118]	 M. S. Jørgensen, H. L. Mortensen, S. A. Meldgaard, E. L. Kolsbjerg, 
T. L.  Jacobsen, K. H. Sørensen, B. Hammer, J. Chem. Phys. 2019, 
151, 054111.

[119]	 M.-P. V.  Christiansen, H. L.  Mortensen, S. A.  Meldgaard, 
B. Hammer, J. Chem. Phys. 2020, 153, 044107.

[120]	 A. Nigam, R. Pollice, M. Krenn, G. d. P. Gomes, A. Aspuru-Guzik, 
Chem. Sci. 2021, 12, 7079.

[121]	 Z.  Ren, J.  Noh, S.  Tian, F.  Oviedo, G.  Xing, Q.  Liang, A.  Aberle, 
Y.  Liu, Q.  Li, S.  Jayavelu, K.  Hippalgaonkar, Y.  Jung, arXiv 2020, 
arXivID: 2005.07609.

[122]	 Z.  Yao, B.  Sánchez-Lengeling, N. S.  Bobbitt, B. J.  Bucior, 
S. G. H.  Kumar, S. P.  Collins, T.  Burns, T. K.  Woo, O. K.  Farha, 
R. Q. Snurr, Nat. Mach. Intell. 2021, 3, 76.

[123]	 D.  Fokina, E.  Muravleva, G.  Ovchinnikov, Phys. Rev. E 2020, 101, 
043308.

[124]	 J.-W.  Lee, N. H.  Goo, W. B.  Park, M.  Pyo, K.-S.  Sohn, Eng. Rep. 
2021, 3, e12274.

[125]	 X. Li, Z. Yang, L. C. Brinson, A. Choudhary, A. Agrawal, W. Chen, 
in Northwestern University – Research Output, American Society of 
Mechanical Engineers Digital Collection, New York 2018.

[126]	 D. Gunning, M. Stefik, J. Choi, T. Miller, S. Stumpf, G.-Z. Yang, Sci. 
Robot. 2019, 4, eaay7120.

[127]	 W.  Samek, T.  Wiegand, K.-R.  Müller, arXiv 2017, arXivID: 
1708.08296.

[128]	 F. Mazzocchi, EMBO Rep. 2015, 16, 1250.
[129]	 P. Friederich, M. Krenn, I. Tamblyn, Mach. Learn. Sci. Technol. 2021, 

2, 025027.
[130]	 J. K.  Nørskov, T.  Bligaard, J.  Rossmeisl, C. H.  Christensen, Nat. 

Chem. 2009, 1, 37.
[131]	 W. Xu, M. Andersen, K. Reuter, ACS Catal. 2020, 11, 734.
[132]	 L. M. Ghiringhelli, J. Vybiral, S. V. Levchenko, C. Draxl, M. Scheffler, 

Phys. Rev. Lett. 2015, 114, 105503.
[133]	 A. A. Latimer, A. R. Kulkarni, H. Aljama, J. H. Montoya, J. S. Yoo, 

C. Tsai, F. Abild-Pedersen, F. Studt, J. K. Nørskov, Nat. Mater. 2016, 
16, 225.

[134]	 J. H.  Chang, P. B.  Jørgensen, S.  Loftager, A.  Bhowmik, 
J. M. G. Lastra, T. Vegge, Electrochim. Acta 2021, 388, 138551.

[135]	 F. T. Bölle, A. Bhowmik, T. Vegge, J. M. G. Lastra, I. E. Castelli, Bat-
teries Supercaps 2021, 4, 1516.

[136]	 B. C. Melot, J.-M. Tarascon, Acc. Chem. Res. 2013, 46, 1226.
[137]	 L.  Cheng, R. S.  Assary, X.  Qu, A.  Jain, S. P.  Ong, N. N.  Rajput, 

K. Persson, L. A. Curtiss, J. Phys. Chem. Lett. 2015, 6, 283.
[138]	 R.  Ouyang, S.  Curtarolo, E.  Ahmetcik, M.  Scheffler, 

L. M. Ghiringhelli, Phys. Rev. Mater. 2018, 2, 083802.
[139]	 R. Tibshirani, J. R. Stat. Soc. Ser. B 1996, 58, 267.
[140]	 H. Abdi, L. J. Williams, Wiley Interdiscip. Rev. Comput. Stat. 2010, 

2, 433.
[141]	 Y. Wang, N. Wagner, J. M. Rondinelli, MRS Commun. 2019, 9, 793.
[142]	 A.  Ishikawa, K. Sodeyama, Y.  Igarashi, T. Nakayama, Y. Tateyama, 

M. Okada, Phys. Chem. Chem. Phys. 2019, 21, 26399.
[143]	 N. R.  Singstock, J. C.  Ortiz-Rodríguez, J. T.  Perryman, C.  Sutton, 

J. M. Velázquez, C. B. Musgrave, J. Am. Chem. Soc. 2021, 143, 9113.
[144]	 T.  Yoshida, K.  Hongo, R.  Maezono, J. Phys. Chem. C 2019, 123, 

14126.
[145]	 H. Ullah, K. A. M Azizli, Z. B. Man, M. B. C.  Ismail, M. I. Khan, 

Polym. Rev. 2016, 56, 429.
[146]	 H. Mihashi, T. Nishiwaki, J. Adv. Concr. Technol. 2012, 10, 170.
[147]	 C.  Zhu, Y.  Fu, C.  Liu, Y.  Liu, L.  Hu, J.  Liu, I.  Bello, H.  Li, N.  Liu, 

S.  Guo, H.  Huang, Y.  Lifshitz, S. T.  Lee, Z.  Kang, C.  Zhu, Y.  Fu, 
C.  Liu, Y.  Liu, L.  Hu, J.  Liu, I.  Bello, H.  Li, N.  Liu, S.  Guo, 
H. Huang, Adv. Mater. 2017, 29, 1701399.

