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In the field of neuroscience, significant progress has been made regarding how the brain processes information.
Unlike computer processors, the brain comprises neurons and synapses instead of memory blocks and
transistors. Despite advancements in artificial neural networks, a complete understanding concerning brain
functions remains elusive. For example, to achieve more accurate neuron replication, we must better
understand signal transmission during synaptic processes, neural network tunability, and the creation of
nanodevices featuring neurons and synapses. This study discusses the latest algorithms utilized in neuromorphic
systems, the production of synaptic devices, differences between single and multisensory gadgets, recent

Received 1st May 2024, advances in multisensory devices, and the promising research opportunities available in this field. We also
Accepted 18th July 2024 explored the ability of an artificial synaptic device to mimic biological neural systems across diverse applications.
DOI: 10.1039/d4mh00522h Despite existing challenges, neuroscience-based computing technology holds promise for attracting scientists

seeking to enhance solutions and augment the capabilities of neuromorphic devices, thereby fostering future
rsc.li/materials-horizons breakthroughs in algorithms and the widespread application of cutting-edge technologies.

Wider impact

This study provides a comprehensive analysis of algorithms designed to mimic the operational characteristics of the human brain. Furthermore, we discuss the sensory
systems and constraints inherent in newly built single- and multisensory devices. The subsequent section explores prevailing research patterns in neuromorphically-
tuned devices. Neuromorphic engineering refers to the advancement of systems that imitate the functioning of the human brain to achieve enhanced energy efficiency,
parallelism, and cognitive capabilities for numerous activities, including, but not limited to, object identification, association, adaptability, and learning. Neuromorphic
devices have significant potential as innovative computer architectures that provide energy-efficient devices with excellent precision. Here, we discuss the prevalent issues
identified by various authors and identify potential areas for improvement that directly influence the advancement of Al-integrated gadgets. This review also seeks to
unveil the advancements in neuroscience, enabling a comprehensive exploration of the capabilities and practical applications of neuromorphic science.
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1. Introduction

Since 2010, mortality rates of neurological diseases have been on
the rise." Neurological conditions have emerged as the leading
cause of impairment in humans, accounting for approximately
9 million deaths annually.? Consequently, effective management
of neurological illnesses necessitates specialized treatment,
encompassing access to medical specialists, a variety of diag-
nostic tools, and intricate therapeutic modalities. Unfortunately,
in most real-life situations, there exists a shortage of resources,
leading to inadequate provision of treatment for individuals with
neurological disorders.® Furthermore, the complex nature of these
conditions poses challenges in accurate diagnosis and treatment,
often resulting in misdiagnosis and delayed medical intervention.
Addressing these challenges requires a comprehensive understand-
ing of the brain, entailing its brain functions and underlying
mechanisms.*® Among recently developed advanced artificial
intelligence (AI)-driven electronic breakthroughs, neuromorphic
computing stands out as the most attractive and innovative
technology.® "> The term “neuromorphic” is derived from “neuro,”
referring to the nervous system, and “morphic,” indicating shape or
form. A neuromorphic system is a computational system that
replicates the architecture and behavior of the human brain."
For easy understanding, neuromorphic computing involves engi-
neering advancements aimed at replicating the operations of the
human brain to achieve optimal energy consumption, processing
speed, and cognitive skills, such as object recognition, associative
thinking, adaptation, and learning.

While neuromorphic systems strive to mimic brain function-
ality for executing basic machine-learning tasks, their primary
benefit lies in the utilization of analog and mixed-signal versions
of essential perceptron networks and complex spiking neural
networks. Synapses in the brain allow neurons to process infor-
mation and create memories.'* This design enables the brain to
quickly and efficiently perform complex calculations, with mini-
mal energy consumption. In recent years, significant develop-
ments have been made in neuromorphic systems, including
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organic electrochemical neuromorphic devices,">° neuromorphic
memristors,”*>* stretchable neuromorphic efferent nerves,**>®
synaptic devices,”* neuromorphic chips,’**>° and robots,
among others. Although neuromorphic systems hold promise
for the future, they require further development to demonstrate
their efficacy as tools for neuroscience research. This under-
scores the difficulties faced by the neuromorphic community.
Despite the inherent structural advantages of neuromorphic
systems, researchers must compete with the well-established
products of traditional computing that have undergone gen-
erations of optimization and have been meticulously tailored to
the underlying manufacturing technology.

The human brain comprises billions of neurons linked by
trillions of synapses."’ Consequently, scientists worldwide are
actively exploring optimal material combinations for creating
artificial synapses capable of handling massive amounts of
complex data in realistic environments while consuming minimal
power.** Moreover, artificial synaptic devices face challenges such
as rapid information transmission, susceptibility to spikes, and
the need for large-scale integration, necessitating significant
research focus.”> Hardware computer systems draw inspiration
from the brain’s hierarchical organization, with the neurosynaptic
architecture powering these artificial neural networks through
transistors.*® In massive computer systems, billions of transistors
are integrated into a single silicon chip.”” Furthermore, several
significant distinctions exist between the computing principles of
the brain and silicon-based computers. First, computers segregate
processing and storage units, whereas the brain integrates neurons
and synapses in close proximity. Second, the extensive three-
dimensional (3D) connectivity of the brain surpasses the capabil-
ities of silicon technology, which can only support connections in
two dimensions.’™*® Computer transistors function primarily as
switches to create deterministic Boolean circuits, while spike-
based event-driven computations in the brain are inherently
stochastic.*® Additionally, these additional factors must be evalu-
ated. First, evaluating the feasibility of implementing increasingly
complex algorithms on an implanted device is essential. Second,
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determining how these algorithms can effectively adapt to patient
preferences is necessary. Stacey highlighted the use of deep
learning in neuromorphic chips that operate with limited power
and demonstrate significant predictive capabilities for detecting
seizures with easy tunability.>® Similarly, Isabell et al. investigated
the viability of a customizable system for predicting epileptic
seizures using a low-energy neuromorphic device.>'

Complementary metal-oxide semiconductor (CMOS) technology
is the most advanced technology implemented thus far in the field
of neuromorphic engineering.>>* This method effectively reduces
power consumption during neuromorphic computations. However,
CMOS technology suffers from data storage limitations as it loses
all data during power failure. Currently, researchers are shifting
their focus towards leveraging nonvolatile random-access memory
(NVRAM).>>** With the emergence of NVRAM devices, circuit
designers can now explore avenues to enhance the energy efficiency
of core deep neural network (DNN) operations. These devices offer
advantages such as low switching energy, high density, and super-
ior durability compared to conventional devices. However, due
to the unknown precise number of neurons interacting within
the brain to produce intricate cognitive processes, replicating the
brain’s neural network and data storage remains challenging.
The demand for analog designs has expanded to include mixed-
signal designs, resulting in the development of various advanced
analog and digital semiconductor circuits.

Individuals are frequently exposed to stimuli that engage
multiple senses, including visual perception, hearing sensation,
haptic sensation, gustation, and olfaction. A singular sensory
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system that measures a single stimulus often requires a high
estimation accuracy rate. Signals from various sources are often
noisy and unreliable.>>>® Developing techniques to reduce noise
and fluctuations, while preserving computational efficiency, is
crucial for real-world applications. Therefore, there is a need for
devices with faster signal processing capabilities. Alternatively,
integrating multiple sensory modalities may enhance object
localization and precision detection.”””® Humans naturally rely
on multiple sensory modalities that bear considerable resem-
blance to multimodal brain networks.

This review aims to provide a comprehensive understanding of
artificial neurons and their essential functions in biomimetic
applications. The topic is currently undergoing intensive research,
primarily involving numerical analysis based on a few hardware
applications. While neuromorphically-tuned devices boast diverse
applications, it is challenging to encompass them all within a
single study. Nonetheless, we have endeavored to review all
recently developed neuromorphically-tuned biomimetic devices,
elucidating their fabrication processes and applications. In
Section 2, we delve into the inspiration behind artificial synapse
systems, while Section 3 explores the currently used materials,
such as organic, inorganic, organic-inorganic hybrids, and per-
ovskite quantum dots (PQDs) for fabricating devices. We also
compared single and multisensory systems, spike-based memris-
tors, artificial vision systems, UV light detection, and color
recognition. Section 5 describes butterfly- and spiderweb-
inspired neuromorphic devices. Fig. 1 presents the most com-
monly used algorithms, as well as recently used materials for
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Fig. 1 Overall depiction of algorithms, materials utilized, fabrication techniques and gadgets, and applications of heuromorphically tuned biomimetic
devices. Reproduced with permission from ref. 59. Copyright 2019, Nature Publishing Group. Reproduced with permission from ref. 60. Copyright 2020,
American Chemical Society. Reproduced with permission from ref. 61. Copyright 2022, The National Academy of Sciences. Reproduced with permission

from ref. 62. Copyright 2023, Wiley-VCH.
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device fabrication and their respective applications. Finally, we
highlight the current research gaps and the extensive potential of
this subject, proposing new research paths to address real-world
challenges. These endeavors will facilitate the development of
more effective devices, enhancing existing neural network systems
and fostering progress across several fields, such as robotics,
sensory technologies, and healthcare monitoring.

