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Abstract: The rapid growth in wearable technology has recently stimulated the development of
conductive textiles for broad application purposes, i.e., wearable electronics, heat generators, sensors,
electromagnetic interference (EMI) shielding, optoelectronic and photonics. Textile material, which
was always considered just as the interface between the wearer and the environment, now plays
a more active role in different sectors, such as sport, healthcare, security, entertainment, military,
and technical sectors, etc. This expansion in applied development of e-textiles is governed by a
vast amount of research work conducted by increasingly interdisciplinary teams and presented
systematic review highlights and assesses, in a comprehensive manner, recent research in the field of
conductive textiles and their potential application for wearable electronics (so called e-textiles), as
well as development of advanced application techniques to obtain conductivity, with emphasis on
metal-containing coatings. Furthermore, an overview of protective compounds was provided, which
are suitable for the protection of metallized textile surfaces against corrosion, mechanical forces,
abrasion, and other external factors, influencing negatively on the adhesion and durability of the
conductive layers during textiles’ lifetime (wear and care). The challenges, drawbacks and further
opportunities in these fields are also discussed critically.

Keywords: metallization; conductive textiles; e-textiles; coatings techniques; protective coatings; dura-
bility

1. Introduction

The textile industry has adopted a forward-looking approach to create innovative
conceptual textile systems for the 21st century globally, meeting the technological demands
of modern society. Even in such a traditional area such as clothing, the modern lifestyle
and new technologies are changing the aim and perception of textile materials, from simple
protection to wearables with new functionalities and added value. Recently, researchers
have shown an increased interest in flexible, electrically conductive textiles, which, in
combination with different electronic components and circuit boards on the textile surface,
represent electronic textile systems (so called e-textiles), with applications in photody-
namic therapy, electronic sensors, flexible batteries, heating fabrics and light emitting
displays [1-3]. Several approaches/techniques have been proposed in the literature about
how conductivity can be implemented into flexible surfaces, (i) fabrics are weaved or
knitted from conductive yarns, (ii) surfaces are sewn or embroidered with conductive
threads, and (iii) those specially treated to impart conductivity, i.e., by chemical coating,
surface metallization (e.g., copper (Cu), silver (Ag) or nickel (Ni) nanoparticles (NPs)), de-
position of conductive fillers (carbon black or carbon nanotubes) and coating of conductive
polymers (e.g., polyaniline, polypyrrole or poly-3,4-ethylenedioxythiophene), achieving
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large scale production of wearable e-textiles [4—6]. Moreover, the rapid development of
nanoscience and nanotechnology has accelerated the miniaturization process of electronic
devices [7]. In addition, e-textiles can have a wide field of actions, e.g., device-to device
communications, cyber-physical systems, virtual/augmented reality, when coupled with
solutions such as the Internet of things (IoT), data analysis (big data) or artificial intelligence
(Al), among others [8].

This review introduces recent studies on the field of electrically conductive textiles
obtained by thin layer of metal deposition onto the textile surface, so called metallization,
their characteristics and diverse process parameters, and the most promising applications.
Unlike previous reviews [5,9-12], the main contribution of this work focuses on frequently-
mentioned metallization techniques with their advantages and drawbacks, i.e., printing of
metallic inks, electroless deposition plating, electrochemical deposition, chemical vapor
deposition (CVD), physical vapor deposition (PVD) and spray coating. The emphasis is
also given on protective post-treatment coatings of conductive metallic layers to improve
adhesion force and durability against washing, perspiration and abrasion, which is the
key factor for the long-term functionality and performance of e-textiles. Closely connected
to the usage of e-textiles is also a lack of unified and standardized procedures which
would enable comparable testing and assessment in the production stage and even more
importantly in the actual application phase; a designated section in the review paper is
dedicated specifically to elaboration of these issues.