[148]	 D.  Jayabalakrishnan, D. B.  Naga Muruga, K.  Bhaskar, P.  Pavan, 
K. Balaji, P. S. Rajakumar, C. Priya, R. A. B. Deepa, S. Sendilvelan, 
M. Prabhahar, Mater. Today Proc. 2021, 45, 7195.

[149]	 Y.  Cheng, X.  Xiao, K.  Pan, H.  Pang, Chem. Eng. J. 2020, 380, 
122565.

[150]	 L. Mezzomo, C. Ferrara, G. Brugnetti, D. Callegari, E. Quartarone, 
P. Mustarelli, R. Ruffo, Adv. Energy Mater. 2020, 10, 2002815.

[151]	 D. Wang, C. Qin, X. Li, G. Song, Y. Liu, M. Cao, L. Huang, Y. Wu, 
iScience 2020, 23, 100781.

[152]	 F.  Wu, N.  Li, Y.  Su, H.  Shou, L.  Bao, W.  Yang, L.  Zhang, R.  An, 
S. Chen, Adv. Mater. 2013, 25, 3722.

Adv. Energy Mater. 2021, 2102904

https://doi.org/10.1002/batt.202100216
https://doi.org/10.1021/acs.chemrev.1c00108


www.advenergymat.dewww.advancedsciencenews.com

2102904  (22 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

[153]	 H. Z.  Zhang, Q. Q.  Qiao, G. R.  Li, S. H.  Ye, X. P.  Gao, J. Mater. 
Chem. 2012, 22, 13104.

[154]	 A. Manthiram, J. C. Knight, S.-T. Myung, S.-M. Oh, Y.-K. Sun, Adv. 
Energy Mater. 2016, 6, 1501010.

[155]	 Y.  Wang, H.  Xu, X.  Chen, H.  Jin, J.  Wang, Energy Storage Mater. 
2021, 38, 121.

[156]	 R. D.  Deshpande, J.  Li, Y.-T.  Cheng, M. W.  Verbrugge, J. Electro-
chem. Soc. 2011, 158, A845.

[157]	 X.  Guo, Y.  Ding, L.  Xue, L.  Zhang, C.  Zhang, J. B.  Goodenough, 
G. Yu, Adv. Funct. Mater. 2018, 28, 1804649.

[158]	 Y. Wu, L. Huang, X. Huang, X. Guo, D. Liu, D. Zheng, X. Zhang, 
R. Ren, D. Qu, J. Chen, Energy Environ. Sci. 2017, 10, 1854.

[159]	 Y. Wu, X. Huang, L. Huang, X. Guo, R. Ren, D. Liu, D. Qu, J. Chen, 
ACS Appl. Energy Mater. 2018, 1, 1395.

[160]	 T. Li, Y. Cui, L. Fan, X. Zhou, Y. Ren, V. De Andrade, F. De Carlo, 
L. Zhu, Appl. Mater. Today 2020, 21, 100802.

[161]	 S.  Komaba, N.  Yabuuchi, T.  Ozeki, Z. J.  Han, K.  Shimomura, 
H. Yui, Y. Katayama, T. Miura, J. Phys. Chem. C 2012, 116, 1380.

[162]	 J. S.  Bridel, T.  Azaïs, M.  Morcrette, J. M.  Tarascon, D.  Larcher, 
Chem. Mater. 2010, 22, 1229.

[163]	 S.  Komaba, K.  Shimomura, N.  Yabuuchi, T.  Ozeki, H.  Yui, 
K. Konno, J. Phys. Chem. C 2011, 115, 13487.

[164]	 A. Magasinski, B. Zdyrko, I. Kovalenko, B. Hertzberg, R. Burtovyy, 
C. F. Huebner, T. F. Fuller, I. Luzinov, G. Yushin, ACS Appl. Mater. 
Interfaces 2010, 2, 3004.

[165]	 C. Yang, C. Kim, M. J. Chun, N.-S. Choi, S.-H. Jung, W. Lee, J. Park, 
J. Park, Sci. Adv. Mater. 2016, 8, 252.

[166]	 H. S. Yang, S. H. Kim, A. G. Kannan, S. K. Kim, C. Park, D. W. Kim, 
Langmuir 2016, 32, 3300.

[167]	 R.  Kuruba, M. K.  Datta, K.  Damodaran, P. H.  Jampani, B.  Gattu, 
P. P. Patel, P. M. Shanthi, S. Damle, P. N. G. G. Kumta, J. Power 
Sources 2015, 298, 331.

[168]	 I.  Kovalenko, B.  Zdyrko, A.  Magasinski, B.  Hertzberg, Z.  Milicev, 
R. Burtovyy, I. Luzinov, G. Yushin, Science 2011, 334, 75.

[169]	 T. Yoon, S. Park, J. Mun, J. H. Ryu, W. Choi, Y.-S. Kang, J.-H. Park, 
S. M. Oh, J. Power Sources 2012, 215, 312.

[170]	 T. Kwon, J. W. Choi, A. Coskun, Chem. Soc. Rev. 2018, 47, 2145.
[171]	 S. J.  An, J.  Li, C.  Daniel, D.  Mohanty, S.  Nagpure, D. L.  Wood, 

Carbon N. Y. 2016, 105, 52.
[172]	 J.  Vetter, P.  Novák, M. R.  Wagner, C.  Veit, K.-C.  Möller, 

J. O.  Besenhard, M.  Winter, M.  Wohlfahrt-Mehrens, C.  Vogler, 
A. Hammouche, J. Power Sources 2005, 147, 269.

[173]	 T.  Chen, W.  Kong, Z.  Zhang, L.  Wang, Y.  Hu, G.  Zhu, R.  Chen, 
L. Ma, W. Yan, Y. Wang, J. Liu, Z. Jin, Nano Energy 2018, 54, 17.