2. Synapse systems

The term ‘“‘synapse” was introduced by Sir Charles Sherrington
in 1897 to denote the point of connection between nerve cells.®?
Synapses represent physically recognizable cellular sites where
functional connections occur between neurons. Neuronal com-
munication is essential for brain activity, as its effectiveness
allows pre-established neural networks to operate dynamically.**

2.1. Biological synaptic systems

Axons predominantly establish synapses in the brain, often
organizing them linearly, resembling pearls on a string. When a
single presynaptic neuron forms numerous connections to a
postsynaptic cell, it reduces transmission failures but restricts the
possibility of synaptic transformation (Fig. 2A). Presynaptic neu-
rons release neurotransmitters, while postsynaptic neurons detect
these neurotransmitters using various receptors (including gluta-
mate receptors, glycine receptors, and protein receptors).®> All
receptors have unique functions in the synaptic system. For
instance, glutamate receptors play a crucial role in facilitating
excitatory communication between neurons in the brain. They are
particularly important in processes such as memory formation,
learning, and neurodegenerative conditions.®® Glycine receptors
are crucial for enabling rapid inhibitory communication between
the nerve cells in the spinal cord and brainstem.”” G protein-
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coupled receptors, in contrast, are transmembrane protein mole-
cules with similar structures that enable the nervous system to
react correctly to external stimuli and internal conditions.®®

The burgeoning efforts in Al have been considerably influ-
enced by the biological realm, where people and animals
interact with each other to enhance the effectiveness of regular
activities. This ongoing two-way interaction between organisms
has contributed to continuous improvements in abilities,
knowledge, and complexity. Consequently, biomimetic artifi-
cial synaptic systems with diverse structures and operational
mechanisms have been developed as a result.

2.2. Artificial synaptic systems

The development of artificial synapses that mimic biological synap-
tic functions and can be seamlessly integrated into computing
systems is crucial for advancing human life. These systems should
exhibit characteristics such as high compactness, multipurpose
functionality, autonomous learning capabilities, adaptability to
new circumstances, sustainability, and the ability to simultaneously
store and analyze data. However, limitations in materials science
(including delays in developing new materials, understanding
material properties, environmental impact, and efficiency) currently
impede the progress of neuromorphic systems and gadgets linked
to AL Researchers have explored various artificial synaptic systems,
such as chemical synapses,®*’®7 electrical synapses,”>”” electro-
chemical synapses,*®”®® and photonic synapses®*®° (Fig. 2B).

In chemical synapses, communication occurs via the secretion
of a neurotransmitter from a specific neuron and its recognition
by a neighboring cell.*® Here, chemical transmission relies on
complex presynaptic molecular systems that control the release of
neurotransmitters in a probabilistic manner (Fig. 2C), necessitat-
ing an intricate postsynaptic system.’” Conversely, electrical
synapses involve the direct connection of the cytoplasm of
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4.0) Nature Publishing Group. Reproduced with permission from ref. 69. Copyright 2022, (CC BY 4.0) Nature Publishing Group. (C) Represents synaptic
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neighboring cells through the clustering of intercellular channels
known as gap junctions. These gap junctions directly link the
interiors of two adjacent cells.*® Furthermore, electrochemical
measurements of neurotransmitters have conventionally been
used to assess their transportation beyond synapses, providing
valuable insights into the relationship between neural commu-
nication and behavior.*’

Some researchers have explored the use of electrochemical
synapse systems to develop various devices, such as protonic
synapses for solid-state devices,*® non-volatile organic electro-
chemical devices (NVOECDs),"” organic electrochemical tran-
sistors (OECTs),””*° and organic electrochemical synaptic
devices (OECSDs)’®. Additionally, Huang et al. and Chen et al.
provided comprehensive analyses of the processes and practical
applications of chemical synaptic systems.”°> Harikesh et al.
compared biological synapses and printed organic electroche-
mical synapses (OECSs) to demonstrate the learning behavior
and effectiveness of their system. They indicated that the
switching characteristics of the transistor, which depend on
ionic concentration, can effectively modulate the spiking
frequency.*® This modulation closely resembles the behavior of
biological systems and has potential applications in event-based
sensors. According to Bhunia et al., OECTs offer excellent sensi-
tivity, operational stability, and low electrical consumption.®*
Despite these several advantages, it is imperative to concurrently
address the following key aspects, which are essential for ensuring
a robust fabrication process of electrochemical synaptic devices:

(1) Understanding the process of ion penetration through a
dielectric barrier into a semiconductor layer is crucial for the
development of artificial synaptic networks.’*

(2) 1t is essential to comprehend the impact of various
characteristics of transistor devices, including their micro-
scopic structure, population density, and material interface.”®

(3) The transformation of theoretical modeling into practical
artificial synapses necessitates a deep understanding of
complex chemical dynamics.

Recently, photonic synaptic devices have gained increasing
popularity due to their distinct advantages over electronic
synaptic devices, including broad bandwidth, reduced cross-
talk, and low power consumption capabilities.*®™%°

Artificial photonic synaptic components, capable of both
detecting light and facilitating synaptic transmission in a single
device, are emerging as strong contenders among existing photo-
nic synapses. These devices react directly to external light stimuli,
enabling temporary memory and instantaneous analysis of optical
data and information. Hence, photonic synapses not only perceive
light signals but also record the entire chronology of events,
encompassing light intensity and the quantity, length, and fre-
quency of light spikes, effectively simulating the retina’s sense of
sight. Moreover, photonic synaptic devices offer a broader band-
width, superior resistance to interference, and reduced crosstalk
compared to electronic synapses.’®>'°! In a recent study, Wang
et al. investigated the development of artificial neural systems
(particularly, neuromorphic vision sensors) leveraging the concept
of biological visual systems.'” They analyzed the fundamental
components of the human eye, such as the retina, optic nerves,

This journal is © The Royal Society of Chemistry 2024
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and brain, and their collaborative functionality (Fig. 3A). These
components transform the external optical inputs into electrical
impulses, which are then converted into ionic signals. Synapses
analyze, interpret, and store these signals, with the retina pre-
processing these signals before sending them to the primary visual
cortex for recognition and information processing. However, when
the top electrode of a 2T vertical photodetector (Fig. 3B) is
positively biased, it generates an external electric field that flows
from the top to the bottom. Each electrical stimulation causes the
iodine vacancies to move up and down through the inorganic
layers. This action causes negatively charged ions to move in the
opposite direction. Nevertheless, the significant presence of BA
hinders the migration of I", leading to increased barriers for ion
migration. Consequently, vacancies with a positive charge migrate
towards higher inorganic material layers, while negative ions
accumulate at the bottom. The authors proposed that implement-
ing enhanced repeated training of an artificial synaptic system
could achieve a commendable recognition rate of 94.01%.

However, the utilization of these techniques may exacerbate
the complexity of the manufacturing procedure and the
increase the energy consumption of the gadget, necessitating
a controlled process environment. Kim et al. fabricated a
photonic synaptic device using an oxide semiconductor and a
ferroelectric material, enabling tunable synaptic functions
through a ferroelectric layer. Similarly, other researchers have
developed gate-tunable InGaZnO, semiconductors,'®® tunable
synaptic transistors,'® tunable ionic electrolyte transistors,'®
and tunable opto-synaptic devices,'°® highlighting the potential
of photonic synapses in neuromorphic device applications.

3. Fabrication of artificial synaptic
devices
3.1. Inorganic-based devices

Replicating energy-efficient brain function on a single device is a
challenging task. However, the energy-saving potential of these
methods is restricted by the significantly higher power consump-
tion of computer systems tasked with simulating the complexity of
the human brain. The inefficiency of conventional systems stems
largely from the architectural design known as the von Neumann
system,'®” which creates a bottleneck that requires constant storage
and extraction of information from various system components,
rendering it one of the least energy-efficient methods. Some
researchers have explored a hardware-based approach using silicon
neuron (SiN) as an energy-efficient device (Fig. 4A),'**'%° CMOS for
spike neuron memristors (to better mimic biological synapses and
multimodal sensing) (Fig. 4B),''° and halide perovskite film
(CsCuyl;) (as an eco-friendly, highly stable device (Fig. 4C))."'!
Halide perovskites exhibit superior hysteresis compared to other
materials due to their low activation energy for ion migration,
alongside their rapid switching rate.""> This can be attributed to the
intricate interplay between metal and halide ions. However, their
thermal instability and hygroscopicity have led researchers to seek
substitutes for certain types of halide perovskites, such as organo-
metallic halide perovskites."**'* These characteristics may also

Mater. Horiz., 2024, 11, 5181-5208 | 5185
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photodetector inspired by a biological retinal system. Reproduced with permission from ref. 102. Copyright 2024, Wiley-VCH.

indirectly render them vulnerable to environmental factors (such as
water or water molecules). Lead-halide perovskites have garnered
attention for their excellent power-conversion efficiency and
potential for low-temperature fabrication.">™” We recommend
that researchers refer to the literature published by Vats et al. for a
deeper understanding of functional neuromorphic devices fabri-
cated from metal halide perovskites.'*®

Nonetheless, neuromorphic devices fabricated using inorganic
materials are delicate and are unsuitable for flexible and adap-
table applications. Furthermore, these materials lack the neces-
sary biocompatibility or biodegradability required for implantable
applications or for the production of dependable synaptic devices.