2. Conductive Textiles

Textiles themselves are considered as electrically non-conductive materials, since
they do not conduct electric current. By the incorporation of conductive compounds into
fibers/yarns during spinning or impregnation of a thin layer of conductive (nano)particles,
fillers or polymers onto fibrous surfaces, using different techniques and procedures, textiles
became electrically conductive. Some techniques, and their advantages and disadvantages,
are reported and explained by different authors [3,5,6,13]. Due to structures” heterogeneity
and anisotropy, the electrical properties of conductive textiles depend on uniformity of
the deposited conductive compounds, the arrangement of fibers and yarns in the textile,
number of weft and warp yarns per length unit in weaved textiles, fabric thickness, elasticity
and geometrical dimensions of the fabric, etc. [2,14,15]. Moreover, stretchability, shear
bending, and other kinds of deformability of textile materials, as well unstable conductive
coatings, also influence the electrical properties, enlarging sheet resistance [10]. Based
on the final wearable application requirements, a low or high conductivity could be
tailored, e.g., lower conductivity is preferred for heating applications and higher for
lighting applications [16]. Whatever approach is used to attain conductivity, it does not
have a negative impact on textiles” weight, flexibility, and stretchability, whilst, from
the ecologic and economic perspectives, it should remain nontoxic to humans and the
environment, as well as cost effective. Moreover, the applied compounds should have
good wash and wear durability, which remain key challenging properties.

Strictly speaking, conductive textiles are not “intelligent” or “smart”, because they
do not react to outside stimuli (heat, chemicals, magnetism or mechanical stimuli), they
are just primary components for enabling the creating of multifunctional electronically
integrated textiles, or e-textiles [17], capable of sensing, heating, lighting or transmitting
data, for diverse fields of applications, i.e., healthcare, military, sports and fitness, protective,
automotive, entertainment and environmental applications [2,9,18,19]. They are also used
for creating low profile switches in products where manufactured and hard conductive
materials cannot be used. Fabrics can be cut, sewn, stretched, crumpled, and manipulated
in ways where hard metals, carbon and plastics cannot be used. The global conductive
textiles market size was estimated at USD 1.37 billion in 2018, growing at a CAGR of 16.5%
from 2019 to 2025. Rising demands for the high-tech smart wearables from several end-use
industries are likely to boost market demand in the forecast period.
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Some examples of these novel products are flexible heaters, panels and actuators,
electrostatic discharge clothing, high-performance sportswear and embedded health-
monitoring devices (recording data related to body temperature, heartbeat, moisture,
etc.), wearable pressure sensor (gait analysis and posture), flexible strain sensor for real-
time human motion monitoring (detection and/or stimulate of muscle activity), portable
power displays and light emitting transmission lines, EMI shielding textiles, textile antenna
for wireless communication, tracking e-textiles (detect location and respond), interactive
garments (changes in the garment activated by proximity, movement, light, projection,
sound, voice, gaze and touch), and wearable electrodes for biopotential monitoring (cardiac,
muscular, neural, and ocular biopotentials), etc. [2,3,5,10,19-23].

3. Fabrication Techniques for Tailoring of Conductive Textiles

The selection of fabrication technique for the production of conductive textiles is an
important aspect in terms of process parameters that correlate with economic attractiveness,
as well as affect the stability, flexibility, and physical-mechanical and electrical properties
of the final e-textiles [7]. In general, there are two ways to manufacture conductive textiles.
The first relies on the integration of conductive fibers, yarns, or threads into textiles by
weaving, knitting, embroidering, etc. However, these processes are quite complex, and,
furthermore, the integrated conductive fibers/yarns could influence the wear comfort of
the fabric negatively, due to its rigidity and inflexibility [5]. The second approach is based
on application of durable electrically conductive compounds (metals, conductive NPs,
polymers, etc.) on the surface of textiles through different coating strategies, and, thus,
realizing the electric properties in a finishing stage of the textiles. This eliminates the need
to make the fibers electrically conductive during processing, and offers the possibility of
coating the textiles with materials that cannot themselves form fibers, such as conductive
polymers, that are not strong enough mechanically to pass through eventually harsh
processes [24].