[174]	 X.  Tian, P.  Yang, Y.  Yi, P.  Liu, T.  Wang, C.  Shu, L.  Qu, W.  Tang, 
Y. Zhang, M. Li, B. Yang, J. Power Sources 2020, 450, 227629.

[175]	 K.  Liu, S.  Jiang, T. L.  Dzwiniel, H.-K.  Kim, Z.  Yu, N. L.  Dietz 
Rago, J. J.  Kim, T. T.  Fister, J.  Yang, Q.  Liu, J.  Gilbert, L.  Cheng, 
V. Srinivasan, Z. Zhang, C. Liao, ACS Appl. Mater. Interfaces 2020, 
12, 29162.

[176]	 P.  Barai, K.  Higa, V.  Srinivasan, J. Electrochem. Soc. 2018, 165, 
A2654.

[177]	 B. Zhou, Y. H. Jo, R. Wang, D. He, X. Zhou, X. Xie, Z. Xue, J. Mater. 
Chem. A 2019, 7, 10354.

[178]	 B. Zhou, D. He, J. Hu, Y. Ye, H. Peng, X. Zhou, X. Xie, Z. A F Xue, 
J. Mater. Chem. A 2018, 6, 11725.

[179]	 B. B. Jing, C. M. Evans, J. Am. Chem. Soc. 2019, 141, 18932.
[180]	 R. J.  Gummow, A.  de  Kock, M. M.  Thackeray, Solid State Ionics 

1994, 69, 59.
[181]	 G. Amatucci, J.-M. Tarascon, J. Electrochem. Soc. 2002, 149, K31.
[182]	 C. Zhan, T. Wu, J. Lu, K. Amine, Energy Environ. Sci. 2018, 11, 243.
[183]	 D. H.  Jang, Y. J.  Shin, S. M.  Oh, J. Electrochem. Soc. 1996, 143, 

2204.
[184]	 S.  Zhang, J.  Ma, Z.  Hu, G.  Cui, L.  Chen, Chem. Mater. 2019, 31, 

6033.

[185]	 K. Kim, H. Ma, S. Park, N.-S. Choi, ACS Energy Lett. 2020, 5, 1537.
[186]	 G.  Amatucci, A.  Du Pasquier, A.  Blyr, T.  Zheng, J.-M.  Tarascon, 

Electrochim. Acta 1999, 45, 255.
[187]	 B.  Ziv, N.  Levy, V.  Borgel, Z.  Li, M. D.  Levi, D.  Aurbach, 

A. D. Pauric, G. R. Goward, T. J. Fuller, M. P. Balogh, I. C. Halalay, 
J. Electrochem. Soc. 2014, 161, A1213.

[188]	 Z.  Li, A. D.  Pauric, G. R.  Goward, T. J.  Fuller, J. M.  Ziegelbauer, 
M. P. Balogh, I. C. Halalay, J. Power Sources 2014, 272, 1134.

[189]	 A. Banerjee, B. Ziv, Y. Shilina, S. Luski, D. Aurbach, J. Electrochem. 
Soc. 2016, 163, A1083.

[190]	 T. Yim, H.-J. Ha, M.-S. Park, K. J. Kim, J.-S. Yu, Y.-J. Kim, RSC Adv. 
2013, 3, 25657.

[191]	 A. Banerjee, B. Ziv, Y. Shilina, S. Luski, D. Aurbach, I. C. Halalay, 
ACS Energy Lett. 2017, 2, 2388.

[192]	 J.-H.  Kim, M.  Gu, D. H.  Lee, J.-H.  Kim, Y.-S.  Oh, S. H.  Min, 
B.-S. Kim, S.-Y. Lee, Nano Lett. 2016, 16, 5533.

[193]	 A. Banerjee, B. Ziv, Y. Shilina, S. Luski, I. C. Halalay, D. Aurbach, 
Adv. Energy Mater. 2017, 7, 1601556.

[194]	 E. J. Kim, X. Yue, J. T. S.  Irvine, A. R. Armstrong, J. Power Sources 
2018, 403, 11.

[195]	 N. P. W.  Pieczonka, V.  Borgel, B.  Ziv, N.  Leifer, V.  Dargel, 
D.  Aurbach, J.-H.  Kim, Z.  Liu, X.  Huang, S. A.  Krachkovskiy, 
G. R. Goward, I. Halalay, B. R. Powell, A. Manthiram, Adv. Energy 
Mater. 2015, 5, 1501008.

[196]	 W.  Xu, J.  Wang, F.  Ding, X.  Chen, E.  Nasybulin, Y.  Zhang, 
J. G. Zhang, Energy Environ. Sci. 2014, 7, 513.

[197]	 J.-M. Tarascon, M. Armand, Nature 2001, 414, 359.
[198]	 Z. Li, J. Huang, B. Yann Liaw, V. Metzler, J. Zhang, J. Power Sources 

2014, 254, 168.
[199]	 L.  Chen, Z.  Huang, R.  Shahbazian-Yassar, J. A.  Libera, 

K. C. Klavetter, K. R. Zavadil, J. W. Elam, ACS Appl. Mater. Interfaces 
2018, 10, 7043.

[200]	 Y.  Gao, Z.  Yan, J. L.  Gray, X.  He, D.  Wang, T.  Chen, Q.  Huang, 
Y. C. Li, H. Wang, S. H. Kim, T. E. Mallouk, D. Wang, Nat. Mater. 
2019, 18, 384.