3.2. Organic-based devices

Biological detection systems serve two primary functions:
detection and adaptation."™ These systems enhance responses
to external stimuli and adapt to continuous background inputs.

5186 | Mater. Horiz., 2024, 11, 5181-5208

Bioelectronic sensors utilize biological sensing receptors to
identify specific molecules or chemical analytes and generate
electrical signals. Conversely, artificial sensory mechanisms
may convert an external input into an electrical signal, and
then modulate the electrical impulse into either an excitatory or
inhibitory current or potential.’*® Organic materials are pre-
ferred for neuromorphic device fabrication due to their suit-
ability for large-scale production and their biocompatible
properties.'*"

Organic material-based electronics closely mimic biological
substitutes and exhibit both short- and long-term
plasticity.’?*'** The hardware implementation of artificial
neural networks typically follows a top-down approach based
on conventional technology, requiring proficiency in network
structures. In contrast, biology primarily functions through a
bottom-up approach. However, organic material-based electro-
nics face issues such as the need for larger memory capacity

This journal is © The Royal Society of Chemistry 2024
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and higher energy consumption when compared to inorganic
material-based systems. Janzakova et al. developed a novel
organic material device composed of dendritic PEDOT:PSS fibers
using a bottom-up approach to enhance computing performance
(Fig. 5A)."** Their findings provide insight into high-potential
algorithmic improvements using structural plasticity learning
and minimizing screening requirements required for a wide
range of random topologies. Nevertheless, the authors could
consider including additional recommendations for techniques
to reduce the number of training phases.

Numerous studies have been conducted to develop energy-
efficient artificial synaptic devices using organic materials. For
example, in 2016, Xu et al. devised a synaptic transistor utiliz-
ing organic nanowires to minimize energy consumption.'*® In
2017, Burgt et al. presented a 3D design that closely resembled
the human brain, alongside an electrochemical neuromorphic
organic system that demonstrated efficiency in terms of energy
use and expenses.'® In addition, Tanim et al. established an
artificial synaptic device using a blend of honey and CNT.'*’
However, certain constraints remain, such as the development
of an effective, biodegradable, and wearable synaptic transmit-
ter. Oh et al. recently produced a PVA-based memristor (Fig. 5B)

This journal is © The Royal Society of Chemistry 2024

that enhanced synaptic plasticity and reduced energy use.'*®
The author used parallel computation (Fig. 5C) to assess the
potential of the PVA-based memristor for building sophisticated
neural networks. They trained the memristor using the logic
operators OR and AND (Fig. 5D) and evaluated the amount of
energy utilized during training. Researchers assessed the depend-
ability of the memristor using two binary inputs (V; and V,) and
confirmed it by measuring the output currents (Ior and Isnp)
(Fig. 5E). Fig. 5F shows the SPICE numerical simulation results for
handwritten digit pattern recognition. A flexible memristor links
the input and output neurons, as illustrated in Fig. 5G. After 50
epochs, the learning procedures translated the ideal weight dis-
tribution (Fig. 5H) into the cell conductance in the device arrays,
as well as the memristor array conductance distribution (Fig. 5I).
After 50 epochs of training, the neural network achieved a pattern
recognition accuracy of 92% on the constructed memristor
(Fig. 5]), approaching the efficiency of an ideal software system
that reflects the efficiency of the device.

However, there are still concerns to address, such as attaining
multidimensional conductance, regulated isotropic charge trans-
fer, comprehending the training model, and achieving intrinsic
material features, such as molecular packing. Considering these
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Fig. 5 (A) Dendritic electro polymerization imitating biological neural networks by applying an electrical signal. Reproduced with permission from ref.
124. Copyright 2023, (CC BY 4.0) Nature Publishing Group. (B) Vertical-type memristor on glass substrate and a poly(vinyl alcohol) (PVA)-based flexible
memristor. (C) Schematic representation of parallel computation in a memristor array. (D) Neural network for logic operations OR and AND. (E) Synapse
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Recognition of pattern effectiveness after 50 epochs of learning in a perfect software framework and the hardware-driven neural network with the

adjustable memristor. Reproduced with permission from ref. 125. Copyright 2023, Wiley-VCH.

elements and creating a thorough assessment system for the
device performance remains an unresolved issue.

3.3. Organic-inorganic based devices

Consequently, one might think that the fusion of organic and
inorganic substances in materials research may offer a broad
range of possibilities for enhancing the functionality of neuro-
morphic devices. Recently, the use of organic-inorganic halide
perovskites (OHPs) for the production of optoelectronic devices
has skyrocketed. OHPs have excellent optoelectronic features
including substantial charge carrier mobility, adjustable band-
gaps, significant absorption coefficients, and long carrier diffu-
sion lengths.'**'*® OHP properties may be adjusted using the
chemical formula ABX; (where A = organic cation, B = metal
cation, and X = halide anion)."**

Multiple studies have shown that OHPs can be used as artificial
nociceptors with remarkable homogeneity, adaptability, memory
of previous injuries, and pain sensitivity."***** This signifies a
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major advancement in the pursuit of complete neuromorphic
computations and precise information processing in the human
brain. Fig. 6A shows the basic layout of a nociceptor system that
uses MAPDI;-(methylammonium lead iodide) OHP, with OHP
layered on top of a uniformly flat ITO substrate.”** Trung et al.
used ZnO nanorods, PEDOT:PSS, and polyurethane fiber to create
fibrous photonic artificial synapses (FAPS).** The fabrication
process of the FAPS included the deposition and patterning of
an organic p-type semiconductor film made of PEDOT:PSS coated
onto a Au (gold) electrode (Fig. 6B). Subsequently, ZnO nanorods
were grown on a PEDOT:PSS tube using a hydrothermal method
(Fig. 6C). Fig. 6D illustrates the flexibility and fiber-shaped nature
of the FAPS, which can be wrapped in tubes and sewn onto the
fabric without experiencing significant malfunctions. One may
attempt this manufacturing procedure in their laboratory and
assess the results independently because it is relatively easy. The
authors suggest that this architecture could greatly minimize
power usage, resembling biological photoreceptors. The device

This journal is © The Royal Society of Chemistry 2024
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can also be integrated into fiber-based artificial synaptic arrays,
making it suitable for image recognition and memory.

Nevertheless, certain factors must be considered while
using OHPs.

(1) Although organic materials provide greater flexibility,
their performance may be severely affected by environmental
variables (such as humidity and thermal instability) when
hybrid materials are used for device fabrication."*

(2) The intrinsic instability and poor mobility of organic
materials can affect the reliability of devices and their ability for
integrating synaptic device arrays and accurately imitating real
synapses.'*®"7

(3) The resistive switching mechanism, which potentially
affects the operational efficiency of memristors, has not been
extensively studied.™®

(4) The toxicity of lead-based devices is a serious environ-
mental concern."?"

3.4. Perovskite QD-based neuromorphic devices

Nanomaterials with different shapes, such as nanowires and
quantum dots (QDs), can effectively convert light into electricity
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and operate across a broad spectrum, resulting in optoelectronic
synaptic devices."**™*' PQDs have recently attracted considerable
attention as cutting-edge optoelectronic materials.'*>*** This is
because they have excellent optical and electronic properties, such
as low exciton binding energy, long lifetime, comprehensive
spectral coverage, and high efficiency, which show that they could
be useful as optoelectronic devices."**™**” Some extensive research
has been conducted on neuromorphic computing in recent years,
focusing on the characteristics of perovskites.