Among numerous methods to obtain conductivity, application of different metals on
textile surfaces (so-called metallization) has received great attention, due to its uniqueness
in providing multifunctional performance, i.e., electrical conductivity, EMI shielding,
antibacterial and antifungal properties, etc. [6] or a shiny metallic appearance for decorative
purposes [25]. The most commonly used methods for metallization of textiles can be
divided into (Figure 1):

(i) Printing of metallic inks on the surface (inkjet, screen and stencil printing, lithogra-
phy),

(ii) Deposition (electroless, electrochemical, physical vapor, chemical vapor),

(iii) Spray coating (thermal, cold, plasma-assisted).

The choice of appropriate methods depends on several parameters, such as operating
temperature, type of metal, type and form of textile material, as well as final application,
which is also associated with the desired thickness of the conductive layer [24].

The most frequently reported metals employed for conductive textiles are copper (Cu),
silver (Ag), gold (Au), and nickel (Ni) [26]. Ag and Cu show the highest value of electrical
conductivity (around 642 S/m), followed by Au (around 428 S/m). By taking the cost into
account, Al and Cu possess the best conductivity / price ratio, around 2 and 0.9, respectively.
Ni exhibits nine times lower conductivity /price ratio than Cu (around 0.1), but superior
resistance to surface oxidation in air as compared to Cu. Low conductivity/price ratio can
be observed for precious metals (Au, Ag, Pd, and Pt), and, therefore, they are less suitable
for mass production.
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Figure 1. Schematic presentation of different metallization techniques to obtain electrically conductive textiles, namely,
electroless plating (reprinted with permission from Ref. [6] Copyright 2021 Elsevier), electrochemical deposition (reprinted

with permission from Ref. [27] Copyright 2021 Springer Nature), physical and chemical vapor deposition, thermal and

plasma spray coating (reprinted with permission from Ref. [28] Copyright 2021 MDPI), inkjet (reprinted with permission
from Ref. [29] Copyright 2021 Springer Nature), and screen-printing (adapted from Ref. [30]).

3.1. Printing of Metallic Inks

Printing has several advantages over other techniques that provide electrical con-
ductivity, including the local and direct deposition of conductive materials on various
textile substrates at ambient conditions, obtaining of well-defined conductive patterns or
images, the reduction in the consumption of conductive inks, the ability to transfer the
entire process to the commercial manufacturing sector, possible large-scale production,
and the significant reduction in costs associated with the production of e-textiles [7,22,31].
Considering the numerous conductive inks/pastes, special attention in this article will be
paid to metallic inks, which are composed of metal (nano)particles (NPs), using different
printing techniques such as inkjet printing, screen-printing and lithography.

Conductive inks or pastes should have certain properties, depending on the employed
printing technique or the end use of the printed substrate. Generally, they are in the form of
a dispersion/suspension of a conductive compound in a suitable solvent, with certain rhe-
ological properties. Conductive inks are usually formulated from three main components,
the conductive compound, a binder that can aggregate the conductive particles efficiently,
and a solvent that suspends the other components and gives the desired viscosity to the ink,
regarding the chosen printing technique. The general requirements for inks or pastes are as
follows; high electrical conductivity, easy to print, low-cost, good adhesion and stability on
various substrates, resistant to oxidation, dry without clogging during printing, suitable
surface tension and viscosity, and a low degree of particle aggregation [5]. Moreover, the
biocompatibility of conductive inks for wearable electronics has become an important
property in recent years [32,33]. On the other hand, metal inks and pastes are not durable
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to washing, and are susceptible to cracking and rubbing during usage, which need to be
improved [6]. This is discussed further in detail in Section 4.