[201]	 S. J. Harris, A. Timmons, D. R. Baker, C. Monroe, Chem. Phys. Lett. 
2010, 485, 265.

[202]	 Y. Itou, Y. Ukyo, J. Power Sources 2005, 146, 39.
[203]	 M.  Safari, M.  Morcrette, A.  Teyssot, C.  Delacourt, J. Electrochem. 

Soc. 2009, 156, A145.
[204]	 D. A S Aurbach, Solid State Ionics 2002, 148, 405.
[205]	 X. Wang, Y. Sone, G. Segami, H. Naito, C. Yamada, K. Kibe, J. Elec-

trochem. Soc. 2007, 154, A14.
[206]	 S. A.  Odom, T. P.  Tyler, M. M.  Caruso, J. A.  Ritchey, 

M. V.  Schulmerich, S. J.  Robinson, R.  Bhargava, N. R.  Sottos, 
S. R. White, M. C. Hersam, J. S. Moore, Appl. Phys. Lett. 2012, 101, 
043106.

[207]	 S. Kang, A. R.  Jones, J. S. Moore, S. R. White, N. R. Sottos, Adv. 
Funct. Mater. 2014, 24, 2947.

[208]	 M. Keddam, Z. Stoynov, H. Takenouti, J. Appl. Electrochem. 1977, 7, 
539.

[209]	 X.  Zhang, H.  Ju, J.  Wang, Electrochemical Sensors, Biosensors and 
Their Biomedical Applications, Academic Press, Cambridge, MA 2008.

[210]	 M. Danko, J. Adamec, M. Taraba, P. Drgona, Transp. Res. Procedia 
2019, 40, 186.

[211]	 M.  Dollé, F.  Orsini, A. S.  Gozdz, J.-M.  Tarascon, J. Electrochem. 
Soc. 2001, 148, A851.

[212]	 Y.  Li, X.  Han, X.  Feng, Z.  Chu, X.  Gao, R.  Li, J.  Du, L.  Lu, 
M. Ouyang, J. Power Sources 2021, 481, 228933.

[213]	 Z.  Wang, Z.  Li, Q.  Liu, in Proc. SPIE 2011, 1237, https://doi.
org/10.1117/12.901592.

[214]	 A.  Knobloch, C.  Kapusta, J.  Karp, Y.  Plotnikov, J. B.  Siegel, 
A. G. Stefanopoulou, J. Electron. Packag. 2018, 140, 031002.

[215]	 Z. Li, J. Zhang, B. Wu, J. Huang, Z. Nie, Y. Sun, F. An, N. Wu, J. 
Power Sources 2013, 241, 536.

Adv. Energy Mater. 2021, 2102904

https://doi.org/10.1117/12.901592
https://doi.org/10.1117/12.901592


www.advenergymat.dewww.advancedsciencenews.com

2102904  (23 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

[216]	 C. E.  Campanella, A.  Cuccovillo, C.  Campanella, A.  Yurt, 
V. M. N. Passaro, Sensors 2018, 18, 3115.

[217]	 R. P. Day, J. Xia, R. Petibon, J. Rucska, H. Wang, A. T. B. Wright, 
J. R. Dahn, J. Electrochem. Soc. 2015, 162, A2577.

[218]	 A. J. Louli, J. Li, S. Trussler, C. R. Fell, J. R. V Dahn, J. Electrochem. 
Soc. 2017, 164, A2689.

[219]	 A. J. Louli, L. D. Ellis, J. R. Dahn, Joule 2019, 3, 745.
[220]	 M. Nascimento, T. Paixão, M. S. Ferreira, J. L. Pinto, Batteries 2018, 

4, 67.
[221]	 A. Raghavan, P. Kiesel, L. W. Sommer, J. Schwartz, A. Lochbaum, 

A.  Hegyi, A.  Schuh, K.  Arakaki, B.  Saha, A.  Ganguli, K. H.  Kim, 
C.  Kim, H. J.  Hah, S.  Kim, G.-O.  Hwang, G.-C.  Chung, B.  Choi, 
M. Alamgir, J. Power Sources 2017, 341, 466.

[222]	 J. C. Knight, Nature 2003, 424, 847.
[223]	 J. Huang, L. Albero Blanquer, J. Bonefacino, E. R. Logan, D. Alves 

Dalla Corte, C.  Delacourt, B. M.  Gallant, S. T.  Boles, J. R.  Dahn, 
H.-Y. Tam, J.-M. Tarascon, Nat. Energy 2020, 5, 674.

[224]	 P.  Desai, J.  Huang, H.  Hijazi, L.  Zhang, S.  Mariyappan, 
J.-M. Tarascon, Adv. Energy Mater. 2021, 11, 2101490.

[225]	 J.  Huang, L. A.  Blanquer, C.  Gervillié, J.-M.  Tarascon, J. Electro-
chem. Soc. 2021, 060520, 60520.

[226]	 J. Lao, P. Sun, F. Liu, X. Zhang, C. Zhao, W. Mai, T. Guo, G. Xiao, 
J. Albert, Light: Sci. Appl. 2018, 7, 34.

[227]	 J. O.  Majasan, J. B.  Robinson, R. E.  Owen, M.  Maier, 
A. N. P.  Radhakrishnan, M.  Pham, T. G.  Tranter, Y.  Zhang, 
P. R. Shearing, D. J. L. Brett, J. Phys. Energy 2021, 3, 032011.

[228]	 T. J. Davis, Technical Report, Battelle Pacific Northwest Labs, Rich-
land, WA  1971.