Wang et al. utilized CsPbBr; QDs as the main component
with other material combinations (Si/SiO,/PMMA/pentacene/
Au) to develop flash memory (Fig. 7A), where the pentacene and
CsPbBr; materials had a type-II band alignment, which sepa-
rated the excitons at the interfaces."*® Flash memory devices
made of CsPbBr; QDs (functioning as floating gates) trap
charged particles optically and release them electrically based
on the type-1I band alignment between pentacene and CsPbBrs3,
which causes excitons to separate at the interfaces. Synaptic
devices using a floating-gate construction often provide bene-
fits such as prolonged memory retention and a gate-tunable
effect. Nevertheless, the deposition operations of multilayer
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Fig. 6 (A) Schematic representation of a Pd/MAPbIs/ITO memristive gadget for artificial nociceptors with a cross-sectional SEM image. Reproduced with

permission from ref. 132. Copyright 2023, American Chemical Society. (B) FAPS fabrication process. (C) FE-SEM micrograph of ZnO NRs/PEDOT:PSS/PU
(top and cross-sectional view). (D) FPAS as fabricated, twisted on tubes, and stitched on textile photographic images. Reproduced with permission from
ref. 134. Copyright 2023, Wiley-VCH.

This journal is © The Royal Society of Chemistry 2024 Mater. Horiz., 2024, 11, 5181-5208 | 5189


https://doi.org/10.1039/d4mh00522h

Published on 23 7 2024. Downloaded by Fail Open on 2025-05-07 8:12:30.

Review

materials might amplify the intricacy of fabrication. Addition-
ally, the thickness of the top sedimentary material affects the
light absorption by the perovskite material.'*® Furthermore,
when used as a conduction layer, the total charge conductivity
of perovskites tends to be relatively low, particularly in cases
where the gate effect cannot be produced. These characteristics
require a high operating voltage to provide a sufficiently high
response current, thereby increasing the electrical energy
utilization.

Hao et al. introduced a photonic synaptic transistor (Fig. 7B)
fabricated using an organic semiconductor with CsPbBr; for an
artificial visual system application.'”® As per the author’s find-
ings, combining CsPbBr; QDs with organic semiconductors can
improve synaptic behavior. This is because of the significant
energy barrier between the valence band (VB) of CsPbBr; QDs
and the highest occupied molecular orbital (HOMO) of the
organic semiconductor material. In addition, the presence of
charge traps within the channel or at the interface leads to a
low rate of combination of photogenerated charge carriers,
resulting in excellent synaptic performance.

However, there are additional challenges, such as the pre-
cise engineering of the interface between the floating gate and
charge-transporting material and ensuring suitable energy off-
sets. In addition, selecting a photoactive material with a long
exciton lifespan is crucial for enhancing the efficiency of the
charge separation process. Chen et al. described the photophy-
sical properties of a floating-gate function in photo memory.
They used P3HT (poly(3-hexylthiophene-2,5-diyl)) a p-type semi-
conducting polymer, along with a silicon substrate, and a
simple A-site substitution method (Fig. 7C) for rapid
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responsiveness and minimal energy consumption.'>" Similarly,
Ercan et al. investigated photonic synaptic transistors with a low
energy consumption.'*® They fabricated these transistors using
QDs and P3HT, with composite nanofibers (CNFs) serving as
semiconducting channels (Fig. 7D). This approach provides a
convenient means for developing high-performance electronics,
including memory and visual perception systems that mimic
human capabilities, as well as advanced optical communication
systems. In addition, Gupta et al. used a material combination
(QDs/P3HT) comparable to that reported in a previous study
using doped Si and a SiO, layer (Fig. 7E).">® They successfully
created trap-assisted optical synapses that enhanced the detec-
tion efficacy of a neuromorphic system.

Most metal halide perovskites (MHP) used in memory
registers switch symmetrically, which can cause significant
leakage current problems when building an array.'>® During
these situations, the change in states could cause the updating
process to stop working because it sets off unwanted pathways
at the level of the neural network array, resulting in less
effective learning efficiency.

In a recent study, Park et al used mixed-dimensional
perovskite QD heterostructures in artificial neural networks to
create neuromorphic electrical functions that make networks
better at learning and use less energy.'”* The fabrication of a
mixed-dimensional stack junction between and ITO electrodes
is shown in Fig. 7F. The Al and ITO electrodes in this arrange-
ment represent the axons of a pre-neuron (grey) and the
dendrite of a post-neuron (yellow), respectively. When a pre-
synaptic pulse (VINPUT) was applied to Al, a postsynaptic
current (PSC) was created in the ITO using a mixed-
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Fig. 7 A 3D schematic of (A) flash drive based on CsPbBrz QD. Reproduced with permission from ref. 148. Copyright 2018, Wiley-VCH. (B) DPPDTT/
CsPbBrs QDs synaptic transistor. Reproduced with permission from ref. 150. Copyright 2020, American Chemical Society. (C) P3HT/PQD-based
photomemory device. Reproduced with permission from ref. 151. Copyright 2021, Wiley-VCH. (D) photonic FET memory devices comprising CNFs.
Reproduced with permission from ref. 152. Copyright 2021, Wiley-VCH. (E) SiO,/CsPbBrs/P3HT based transistor structure. Reproduced with permission
from ref. 153. Copyright 2023, American Chemical Society. (F) Cs;_, FAXPbBrs QD-based synaptic gadget with a cross-sectional HR-TEM micrograph.

Reproduced with permission from ref. 154. Copyright 2023, Wiley-VCH.
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dimensional stack design. They also reported that the energy
band of a synaptic device based on mixed-dimensional perovs-
kite QDs was influenced by the size of the QDs. The interaction
between the energy bands is affected by modifying the size of
the QDs, which in turn affects the transport of charges and the
manipulation of primary synaptic functions. Therefore,
the dimensions of the QDs can be regarded as a key technical
parameter for synaptic devices using mixed-dimensional
QDs. This study revealed a favorable approach for the develop-
ment of high-performance synaptic devices utilizing mixed-
dimensional halide perovskite QDs.

4. Applications
4.1. Comparison of single and multi-sensory systems

An advanced sensing system consists of multiple sensor com-
ponents and a pattern-recognizing unit that collects data and
uses neural-network-based software to detect, evaluate, and
make judgments. A neural network or comparable pattern
recognition tool is crucial because the sensor arrangement is
nonlinear and requires calibration."”®'*” Machine learning
(ML) algorithms have been widely used to study the sensory
system in neuroscience, particularly in healthcare applications,
due to their promising applications such as blood pressure
estimation,'® recognition of silently spoken words,"*® detec-
tion of human motions,"®* "% and object recognition.'®*"%®
There are two types of sensor devices that are determined by the
number of output signals: single- and multisensory devices.

A single-sensory system uses only a single output signal
from a sensor to extract features, whereas a multisensory
system uses several output signals of one or multiple sensing
types. Using machine learning techniques, a single sensory
system can detect a specific input, including pressure, strain,
tactile feedback, and other mechanical or health-related
information."®*"”* This type of system enhances user comfort
by enhancing usability and mobility using machine-learning-
assisted data interpretation with a single signal.'”>'”> However,
some limitations must be discussed, such as neuromorphic
devices with a single sensory system, which may struggle to
multitask and integrate information across modalities, thus
restricting their application.”>'®® For example, a neuro-
morphic tactile system can adapt to process and analyze touch
signals but may not be able to integrate the visual character-
istics or shape of the object. Most of the current research on
neuromorphic systems or devices focuses on a single pattern-
recognition challenge, limiting future advancements to a broad
spectrum of applications.

With the rapid development of biomimetic devices, incor-
porating Al into sensory systems requires a multidimensional
sensing device. Multimodal sensors collect data from several
modes to analyze signals. These multimodal descriptions
provide a more thorough representation of the multiple dimen-
sions of an identical object activity, thereby enhancing the
model’s knowledge and cognitive capacity. This implies that a
multisensory strategy is more beneficial for maintaining high

This journal is © The Royal Society of Chemistry 2024
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prediction accuracy than a single sensory system. Table 1 pre-
sents a comparison of the algorithms used in single- and multi-
sensory systems, along with their respective advantages. Some
recently developed multisensory devices include sensory mem-
ory processing systems (SMPSs) to detect multi-wavelength light
emission and multimodal data processing,'”* all-polymer elec-
trochemical transistors (AECTs) to identify touch and taste,"”
OHPs synaptic transistor for emulating photoelectric synaptic
activity and showcasing an artificial reflex arc,"”® artificial multi-
sensory integration nervous (AMIN) systems to detect tactile and
iconic perception behavior,"””” and oxide-based memcapacitor
(OMC) to operate data related to visual, aural, electrophysiologi-
cal, and mechanical features."”® Although multiple signal inte-
gration has been shown to improve prediction accuracy in ML
models, the following challenges need to be recognized while
developing a multi-sensory system:

(1) Challenges in data processing performance emerge as
the volume of data grows."”’

(2) Sophisticated neural algorithms must be incorporated
into neuromorphic devices.*°

(3) Real-time imitation of biological neuronal systems is
performed using artificial neuromorphic prosthetic devices."®

(4) A neuromorphic system for multidimensional signal
processing requires exceptional consistency.'®!