Recently, metal inks have been used extensively for the production of conductive
coatings on flexible fibrous substrates, tailoring e-textiles [34]. The metallic (nano)particles
in the ink solution/dispersion are usually stabilized by organic ligand shells. The (nano)
particles are treated with an organic material such as polymers to prevent particle agglom-
eration and oxidation. However, after printing, the organic material should be removed by
post-processing treatments, e.g., sintering, annealing or simple air drying, to allow physical
contact between the metal particles to form a continuous path connection [32]. Due to the
porous structure and rough surface of fibrous substrates, the uniform deposition of conduc-
tive (nano)ink is still a great challenge, leading to the inconsistency in electrical conductivity
of the fabrics [30]. By far, the most commonly used metals present in metallic conductive
inks are Ag [35-37], followed by Au [38—40]. In the case of Ag-based inks, the Ag oxidizes
slowly on the surface and forms a thin conductive oxide layer that does not affect the
ink’s conductivity over time. Therefore, Ag-based inks are commercialized successfully by
several companies (Henkel, DuPont, DycoTec, NovaCentrix, etc.), e.g., Intexar™ fitness
monitoring T-shirt with Wi-Fi connectivity (DuPont). On the other hand, high Ag loading
is required for metal-based inks (more than 20 wt %) [41], so the main challenge is to find
less expensive, but, at the same time, a highly-efficient conductive metal to replace the Ag
(nano)particles. Aluminum (Al) [32] and Cu [34,42—44] have been proposed as alternatives
to Ag, but they are not stable against oxidation, due to the formation of an insulating oxide
layer that can affect the final conductivity of the ink greatly [32]. The advent of a new class
of materials called MXenes has also been widening their application in printed electronics,
overcoming the drawbacks of conductive inks such as poor conductivity [45].

3.1.1. Screen Printing

Figure 2a shows a schematic diagram of screen-printing in a cross-sectional view, as
one of the most feasible, simple, reproducible, efficient, and low cost printing techniques
for the tailoring of e-textiles [11,30].

SCREEN - PRINTING

extile substrate:

Base plate

Figure 2. (a) Schematic diagram of screen printing in a cross-sectional view (reprinted with permission from Ref. [46]

Copyright 2021 Elsevier); (b) a SEM image of printed Ag tracks on textiles (adapted from Ref. [47]); (c); schematic of textile

patch antennas and their two-way Bluetooth communication system, using textile and commercial antennas (reprinted with

permission from Ref. [48] Copyright 2021 John Wiley and Sons); (d) flexible screen-printed electrode on textile using Ag ink

and a layer of graphene oxide (GO), and a schematic visualization cross-section showing the affinity assay for influenza
(reprinted with permission from Ref. [35] Copyright 2021 IOP Publishing).
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The process is based on the printing of a conductive paste with suitable rheological
properties (e.g., high viscosity) through a patterned fine mesh by means of a squeegee
(different diameters and forms), that moves over the mesh with suitable speed and pressure,
pressing the conductive paste onto the fabric surface. Thus, the desired conductive pattern
is transferred to the substrate [22,26]. The use of the screen-printing process has several
advantages: fewer printing steps are required to achieve conductive patterns, as this
technique can deliver larger amounts of ink; the applied squeezing pressure improves the
penetration and adhesion of the ink to the textile substrate, which improves the formation
of interconnected conductive patterns; it is faster, and is already used as a technology in
the industry for consumer products, e.g., wearable textile electrodes in physiological signal
monitoring [22]. Since screen-printing is considered to have high processing efficiency;,
it is suitable for continuous roll-to-roll manufacturing, as has been pointed out by Jeong
et al. [36] and Wang et al. [26]. The uniformity of the electrical conductivity of the printed
pattern is affected significantly by the composition and viscosity of the conductive ink,
the printing speed and number of printing layers, the distance between the screen mesh
and the substrate, the physical and chemical characteristics of the substrate, and the mesh
size [48]. In contrast, screen-printed patterns have a resolution of ten micrometres, which
is slightly better than those produced by the direct-writing technique. Moreover, the
inevitable drawback is the relatively thick layer of printed conductive pattern, causing
rigidity of textiles, and, thus, this technique is less appropriate for flexible and stretchable
e-textiles [26]. Figure 2b presents an example of scanning electron micrograph (SEM)
images of Ag tracks on a polyurethane interface, with a corresponding SEM image at
higher magnification showing the cracking of the conductive layer [47].