[229]	 C.  Villevieille, M.  Boinet, L.  Monconduit, Electrochem. Commun. 
2010, 12, 1336.

[230]	 T. Ohzuku, H. Tomura, K. Sawai, J. Electrochem. Soc. 1997, 144, 3496.
[231]	 B. Sood, M. Osterman, M. Pecht, in 2013 IEEE Symposium on Product 

Compliance Engineering (ISPCE), IEEE, Piscataway, NJ 2013.
[232]	 M.  Steen, N.  Lebadeva, F.  Di Persio, L. L.  Brett, Competitiveness 

in Advanced Li-ion Batteries for E-Mobility and Stationary Storage 
Applications – Opportunities and Actions, EUR 28837 EN, European 
Union, Luxembourg 2017.

[233]	 A.  Kwade, W.  Haselrieder, R.  Leithoff, A.  Modlinger, F.  Dietrich, 
K. Droeder, Nat. Energy 2018, 3, 290.

[234]	 W. B. Hawley, J. Li, J. Energy Storage 2019, 25, 100862.
[235]	 ECHA Registration Dossier 1-Methyl-2-Pyrrolidone, https://

echa.europa.eu/de/registration-dossier/-/registered-dos-
sier/15493/7/3/2 (accessed: October 2021).

[236]	 ECHA Candidate List of Substances of Very High Concern for 
Authorisation, https://echa.europa.eu/de/candidate-list-table/-/
dislist/details/0b0236e1807da281 (accessed: October  2021).

[237]	 ECHA Recommendation to Prioritize Annex XIV Inclusion, https://
Echa.Europa.Eu/Previous-Recommendations?Diss=True&search_
criteria_ecnumber=212-828-1&search_criteria_Casnumber=872-
50-4&search_criteria_name=1-Methyl-2-Pyrrolidone (accessed: 
October  2021).

[238]	 https://Echa.Europa.Eu/Rmoa/-/Dislist/Details/0b0236e181ffE87c 
(accessed: October  2021).

[239]	 Official Journal of the European Union, COMMISSION REGULA-
TION (EU) 2018/588, http://data.europa.eu/eli/reg/2018/588/oj 
(accessed: November 2021).

[240]	 V. R. Ravikumar, A. Schröder, S. Köhler, F. A. Çetinel, M. Schmitt, 
A.  Kondrakov, F.  Eberle, J. O.  Eichler-Haeske, D.  Klein,  
B. Schmidt-Hansberg, ACS Appl. Energy Mater. 2021, 4, 696.

[241]	 H. Zhou, B. Pei, Q. Fan, F. Xin, M. S. Whittingham, J. Electrochem. 
Soc. 2021, 168, 040536.

[242]	 D. Liu, L. Chen, T. Liu, T. Fan, E. Tsou, C. Tiu, Adv. Chem. Eng. Sci. 
2014, 4, 515.

[243]	 R. Ruffo, C. Wessells, R. A. Huggins, Y. Cui, Electrochem. Commun. 
2009, 11, 247.

[244]	 G.-W. Lee, J. H. Ryu, W. Han, K. H. Ahn, S. M. Oh, J. Power Sources 
2010, 195, 6049.

[245]	 A. Ponrouch, M. R. Palacín, J. Power Sources 2011, 196, 9682.
[246]	 T. Cetinkaya, A. Akbulut, M. O. Guler, H. Akbulut, J. Appl. Electro-

chem. 2014, 44, 209.
[247]	 Z. Wei, L. Xue, F. Nie, J. Sheng, Q. Shi, X. Zhao, J. Power Sources 

2014, 256, 28.
[248]	 G.  Liu, H.  Zheng, S.  Kim, Y.  Deng, A. M.  Minor, X.  Song, 

V. S. Battaglia, J. Electrochem. Soc. 2008, 155, A887.
[249]	 V. Barsykov, V. Khomenko, Sci. J. Riga Tech. Univ. 2010, 21, 67.
[250]	 M. A. Spreafico, P. Cojocaru, L. Magagnin, F. Triulzi, M. Apostolo, 

Ind. Eng. Chem. Res. 2014, 53, 9094.
[251]	 A. Guerfi, M. Kaneko, M. Petitclerc, M. Mori, K. Zaghib, J. Power 

Sources 2007, 163, 1047.
[252]	 K. Miyata, T. Kawada, K. Katou, Mitsubishi Chem. Eng. Corp. Euro-

pean Patent Application No. 10815325A, 06.09.2010, 2012.
[253]	 J. Li, C. Rulison, J. Kiggans, C. Daniel, D. L. Wood, J. Electrochem. 

Soc. 2012, 159, A1152.
[254]	 B. Son, M.-H. Ryou, J. Choi, T. Lee, H. K. Yu, J. H. Kim, Y. M. Lee, 

ACS Appl. Mater. Interfaces 2014, 6, 526.
[255]	 B.  Bitsch, J.  Dittmann, M.  Schmitt, P.  Scharfer, W.  Schabel, 

N. Willenbacher, J. Power Sources 2014, 265, 81.
[256]	 I.  Doberdò, N.  Löffler, N.  Laszczynski, D.  Cericola, N.  Penazzi, 

S. Bodoardo, G.-T. Kim, S. Passerini, J. Power Sources 2014, 248, 1000.
[257]	 C.-C. Li, Y.-W. Wang, J. Power Sources 2013, 227, 204.
[258]	 F.  Hippauf, B.  Schumm, S.  Doerfler, H.  Althues, S.  Fujiki, 

T.  Shiratsuchi, T.  Tsujimura, Y.  Aihara, S.  Kaskel, Energy Storage 
Mater. 2019, 21, 390.

[259]	 H. Duong, J. Shin, Y. Yudi, in 48th Power Sources Conf.  , Vol. 3–1,  
2018, pp. 34–37.