(5) Cross-sensitivity needs to be reduced to ensure accurate

measurements.*®°

4.2. Multi-sensory neuromorphic device

As humans acquire external inputs from their surroundings,
sensory receptors detect and transform these sensations into
nerve impulses conveyed to matching brain regions, thereby
enabling humans to interact with their surroundings.'®* Multi-
sensory integration refers to the combination of information
from several sensory streams to create holistic awareness. This
integration helps clarify the differentiation of external stimuli
and enhances responsiveness.'® In contrast, using a single
sensory input in an artificial computer system for decision-
making often results in inherent uncertainty due to the random
nature, biased characteristics, and signal processing noise."®*
For example, a multisensory device can detect varying degrees of
congruence between a participant’s vision, touch, and proprio-
ception; for instance, when a knife dexterously glides across a
fake hand and the participant simultaneously experiences pain
and danger. This congruence enables participants to perform
more complex recognition or decision tasks.'®># Multi-sensory
integration offers another advantage known as the ‘“inverse
effectiveness effect.”’®'% Highly noticeable stimuli in one
sense activate the corresponding neurons, making them easily
detectable. However, it is difficult to detect weak signals using a
single sensory system.'® In such cases, multisensory integration
can significantly boost neural activity and the chances of detect-
ing and locating events. Some of the recently developed multi-
sensory integrated systems are discussed below.

An artificial sensory neuron utilizes a combination of sen-
sing processes to detect and analyze distinct patterns of a
fingerprint. It then determines whether the fingerprint is
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Table 1 Comprehensive summary of single and multisensory systems with ML algorithms and their applications

Types Algorithm Sensing type Application Advantage Ref.
Single sensory  FNN Pulse signal Real-time blood The results were highly reliable with a small mean deviation of <3% 158
system pressure with commercially available devices
estimation
Single sensory  LDA, Linear Triboelectric Recognition of  The Gaussian SVM model yielded the highest word classification 159
system SVM, Quadratic signal the real-time accuracy of 99.2%
SVM, Gaussian silent spoken
SVM, K-nearest word
Neighbors
Single sensory  LSTM Pressure Biomechanical ~The smart hybrid sensor for biomechanical motion detection with an 160
system action level clas- overall accuracy of ~88%
sification in a
smart mask
Single sensory LSTM Strain Identifying To maximize user convenience in terms of usability and mobility, a 161
system complex hand  sensor with a single channel was used to produce signals
motion
Multi-sensory ~ AlexNet CNN Somatosensory Hand gesture Bioinspired somatosensory-visual associated learning achieved the 162
system and sparse (strain) and recognition best recognition accuracy (100%) compared with visual-based recog-
neural network visual sensory nition (89.3%) and somatosensory-based recognition (84.5%)
(camera)
Multi-sensory ~ CNN Breathing Recognition of  The collection of respiratory signals from multiple channels 163
system pressure respiration types demonstrates superior recognition of respiration patterns when
compared to that of a single channel
Multi-sensory ~ CNN Pressure and Object recogni- The multi-sensory system, incorporating both pressure and tem- 164
system temperature tion using tactile perature signals, achieves an accuracy rate of 94.9%, surpassing the
glove 85.65% accuracy rate of a single sensory system focused only on
pressure
Multi-sensory ~ CNN Tactile and Human identifi- In contrast to visual perception, a multi-sensory sensing system 165
system olfactory cation in rescue involving tactile and olfactory presents an alternative method in dark
conditions or blocked environments, demonstrating its superiority in identifying
humans during rescue operations
Multi-sensory ~ MLP Thermal con- Object recogni- Integrating pressure sensing alongside thermal conductivity and 166
system ductivity, contact tion in object ~ temperature sensing as a multimodal system significantly enhances
pressure, object size, shape, and the accuracy of object classification, resulting in an overall accuracy
temperature, material of approximately 96%. In contrast, relying solely on thermal con-
and environ- ductivity sensing yields a total accuracy of about 68.1%
ment
temperature
Multi-sensory ~ CNN Bending, contact Digital-twin- In contrast to isolated values, the 15-channel spectrum in the time 167

system position, and based virtual

temperature shop
Multi-sensory ~ LDA Triboelectric Material
system signal recognition

domain for one gripping motion may contain more hidden infor-
mation. These data serve as a valuable feature of each sample, con-
tributing to enhanced classification accuracy

With data initially sourced from a single channel, sample clustering 168
appeared less structured, resulting in a classification accuracy of

52.7%. However, as the number of channels increased, the clustering

of samples became more distinct with a classification accuracy of
96.8%

LSTM (long short-term memory), FNN (feedforward neural network), SVM (support vector machine), CNN (convolutional neural network), MLP

(multilayer perceptron), LDA (linear discriminant analysis)

genuine, originating from real skin, or counterfeit, originating
from synthetic skin. Han et al. used light to discern the
distinctiveness of a pattern, whereas body heat was used to
confirm its validity (Fig. 8A)."°° In another study, Liu et al.
proposed a multisensory system that utilized electrolyte-gated
vertical organic field-effect transistors (VOFETs) to make artifi-
cial tongues."" It can perform numerous functions such as
recognizing, responding, and imitating the behavior of biolo-
gical sensory systems. The author explained this concept with
some easy steps, in which biological receptors perceive envir-
onmental stimuli and transform them into electrical impulses
(Fig. 8B). Signals were sent via a sensory transduction network
and transmitted to the cerebral cortex for additional evaluation
and comprehension. The preneuron transmits presynaptic
spikes to the synapses in response to an external input.

5192 | Mater. Horiz., 2024, 11, 5181-5208

Subsequently, neurotransmitters in the presynaptic layer pro-
pagate toward the postsynaptic membrane, creating a postsy-
naptic current. Their findings could be improved by detecting
the mechanism for multiple objects (e.g., acetic acid, alcohol,
and ether) instead of just one. In addition, there needs to be a
mention of why the artificial tongues feel pain (as discussed in
the literature) when increasing the acetic acid concentration, as
the author only showcases the results without explaining
whether this device only works for acidic materials and will
be similarly helpful for other materials (i.e., alcohol and ether)
or if the device is pH-responsive.

Fig. 8C shows a schematic of a multisensory system (visuo-
tactile) for visual and touch information in the human neuro-
logical system.'®” The tactile sensor used in the demonstration
consisted of an array of readily available Kapton and aluminum

This journal is © The Royal Society of Chemistry 2024
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foils with an air gap between them. Upon contact between two
different materials, the triboelectric phenomenon generates
electrical impulses via charge transfer, thereby achieving a tactile
response. The sensation of touch is made possible through the
triboelectric phenomenon. This involves the generation of elec-
trical impulses when two materials with different properties
come into contact. The amount of electrical impulse produced
by the triboelectric tactile sensor directly correlates with the
surface charge, which is influenced by the area of contact. The
author also discussed the concept of the inverse effectiveness
effect, explaining that highly noticeable sensory stimuli can elicit
strong reactions in corresponding neurons. This effect is caused
by the triboelectric gate voltage, generated from touch stimuli,
being affected by the confined charges at the interface created by
visual stimuli. As the visual stimuli become stronger, more
photo-generated carriers are trapped at the contact, resulting
in a higher detection of the triboelectric voltage. Although the
author claims that this principle can be applied beyond visuo-
tactile information, the literature has primarily focused on
tactile sensing using conventional tactile sensor concepts, with
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no proper explanation for the detection and interpretation of
visual sensing signals.

In general, the integration of multisensory reception is
severely restricted owing to the challenge of effectively linking
sensors and synapses.'®® Despite this challenge, researchers
continue to explore several multisensory systems, including
multifunctional neuromorphic e-skin via organic transistors,"*®
visual-haptic cognitive systems using photodetectors,’®” and
bioinspired multisensory neuronal networks"®®,

In a recent study, He et al introduced ML materials and
optoelectronic  synapses (InGaZnO/methylammonium lead
iodide) for detecting visual and tactile information (Fig. 8D)."*
ML materials facilitate tactile awareness by converting tactile
sensations into discernible light, which alters the optoelectronic
synapse weights. According to the author, light pulses help
evaluate the device’s neuromorphic light-interactive behavior,
directly linking it to neuronal communication. When combined
and transformed into postsynaptic currents, these pulse signals
mimic how neurons transmit information. Modifying this cur-
rent’s pulse width, pulse quantity, and pulse rate is essential for
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replicating the brain’s functions, particularly those related to
memory formation and decision-making processes. The author
asserts that the device effectively identifies written digital files by
emulating an artificial neural network combined with a ML
algorithm. It achieved an identification precision of 70% for
visual-tactile fusion, suggesting its potential for applications in
flexible frameworks and mechanically compliant structures.
Despite notable improvements, one can argue that distinct sen-
sory and processing unit setups give rise to problems related to
network convergence, spatial accuracy, and data transfer delays.
Therefore, researchers have mainly focused on combining the
detection, analysis, learning, and memorization functionalities
into a single device to enhance artificial perceptual systems.

According to Won et al., the traditional artificial sensory
system analyzes various types of information using a centra-
lized and successive computing structure. This process requires
the conversion of multimodal sensing signals into digital
format before the digital processor can be analyzed.’®® As a
result, this approach requires significant hardware space,
power usage, and communication bandwidth. Recently, Zhu
et al. designed an artificial multimodal sensory device using a
spiking neural network (SNN) classifier and a group of
multimode-fused spiking neurons (MFSNs) that work in the
spike domain. Their methodology included detecting anoma-
lous temperatures and intense mechanical stimulation by
analyzing spike trains that transmit mechanical stimuli and
temperature data. These signals travel to the cerebral cortex,
where multimodal information is processed and combined to
make precise judgments (Fig. 8E)."**

Some recent reports also suggest that researchers are con-
stantly trying other approaches, such as Brainoware with the
help of brain organoids>*°~2°* (self-organizing pluripotent stem
cells from humans can form brain-like tissue that can imitate
the structure and functioning of a growing brain), to perform
voice recognition by differentiating the vowels of a certain
speaker.>*®> However, several issues may arise with this strategy,
and an inherent technological obstacle lies in the production
and maintenance of organoids. Furthermore, this effectively
preserves and facilitates the development of organoids that
harness computing capabilities. These findings suggest that
using a multimodal technique is more advantageous than
using a single sensory system for sustaining high prediction
accuracy.

4.3. Spike-based VO, memristors

The architectural characteristics of most brain structures that
provide benefits include extensive interconnections between neu-
rons, coexistence of neural processing and consciousness, and the
use of spikes for communication.”***°> The primary emphasis of
the algorithm development for spike-based neuromorphic gad-
gets has been their applicability to deep neural networks and
other developing Al algorithms."**% As Al algorithms draw
inspiration from the brain, the utility of neuromorphic computing
is expected to increase.'™**° According to synaptic connection
topologies, some spike-based neuromorphic systems include
neurogrids,?*° TrueNorth,*** SpiNNaker,>*® BraneScales,*'" and
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Dynap-se,>'> computer architectures that emulate communication
between organic neurons using spikes.

To develop a successful neuromorphic device, it is essential to
understand how biological neurons behave when neuro signals are
transmitted to an artificial network. The following are some
examples of recently developed memristors: first, neuromorphic
devices made of silicon nanosheets,>*** and second, devices
made using a pulsed laser-fabrication process.*’*>'” However,
silicon-based devices face challenges such as high energy con-
sumption and low device efficiency.*”>" Later, laser-fabricated
devices became an alternative option for achieving better energy
consumption and efficiency. Some recently fabricated devices
include the following: a VO, (vanadium dioxide) locally active
memristor has the benefit of emulating neural behaviors more
realistically in biological neuromorphic systems.*?° This is because
they can closely mimic the behavior of neurons. Nevertheless, they
fail to provide a theoretical explanation of the memristor properties
or illustrate the oscillation behavior. Hence, it is crucial to better
understand the functioning of neurons using network models and
quantitative analytical techniques to investigate the dynamics of
neuromorphic systems.

Yuan et al. recently demonstrated the simple integration of
an asynchronous spike encoder and long short-term memory
spiking neural network (LSNN)-based decision system in VO,
memristor-based neuromorphic processing (Fig. 9A).>*' The
memristor-based asynchronous spike encoder converts physio-
logical signals such as electrocardiogram (ECG) and electroen-
cephalogram (EEG) into two-channel trains while compressing
and encoding the data. According to the authors, their tempo-
rally encoded system was more neuromorphic-friendly than
frequency-encoded neurons. The frequency of spike production
depends on the rate of change of the original input signal. The
greater the rate of change of the initial input signal, the stronger
the spikes. This encoding method is advantageous because it
produces sparse spikes which lowers the quantity of data
required and minimizes the consumption of energy. Because
asynchronous spike trains maintain the signal information, they
can adequately recover the original signal, which is difficult for
frequency coding. Wang et al. identified comparable character-
istics, wherein the implementation of a temporally encoded
system substantially enhanced the information and energy
efficiency of neuromorphic hardware.”*

In some cases, pulsed laser deposition is used to develop an
epitaxial VO, memristor that functions as a calibratable artifi-
cial sensory neuron (CASN)."®" This neuron converts sensory
signals from various receptors (such as photoreceptors, thermal
receptors, and mechanoreceptors) into electrical spikes. Neu-
rons transmit these electrical spikes to process them in a SNN
(Fig. 9B). The cerebral cortex processes neural impulses in
response to external stimuli. The VO, memristor exhibits
volatile resistive switching behavior, transitioning between
high and low resistance when the applied voltage surpasses a
certain threshold. Epitaxial VO, memristors feature threshold-
switching capabilities used in spike neuron implementation.
Fig. 9C shows the dynamic network structure of the brain,
which processes and stores signals using readily controllable

This journal is © The Royal Society of Chemistry 2024
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programmed paths that follow nervous system algorithms
made by VO, films grown on aluminum oxide (Al,0;).** The
artificial synaptic network consists of a circular electrode,
which serves as a common terminal. This electrode imitates a
biological dendrite and is connected to a DC, bias tee, and
channels A, B, C, D, and E. Their argument indicated that the
network can be arranged hierarchically, creating a dynamic
neuromorphic framework facilitated by laser-controlled fila-
ment positioning with nonvolatile memory. The connectivity
pathways in these neuromorphic structures can be readily
manipulated, resulting in inherent memory capabilities based
on imprinted conduction routes similar to those observed in
organic nervous systems. Despite the VO, memristor having
certain benefits, the currently developed systems do not exhibit
a high level of efficiency for neuromorphic systems, as they are
still in the experimental stage.

However, it can enhance the progress of hardware neural
network structures with brain-inspired algorithms while enabling
the implementation of neuromorphic computing. Furthermore,
the research now constrains several aspects of efficient sensing of
neuro signal and signal fluctuation concerns, substantiating their
applicability in practical neuromorphic device implementations.

This journal is © The Royal Society of Chemistry 2024

Moreover, the firing rate of individual neurons contributes to the
potential degrees of freedom in network structure dynamics.?**
A multidimensional space represents the activity of individual
neurons and the path from an input to an output represents the
response of the neuron. Consequently, despite its importance,
contemporary research faces substantial obstacles regarding the
process of signal filtration for individual neurons. Regardless of
these challenges, the development of effective human-machine
interfaces utilizing neuromorphic systems is of considerable
interest to researchers.

4.4. Application in an artificial vision system

The sense of sight detects 80% of the information among all
external stimuli.>*® As a result, when it comes to observation,
the retina is among the most important parts of the human
body. Emulation of a human retinal system has served as a
source of inspiration for both device fabrication and research,
along with signal-processing algorithms.>*®*?” These advance-
ments have the potential to enhance Al and the Internet of
Things (I0T) in the future.

4.4.1. UV light recognition and visualization. Ultraviolet
(UV) radiation, with a wavelength of 10-400 nm, may have
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detrimental effects on the skin, leading to premature aging and
skin malignancies.?*® The intensity, duration, and amount of
exposure to ultraviolet (UV) radiation determine the severity of
these disorders.>?*?*® Therefore, the development of photonic
synapses that mimic the functionality of the retina and enable
selective detection and processing of ultraviolet (UV) inputs is
crucial for expanding human visual perception beyond the
range of visible light.

Park et al. used carbon nitride treated with nitric acid (NT-
CN) to establish a photonic synaptic transistor sensitive to UV
light (Fig. 10A).2* The device fabrication method involved the
formation of a thermally generated SiO, film on a Si wafer. They
used NT-CN on an SiO, surface as a UV-responsive interface
layer. They applied poly(methyl methacrylate) (PMMA) to the
NT-CN film for planarization of the NT-CN layer and as a
tunneling substrate. Pentacene served as the organic semicon-
ductor, whereas Au functioned as the electrode material.