[260]	 H.  Bockholt, M.  Indrikova, A.  Netz, F.  Golks, A.  Kwade, J. Power 
Sources 2016, 325, 140.

[261]	 T.  Günther, D.  Schreiner, A.  Metkar, C.  Meyer, A.  Kwade, 
G. Reinhart, Energy Technol. 2020, 8, 1900026.

[262]	 W. Haselrieder, S.  Ivanov, D. K. Christen, H. Bockholt, A. Kwade, 
ECS Trans. 2013, 50, 59.

[263]	 H. Kang, C. Lim, T. Li, Y. Fu, B. Yan, N. Houston, V. De Andrade, 
F. De Carlo, L. Zhu, Electrochim. Acta 2017, 232, 431.

[264]	 M. Baumeister, J. Fleischer, CIRP Ann. 2014, 63, 5.
[265]	 R.  Leithoff, N.  Dilger, F.  Duckhorn, S.  Blume, D.  Lembcke, 

C. Tschöpe, C. Herrmann, K. Dröder, Batteries 2021, 7, 19.
[266]	 A. Schilling, J. Schmitt, F. Dietrich, K. Dröder, Energy Technol. 2016, 

4, 1502.
[267]	 R.  Schröder, M.  Aydemir, A.  Glodde, G.  Seliger, Proc. CIRP 2016, 

50, 641.
[268]	 T. Kornas, E. Knak, R. Daub, U. Bührer, C. Lienemann, H. Heimes, 

A. Kampker, S. Thiede, C. Herrmann, Proc. CIRP 2019, 81, 75.
[269]	 J. Wessel, A. Turetskyy, O. Wojahn, C. Herrmann, S. Thiede, Proc. 

CIRP 2020, 93, 162.
[270]	 M. S. Saleh, J. Li, J. Park, R. Panat, Addit. Manuf. 2018, 23, 70.
[271]	 M.  Doyle, T. F.  Fuller, J.  Newman, J. Electrochem. Soc. 1993, 140, 

1526.
[272]	 J. Newman, W. Tiedemann, AIChE J. 1975, 21, 25.
[273]	 N.  Xue, W.  Du, A.  Gupta, W.  Shyy, A.  Marie Sastry, 

J. R. R. A. Martins, J. Electrochem. Soc. 2013, 160, A1071.
[274]	 V.  Ramadesigan, R. N.  Methekar, F.  Latinwo, R. D.  Braatz, 

V. R. Subramanian, J. Electrochem. Soc. 2010, 157, A1328.
[275]	 M. Doyle, J. Newman, A. S. Gozdz, C. N. Schmutz, J. Tarascon, J. 

Electrochem. Soc. 1996, 143, 1890.
[276]	 P. Arora, M. Doyle, A. S. Gozdz, R. E. White, J. Newman, J. Power 

Sources 2000, 88, 219.
[277]	 S.  Malifarge, B.  Delobel, C.  Delacourt, J. Electrochem. Soc. 2018, 

165, A1275.
[278]	 S.  De, P. W. C.  Northrop, V.  Ramadesigan, V. R.  Subramanian, J. 

Power Sources 2013, 227, 161.

Adv. Energy Mater. 2021, 2102904

https://echa.europa.eu/de/registration-dossier/-/registered-dossier/15493/7/3/2
https://echa.europa.eu/de/registration-dossier/-/registered-dossier/15493/7/3/2
https://echa.europa.eu/de/registration-dossier/-/registered-dossier/15493/7/3/2
https://echa.europa.eu/de/candidate-list-table/-/dislist/details/0b0236e1807da281
https://echa.europa.eu/de/candidate-list-table/-/dislist/details/0b0236e1807da281
https://Echa.Europa.Eu/Previous-Recommendations?Diss=True&search_criteria_ecnumber=212-828-1&search_criteria_Casnumber=872-50-4&search_criteria_name=1-Methyl-2-Pyrrolidone
https://Echa.Europa.Eu/Previous-Recommendations?Diss=True&search_criteria_ecnumber=212-828-1&search_criteria_Casnumber=872-50-4&search_criteria_name=1-Methyl-2-Pyrrolidone
https://Echa.Europa.Eu/Previous-Recommendations?Diss=True&search_criteria_ecnumber=212-828-1&search_criteria_Casnumber=872-50-4&search_criteria_name=1-Methyl-2-Pyrrolidone
https://Echa.Europa.Eu/Previous-Recommendations?Diss=True&search_criteria_ecnumber=212-828-1&search_criteria_Casnumber=872-50-4&search_criteria_name=1-Methyl-2-Pyrrolidone
https://Echa.Europa.Eu/Rmoa/-/Dislist/Details/0b0236e181ffE87c


www.advenergymat.dewww.advancedsciencenews.com

2102904  (24 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

[279]	 E. Ayerbe, F. Varas, I. Urdampilleta, J. Electrochem. Soc. 2021, 168, 
100515.