The proposed principle for the device is that when exposed
to UV light, both the NT-CN and pentacene films produce
photoinduced electron-hole pairs (EHPs) (Fig. 10B). The holes
generated by photoexcitation tunnel through the PMMA layer
and enter the pentacene film. Conversely, the photoexcitation
process confines electrons inside the NT-CN films, creating a
negative potential that increases the drain current. Upon
removal of the UV light, the photoinduced EHPs in the penta-
cene film undergo rapid recombination. In contrast, the
trapped electrons in the NT-CN film cannot promptly recom-
bine with the holes, resulting in a prolonged recombination
period. This delay was responsible for the observed synaptic
properties. However, the author overlooked a crucial aspect of
their analysis, particularly the presence of substantial noise in
the raw UV data reflected by the target item.>*>?* Li et al.
identified pentacene as a charge-transport material because of
its molecular structure, which is an important parameter in
memory devices.>**

Moreover, owing to the elevated noise level of the initial UV
image information, residual background noise often persists
even after the traditional in-sensor preprocessing stage. Hence,
there is a need for a new UV imaging system that can perform
precise vision identification with minimal image filtering dur-
ing the backend analysis phase.”*>**® Seung et al. demon-
strated the use of a synaptic phototransistor-quantum-dot
light-emitting diode (SPTr-QLED) to extract preprocessed
images from frequent and strong optical signals (Fig. 10C).>*"
The author further elucidates recognizing images using a deep
neural network. They emphasize that background noise in
target photos can lead to inaccurate detection because the
neural network is trained on a standard dataset of raw images
with little noise. Specifically, considering the significant
amount of noise in unprocessed UV photos, it is essential to
minimize background noise for precise image identification.
The preprocessing effectively reduced background noise and
improved the image recognition accuracy. The SPTr-QLED can
produce a preprocessed picture with less background noise
without needing extra image-filtering steps in the back-end
processing. This was achieved through on-device preprocessing
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using a signal or none (SoN) approach. SPTr produces a
weighted photocurrent owing to consecutive noisy ultraviolet
(UV) inputs. Current-to-voltage converters connect the SPTrs
and QLEDs electrically such that the weighted photocurrent
can be changed to the postsynaptic voltage. The QLED module
uses this voltage as input. The QLEDs exhibited an exponential
rise in current when subjected to an input voltage, resulting in
enhanced contrast in both the electrical and visual outputs
(Fig. 10D). Nevertheless, the authors’ findings indicated that
the recognition rate achieved in the simulation was 86.2%,
whereas for in-sensor preprocessed images, it was only 49.7%.
This suggests that traditional synaptic photodetectors (SPD) are
inadequate for accurately recognizing noisy UV images. There-
fore, additional noise filtering is required to achieve a high
recognition accuracy. However, their findings have guided
researchers in decreasing the hardware complexities of SPD
and enhancing their efficiency.

4.4.2. Neuromorphic devices for color recognition. Tradi-
tional photodetectors convert incoming light stimuli into elec-
trical impulses in real time; however, their quick recovery
makes it difficult to store, recall, or preprocess any input
information.?*”**® In contrast, the human visual system relies
on the optic nerve, which transmits visual data from the retina
to the brain for processing and storage.”** The immediate
reaction to stimuli in the brain allows synaptic strengthening
via neuronal signaling, which in turn allows for the memory of
that information.>**>*!

The use of optical color filters to categorize incoming
wavelengths limits the effectiveness of artificial retinal systems,
resulting in a low pixel density and significant spectrum
absorption loss.***?** Nevertheless, most studies on photosy-
naptic devices rely on monochromatic optical stimulation.>**
Weak or strong photoconductivity of active semiconducting
materials makes many color recognition synaptic systems
possible. However, when exposed to light, many of these
systems struggle to select specific light wavelengths.”*>>
Therefore, achieving more effective color vision through multi-
spectral selectivity by regulating neural plasticity is an interest-
ing prospect.

Jo et al. introduced an artificial photonic synapse that
utilizes a precise QD mixing ratio to achieve quantitative
tuning.>*” This synapse enables wavelength-specific responses
in a single pixel, enabling enhanced color selectivity to distin-
guish between optical wavelengths of varying intensities. The
process of imitating color recognition included creatinga 7 x 7
grid of pixel arrays using a combination of mixed QDs (M-QDs)
and amorphous indium-gallium-zinc-oxide (a-IGZO) photo-
transistors (Fig. 11A). The constructed array structure provided
specific voltages to each data and gate node while keeping the
source node neutral. Their investigation focused only on iden-
tifying red, green, and blue (RGB)-color images using three
distinct modes: RGB, GB, and B (Fig. 11B). According to the
author, a critical factor in color perception is the transition
from nonvolatile to volatile properties over the visible light
spectrum. The identification rate increased as the pulse num-
ber increased until the 30th pulse was reached. However, after

This journal is © The Royal Society of Chemistry 2024
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that point, the images started to blur, resembling the process of
human memory deterioration over time. Additionally, they
determined that the order of magnitude of RGB light-
stimulated photosynaptic currents significantly impacted
visual memory. However, further clarification is required
regarding their conversion from nonvolatile to volatile for use
as sophisticated artificial vision systems capable of efficient
color identification and optimal pixel density. However, this
study may guide researchers who want to construct replicable
biological visual systems with distinct visual elements.

Along with a similar type of problem identification and the
additional feature of structural recognition, Hou et al. introduced
a RGB narrowband photodetector array with panchromatic ima-
ging capability by primarily fabricating halide perovskite films
using a volatile solution (VS) method and then utilizing a multi-
layer algorithm to model the human retinal system (Fig. 11C).>*®
Perovskite has the benefit of the ability to manipulate its proper-
ties, namely its vast range of bandgaps.>*>**° This allows panchro-
matic imaging in which multiple colors may be used to display
selected spectral responses within the red, green, and blue
channels (Fig. 11D). The photocurrent distribution at zero bias

This journal is © The Royal Society of Chemistry 2024

clearly reveals the RGB characteristics of the original picture with
distinct contrast and accurate representation (Fig. 11E). The
authors presented two methods: (a) the channel-merging
approach, which involves normalizing 2D current data to pixel
intensity values with the minimum pixel value set at 0 (Fig. 11F(i)).
After translating the floating-point normalized values into inte-
gers, the sunflower image was rebuilt by stacking pixel-intensity
integers using RGB channels (Fig. 11F(ii)). In contrast, (b)
machine learning reconstruction utilizes a multilayered percep-
tron neural network to forecast pixel values based on the current
input data. The peak signal-to-noise ratio (PSNR) of the recreated
figure from channel merging is lower owing to the sensor array
setup error and measurement noise, which are intrinsically
corrected and reduced by the machine learning techniques
(Fig. 11F(iii) and (iv)).

Although the output may seem sustainable, some aspects
might directly impact the performance of the device, including
responsiveness,  electron-hole  transit, and  material
bandwidth.>®' Researchers might capitalize on the approach
provided by the author to address the research deficit in this
sector.
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5. Others

5.1. Butterfly-inspired multi-sensory device

Research on butterfly architectures has recently increased with
respect to sensor applications.>>>*® Qualities such as refractive-
index responsiveness and delicate architectural sensitivity are crucial
characteristics that are the current research goals. Wing character-
istics are also critical in energy-harvesting applications.*>** Male
butterflies display vivid wing colors to entice females, who assess
possible partners based on the color designs’ intricacy, balance,
and vividness.”*>*** Additionally, male butterflies emit chemical
pheromones that are crucial for grasping female butterflies in
265,266 These chemical signals provide essential information
for species identification, mating excellence, and reproductive pre-
paredness. Female butterflies possess specific chemosensory recep-
tors that allow them to differentiate between various pheromone
patterns.**”?%® These findings indicate the importance of a compre-
hensive study to enhance the understanding and create more
effective bio-inspired functional materials.

Zheng et al. recently addressed the need for specialized hard-
ware to gather data from various sensor elements based on the
architectural design of butterflies (Fig. 12A).>*° This process
involves transferring signals to the processing module, which
leads to delays and increased energy consumption. Although
current Al primarily focuses on visual data, it is essential to

mid-air.

acknowledge that chemical signals can improve or change visual
perception. Therefore, they built a visuochemical apparatus using
molybdenum disulfide (MoS,) and graphene-based visual and
chemoreceptor neurons to analyze the data (Fig. 12B). The overall
concept involves the use of various chemical solutions to achieve
pheromone diversity. To demonstrate the circuit, AND and OR
gates were utilized (Fig. 12C and D). Different colors (red, orange,

5198 | Mater. Horiz., 2024, 11, 5181-5208

green, and blue) of light-emitting diodes (LEDs) with varying
intensities were used to imitate the hue and intensity of male
butterfly wings (Fig. 12E and F). They used these colors to explain
mating rejection and acceptance.

Although the author achieved a certain amount of this goal,
this study has some limitations. This study mainly focused on
the chemical receptor-motivated sensory system rather than the
visuochemical system. However, further research on the utility
of this device is required. However, the author claims that
visual imaging methods in conjunction with chemical sensors
may assist in diagnosing skin disorders or in examining
biological samples to identify biomarkers linked to different
medical illnesses. Overall, for academics considering their
studies in the field of biologically motivated multisensory
systems, this literature can be a good motivation.