[280]	 B. Wu, S. Han, K. G. Shin, W. Lu, J. Power Sources 2018, 395, 128.
[281]	 N. Dawson-Elli, S. B. Lee, M. Pathak, K. Mitra, V. R. Subramanian, 

J. Electrochem. Soc. 2018, 165, A1.
[282]	 M.  Quartulli, A.  Gil, A. M.  Florez-Tapia, P.  Cereijo, E.  Ayerbe, 

I. G. Olaizola, Energies 2021, 14, 4115.
[283]	 L. Cai, R. E. White, J. Electrochem. Soc. 2009, 156, A154.
[284]	 A. Mistry, A. A. Franco, S. J. Cooper, S. A. Roberts, V. Viswanathan, 

ACS Energy Lett. 2021, 6, 1422.
[285]	 A. C. Ngandjong, A. Rucci, M. Maiza, G. Shukla, J. Vazquez-Arenas,  

A. A. Franco, J. Phys. Chem. Lett. 2017, 8, 5966.
[286]	 A. Rucci, A. C. Ngandjong, E. N. Primo, M. Maiza, A. A. Franco, 

Electrochim. Acta 2019, 312, 168.
[287]	 M.  Zhu, J.  Park, A. M.  Sastry, J. Electrochem. Soc. 2011, 158, 

A1155.
[288]	 M. Cerbelaud, B. Lestriez, D. Guyomard, A. Videcoq, R. Ferrando, 

Langmuir 2012, 28, 10713.
[289]	 Z. Liu, P. P. Mukherjee, J. Electrochem. Soc. 2014, 161, E3248.
[290]	 M. M.  Forouzan, C.-W.  Chao, D.  Bustamante, B. A.  Mazzeo, 

D. R. Wheeler, J. Power Sources 2016, 312, 172.
[291]	 T.  Lombardo, J.-B.  Hoock, E. N.  Primo, A. C.  Ngandjong, 

M. Duquesnoy, A. A. Franco, Batteries Supercaps 2020, 3, 721.
[292]	 T.  Lombardo, A. C.  Ngandjong, A.  Belhcen, A. A.  Franco, 

M.  Chouchane, O.  Arcelus, A. A.  Franco, Energy Storage Mater. 
2021, 43, 337.

[293]	 A. J.  Stershic, S.  Simunovic, J.  Nanda, J. Power Sources 2015, 297, 
540.

[294]	 C.  Sangrós Giménez, B.  Finke, C.  Schilde, L.  Froböse, A.  Kwade, 
Powder Technol. 2019, 349, 1.

[295]	 A. C.  Ngandjong, T.  Lombardo, E. N.  Primo, M.  Chouchane, 
A.  Shodiev, O.  Arcelus, A. A.  Franco, J. Power Sources 2021, 485, 
229320.

[296]	 M.  Chouchane, A.  Rucci, T.  Lombardo, A. C.  Ngandjong, 
A. A. Franco, J. Power Sources 2019, 444, 227285.

[297]	 S. G. Lee, D. H.  Jeon, B. M. Kim, J. H. Kang, C.-J. Kim, J. Electro-
chem. Soc. 2013, 160, H258.

[298]	 A.  Shodiev, E.  Primo, O.  Arcelus, M.  Chouchane, M.  Osenberg, 
A. Hilger, I. Manke, J. Li, A. A. Franco, Energy Storage Mater. 2021, 
38, 80.

[299]	 M.  Thomitzek, O.  Schmidt, F.  Röder, U.  Krewer, C.  Herrmann, 
S. Thiede, Proc. CIRP 2018, 72, 346.

[300]	 R. P.  Cunha, T.  Lombardo, E. N.  Primo, A. A.  Franco, Batteries 
Supercaps 2020, 3, 60.

[301]	 A.  Shodiev, M.  Duquesnoy, O.  Arcelus, M.  Chouchane, J.  Li, 
A. A.  Franco, ChemRxiv 2021, https://doi.org/10.26434/chem-
rxiv.14635665.v1.

[302]	 Y.-T.  Chen, M.  Duquesnoy, D. H. S.  Tan, J.-M.  Doux, H.  Yang, 
G.  Deysher, P.  Ridley, A. A.  Franco, Y. S.  Meng, Z.  Chen, ACS 
Energy Lett. 2021, 6, 1639.

[303]	 A.  Turetskyy, S.  Thiede, M.  Thomitzek, N.  von  Drachenfels, 
T. Pape, C. Herrmann, Energy Technol. 2020, 8, 1900136.

[304]	 S. Thiede, A. Turetskyy, A. Kwade, S. Kara, C. Herrmann, CIRP Ann. 
Manuf. Technol. 2019, 68, 463.

[305]	 O.  Schmidt, M.  Thomitzek, F.  Röder, S.  Thiede, C.  Herrmann, 
U. Krewer, J. Electrochem. Soc. 2020, 167, 060501.

[306]	 M.  Duquesnoy, T.  Lombardo, M.  Chouchane, E. N.  Primo, 
A. A. Franco, J. Power Sources 2020, 480, 229103.

[307]	 E. Karamfilova, Briefing – Batteries Directive 2020.

[308]	 Questions and Answers on Sustainable Batteries Regulation, Euro-
pean Commission, Brussels 2020.

[309]	 X. Zhang, L. Li, E. Fan, Q. Xue, Y. Bian, F. Wu, R. Chen, Chem. Soc. 
Rev. 2018, 47, 7239.

[310]	 X.  Zheng, Z.  Zhu, X.  Lin, Y.  Zhang, Y.  He, H.  Cao, Z.  Sun, Engi-
neering 2018, 4, 361.

[311]	 M.  Mohr, M.  Weil, J.  Peters, Z.  Wang, in Encyclopedia of Electro-
chemistry, Wiley-VCH Verlag, Hoboken, NJ 2020, pp. 1–33.

[312]	 F.  Larouche, F.  Tedjar, K.  Amouzegar, G.  Houlachi, P.  Bouchard, 
G. P. Demopoulos, K. Zaghib, Materials 2020, 13, 801.

[313]	 T. Kunz, Argonne National Laboratory 2019, https://www.anl.gov.
[314]	 D. Werner, U. A. Peuker, T. Mütze, Metals (Basel) 2020, 10, 316.
[315]	 ZVEI – Zentralverband Elektrotechnik- und Elektronikindustrie e. 

V. Shipping Lithium Ion Batteries and Lithium Ion Batteries in /with 
Equipment : Implementation of Dangerous Goods Transport Regula-
tions 2020.

[316]	 V. Halleux, New EU Regulatory Framework for Batteries. Setting Sus-
tainability Requirements 2021.

[317]	 L. F. Zhou, D. Yang, T. Du, H. Gong, W. B Luo, Front. Chem. 2020, 
8, 578044.

[318]	 G.  Harper, R.  Sommerville, E.  Kendrick, L.  Driscoll, P.  Slater, 
R.  Stolkin, A.  Walton, P.  Christensen, O.  Heidrich, S.  Lambert, 
A. Abbott, K. Ryder, L. Gaines, P. Anderson, Nature 2019, 575, 75.

[319]	 E.  Mossali, N.  Picone, L.  Gentilini, O.  Rodrìguez, J. M.  Pérez, 
M. Colledani, J. Environ. Manage. 2020, 264, 110500.

[320]	 S. Kim, J. Bang, J. Yoo, Y. Shin, J. Bae, J.  Jeong, K. Kim, P. Dong, 
K. Kwon, J. Cleaner Prod. 2021, 294, 126329.

[321]	 J.  Schäfer, R.  Singer, J.  Hofmann, J.  Fleischer, Procedia Manuf. 
2020, 43, 614.

[322]	 E.  Gerlitz, M.  Greifenstein, J.  Hofmann, J.  Fleischer, Proc. CIRP 
2020, 96, 175.

[323]	 R. Sommerville, P. Zhu, M. A. Rajaeifar, O. Heidrich, V. Goodship, 
E. Kendrick, Resour., Conserv. Recycl. 2021, 165, 105219.

[324]	 S.  Sloop, L.  Crandon, M.  Allen, K.  Koetje, L.  Reed, L.  Gaines, 
W.  Sirisaksoontorn, M.  Lerner, Sustainable Mater. Technol. 2020, 
25, e00152.

[325]	 L. Gaines, Q. Dai, J. T. Vaughey, S. Gillard, Recycling 2021, 6, 31.
[326]	 R.  Sojka, Q.  Pan, L.  Billmann, ACCUREC Recycl. GmbH 2020, 

https://accurec.de.
[327]	 Akkuser Oy, Recycling of High-Grade Cobalt Li-Ion Batteries, 

https://www.akkuser.fi.
[328]	 S. Engeßer, L. Bottin, BASF Baut Neue Prototypanlage Für Batteri-

erecycling in Schwarzheide, https://www.basf.com (accessed: June  
2021).

[329]	 Batrec Industrie AG, Recycling von Batterien Und Metallhaltigen 
Stoffen, https://batrec.ch.

[330]	 Veolia, The Battery Innovation, https://www.planet.veolia.com.
[331]	 NorthVolt, Cell to Cell: Creating a Circular European Battery 

Industry 2020, https://northvolt.com/.
[332]	 SMS Group, Sustainable Recycling of Lithium-Ion Batteries, 

https://www.sms-group.com (accessed: July  2021).
[333]	 PROMESA GmbH & Co. KG. Promesa Unternehmenspräsenta-

tion, http://promesa-tec.de/.
[334]	 Volkswagen AG, Batterie-Recycling: Alles Zur Pilotanlage in 

Salzgitter, https://www.volkswagen-newsroom.com (accessed: 
January  2021).

[335]	 M.  Weil, J.  Peters, M.  Baumann, in The Material Basis of Energy 
Transitions (Eds.: A. Bleicher, A. Pehlken), Academic Press,  
Cambridge, MA 2020, pp. 71–89.

Adv. Energy Mater. 2021, 2102904

https://doi.org/10.26434/chemrxiv.14635665.v1
https://doi.org/10.26434/chemrxiv.14635665.v1
https://www.anl.gov
https://accurec.de
https://www.akkuser.fi
https://www.basf.com
https://batrec.ch
https://www.planet.veolia.com
https://northvolt.com/
https://www.sms-group.com
http://promesa-tec.de/
https://www.volkswagen-newsroom.com


www.advenergymat.dewww.advancedsciencenews.com

2102904  (25 of 25) © 2021 The Authors. Advanced Energy Materials published by Wiley-VCH GmbH

Maximilian Fichtner is Chemist and director at the Helmholtz-Institute Ulm (HIU). He is pro-
fessor for Solid State Chemistry in Ulm and head of the department “Energy Storage Systems” at 
the Karlsruhe Institute of Technology (KIT). Fichtner is also scientific director of CELEST (Center 
for Electrochemical Energy Storage Ulm-Karlsruhe) and spokesperson of the Cluster of Excellence 
“Energy Storage Beyond Lithium” (POLiS). He is also member of “BATTERY2030+” and has been 
coordinator of European projects on battery- and hydrogen technology. His research interests 
are raw materials, sustainability issues, new principles for energy storage and the synthesis and 
investigation of related materials.

Kristina Edström is professor of Inorganic Chemistry at Uppsala University Sweden and coordi-
nator of the European research initiative Battery 2030+. She studies Li-ion-, Na-ion-, and solid-
state batteries, as well as new sustainable battery chemistries, and develops in situ/operando 
techniques. She leads the Ångström Advanced Battery Centre, and has published more than 280 
scientific papers (H-index 66). Professor Edström is elected member of the Royal Academy of 
Engineering Sciences (IVA) and the Royal Academy of Sciences (KVA), honorary doctor at NTNU, 
Norway, she received the KTH grand prize, the gold medal from IVA and she is a Wallenberg 
Scholar.

Adv. Energy Mater. 2021, 2102904