5.2. Spider web-inspired neurotransmitters

Spiders have a unique method for detecting object motion and
airflow and identifying potential threats.”’°>”> They use a net-
work of slits known as “Iyriform organs” that are closely linked
to their nervous system, allowing them to pick up external
vibrations.>”*?*”* Additionally, spider viscid silk is known for its
remarkable strength, hardness, and adhesiveness, making it an
effective tool for prey trapping.”’>2”¢ Spiders regulate the elec-
trostatic connections between spidroin molecular chains by
exchanging ions and protons in the spinning duct.>”” This
process gives them remarkable mechanical properties, the ability
to adhere to surfaces, and the ability to spin silk continuously.

Zhou et al. examined artificial spider silk with excellent
mechanical characteristics and a conductive structure that
facilitated signal transmission (Fig. 13A and B).”’® They used
PrDA hydrogel fibers, whose diameter can be easily adjusted by

This journal is © The Royal Society of Chemistry 2024
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controlling the spinning speed and distance between the nozzle
and roller (Fig. 13C). Using these fibers, the authors created a
synthetic synaptic transistor (Fig. 13E) that imitates the proper-
ties of biological synapses (Fig. 13D).

The ability of this transistor to function as a synaptic device
was demonstrated using various types (varying diameters) of
PrDA fibers, which showed a consistent counterclockwise hys-
teresis (Fig. 13F). The excitatory postsynaptic potential (EPSC)
was distinguishable by different current spikes with varying
pulse numbers (Fig. 13G). In addition, as the pulse width
increased, the EPSC gradually increased. This trend suggests
that a longer duration caused more ions to migrate between the
PrDA and In,0; (Indium(m) oxide) layers (Fig. 13H). The paired-
pulse facilitation (PPF) index, which is important for signal
processing, was higher with a larger gate voltage (Vg) (Fig. 131),
possibly because of the more significant proportion of trans-
ferred ions in the active region of the devices, such as biological
synapses.

Research on ionic hydrogels as synaptic devices offers a
fresh perspective on building artificial neural systems, and this
review highlights several promising avenues for further study in

This journal is © The Royal Society of Chemistry 2024

this area. Nevertheless, to accomplish a remarkable amalgama-
tion of electromechanics predicted for continuous spinning,
further discourse is required concerning obstacles such as
interactions between molecules and the hierarchical arrange-
ment of synthetic fibers.

6. Research gaps and future
perspectives

This review offers an in-depth overview of the most recent
developments in neuromorphic devices inspired by biological
synaptic neural systems, keeping in mind the general audience
and experts involved in neuromorphic device research. First, we
explain how the researchers were motivated by the biological
synapse system and then further discuss the neural networks
used for single and multi-sensory systems and their advantages
and limitations for various applications. Neural networks offer
a range of powerful new approaches for addressing complex
problems related to pattern recognition, data processing, and

control.>”>*%° Computer vision, particularly ANNs and CNN,
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has become more prevalent as a computational model in
neuroscience. However, the intricate neural signals in current
models may only partially reveal the enigmas of the brain,?®*
for example, (a) the type of code required for real-time
transmission of milliseconds of response in terms of voltage
spikes, and (b) depending on the human mood, such as anger,
the type of signal the brain transmits to control human
emotions. Interpreting and understanding intricate patterns
may be challenging when using manually created models that
prioritize simplicity. Furthermore, object categorization in the
brain involves several levels of intricate linear and non-linear
processing.”®> Constructing operational models of visual
pathways that match human behavioral performance has

A Electrostatic interactions

:‘Zi’?}:(‘ivz?

ission

.

Spider silk signal
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inning

.

Fiber—>

Fiber sp
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been a significant issue for neuroscientists and Al
researchers.

Nevertheless, neural networks provide significant potential
for future researchers by using extensive annotated imaging
data for training to create prediction models that can increase
output accuracy. Supervised learning is successful because of
the detailed feedback provided to the network in the form of
high-dimensional outcomes. For example, a model can be
trained to determine the lowest price among 10 fruits, depend-
ing on seasonal availability. In supervised learning, the same
algorithms may be used to predict the lowest price for the
10 other sets of fruits under similar conditions. Some studies

have also suggested that convolutional topology and activity

B Ionic conduction
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Fig. 13 (A) Electrostatic interaction of a spider web in the spinning duct. (B) lon transfer and surface adhesion, illustrating the PrDA hydrogel fiber. (C)

Continuous draw-spinning of PrDA hydrogel fiber. Synaptic system. (D) Biological synapse. (E) Artificial synaptic transistor. (F) Consistent synaptic
transmission properties of the artificial transistor-based on drain-source voltage. (G) EPSC initiated by various voltage pulses from presynaptic spikes. (H)
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Wiley-VCH.
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Fig. 14 Research gaps that exist in the recently developed neuromorphic devices.

normalization may result in a well-performing neural
model.***?** Therefore, the aforementioned learning models
should be tested to achieve multidimensional efficient devices.

Artificial synaptic transistors (AST) such as spike-based
memristors and neurodevices inspired by the retina are among
the artificial synaptic devices covered in this review. Artificial
synaptic transistors can closely mimic natural neuromorphic
design architectures by considering the timing of the firing
action between two neurons (pre- and postsynaptic neurons) as
a critical factor affecting the synaptic matrix. Furthermore,
there is a consistent need for energy-efficient AST that replicate
the functions of neurons and synapses. Neurons interact via ion
channels,®>?%® which affect their firing rate, which is linked to
the intensity of the input stimuli. Increased muscle stimulation
leads to a higher neuronal firing rate. The spike frequency
activates the synaptic transistor, converting its varying output
current into voltage signals to produce the final output. Hence,
a highly efficient and consolidated artificial spiking neurologi-
cal system, such as a medical nanobot, is required to convert
the sensing signals into spikes. In addition, signal propagation
speed and effective communication routing are issues with
spike-based neuromorphic devices.

Artificial synaptic sensors based on the human retina aim to
emulate mammalian retinal synaptic neuromorphic sensory
systems. Optical artificial synaptic devices consist of two dis-
tinct components: photosensors and transistor synaptic
devices, each serving specific tasks. These devices have intricate
architectures and require additional power to adjust the ema-
nating photosynaptic signals, leading to increased energy con-
sumption and reduced resemblance to biological receptors.
Hence, it is essential to create a visual artificial synaptic device
using a basic resistor structure that can function autonomously
without requiring external power.

The performance of a neuromorphic device is influenced not
only by the appropriate selection of an algorithm and a suitable
number of training models but also by the selection of appro-
priate materials for device construction. Researchers have
experimented with various material combinations including
organic/inorganic materials, metal oxides, semiconductor
materials, carbon derivatives, and QDs to develop neuro-
morphic chips containing artificial synapses. The aim of these

This journal is © The Royal Society of Chemistry 2024

chips is to create a brain-like neuromorphic computing system
that closely imitates the functions of the human brain. Never-
theless, organic semiconductors exhibit instability at ambient
temperatures. Carbon derivatives have restricted speed, inte-
gration complexity, and dependence on electrical stimulation,
whereas metallic oxides have restricted control and adjustabil-
ity in neuromorphic activities. Moreover, oxide semiconductors
have wide optical bandgaps and low absorption coefficients in
the visible light spectrum. Fig. 14 presents a detailed summary
of the research gaps and future perspective in the field of
neuromorphic systems.

In the future, researchers should focus on developing con-
temporary neural networks that use neuromorphic computing
to address algorithmic issues. Algorithms can affect the design
and material selection of hardware layouts for tunable devices
that satisfy specific application requirements. Researchers must
change their programming approach to optimize the use of
neuromorphic computers. Combining suitable materials and
architectures with better optical and electrical properties for
synaptic devices is possible by learning about synaptic technol-
ogies and heterojunction devices that satisfy specific require-
ments. Considering these minor but impactful steps, researchers
can enhance the system performance multiple times. Finally,
experts from various fields must collaborate to develop state-of-
the-art devices, architectures, and algorithms to create intelli-
gent machines for sensory processing, cognitive science, nano-
bots, and brain-computer interfaces.

7. Conclusion

Herein, we aim to inform researchers about newly developed
neuromorphic devices and their potential future real-world appli-
cations. To move from exploratory research to the systematic
selection and improvement of the most viable options in neu-
roscience, researchers must have a comprehensive understanding
of the integration of device manufacturing with Al. Embracing
new ideas in neuromorphic computing is essential for fully
utilizing nanotechnology in neuromorphic systems and devices
and for gaining extraordinary insight into the physiology of the
human brain, driven by the rapidly expanding body of
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neuroscience research. We present the learning rules and algo-
rithms used in the neuromorphic systems. Additionally, future
research should focus on spike-based neurosystems that are
currently trending. Finally, creating engineering approaches that
stimulate inherent developmental processes is essential for
addressing the challenges mentioned above, although success is
not guaranteed. Nevertheless, one can overcome the limitations of
neuromorphic science and engineering by aiming for a more
positive approach.
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