Figure 2¢,d show the two latest application examples obtained by screen-printing of
conductive pastes; i.e., Figure 2c textile patch antennas, which consist of a conductive layer
printed on the flat and round yarn fabric and their two-way Bluetooth communication
system comparing the textile and commercial antennas, with data transmission up to 316 m
from the reference site (textile), and max transmission distance of 180 m (commercial) [48],
and Figure 2d schematic affinity biosensor for detection of environmental exposure to
influenza A virus for at-risk populations, fabricated using a flexible screen-printed electrode
on the textile by combination of silver ink and a layer of graphene oxide (GO) [35]. Such
kind of sensor, combined with IoT platform, could have the ability to predict potential
influenza outbreaks before broad symptoms manifest.

3.1.2. Inkjet Printing

The direct application of inks using a direct-writing device is called inkjet printing
(nozzle movement controlled by software) and has recently been used widely for the
manufacturing of conductive e-textiles (Figure 3). Herein, the patterned structures are
fabricated dropwise using an electrically conductive ink by tuning the jet parameters
or the properties of the conductive ink (Figure 3a,b). The process has become a very
attractive alternative to conventional printing technologies (lithography, flexography and
screen-printing), since no mask or screen is required, thus, the possibilities for changing
the printing design are numerous. Furthermore, the conductive ink is usually consumed
minimally, and the planned printed structure can be produced in a shorter time (of a few
minutes) as compared to screen-printing. The formed final structures printed on substrates
have high resolution, as well as the layer thickness is reduced, implying that this method
is very appropriate for flexible and stretchable textiles. From an environmental point of
view, the whole process does not require harsh chemicals and does not produce waste. On
the other hand, for successful inkjet printing, the ink must contain the smallest possible
electrically conductive NPs, and because of the oxidation problems of some metals, the
stability of the ink suspension must be ensured by a protective layer on the conductive
metal NPs. In addition, the use of highly viscous materials in the form of ink can lead
to clogging of nozzles, which requires careful control of the rheological properties of the
ink. The drying rate and wetting properties of the conductive metallic ink must also be
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considered. The use of metallic ink for inkjet printing is superior to other materials such as
conductive polymers or carbon-based structures, due to their better conductivity [5,11,26].
However, the significant challenge for direct inkjet printing is printing accuracy and quality,
due to ink droplets on the fabrics easily penetrating to the surroundings, which results in
motion-blur patterns and poor conductivity. The printing accuracy is also affected greatly
by the fabric structure, printing direction and ink properties [49].

Oven curing @ 140 C, 300 sec

INK JET PRINTING

2 g

HET

b) Droplet diameter < Fiber diameter

5 layers

Figure 3. (a) Schematic presentation of inkjet printing of conductive Ag ink on textiles (reprinted with permission from
Ref. [37] Copyright 2021, American Chemical Society); (b) presentation of a drop of Ag ink distribution on fibers with
different diameters (reprinted with permission from Ref. [37] Copyright 2021, American Chemical Society); (¢) SEM images
of Ag inkjet printing, together with a combination of cellulose nanofibrils/glycerol on woven cotton fabric (reprinted with
permission from Ref. [50] Copyright 2021, American Chemical Society); (d) XCT 3D reconstruction images of Ag (blue-green)
deposited on polyester fabric (grey) with an increasing number of layers (reprinted with permission from Ref. [51] Copyright
2021 American Chemical Society); (e) textile heating actuators—computer designed patterns and thermal images of Ag
inkjet printing PP spun non-woven textile (reprinted with permission from Ref. [52] Copyright 2021, Elsevier); and (f)
digital moisture sensor signals recorded from the inkjet printing part on the fabric (reprinted with permission from Ref. [50]
Copyright 2021, American Chemical Society).

Numerous researchers have used Ag-based inks in inkjet printing of wearable e-
textiles [37,41,52-56]. Nechyporchuk et al. [50] reported inkjet printing of conductive
circuits on fabric for a digital moisture sensor, using a combination of cellulose nanofibril-
based coatings together with conductive Ag nanoparticle ink. SEM images are shown in
Figure 3¢, and photos of final samples together with sensor signals in Figure 3f. Li et al. [53]
employed layer-by-layer inkjet printing of Ag NPs and GO film, together with Ni double
hydroxide layers on flexible carbon fabric, resulting in a flexible and binder-free electrode
for supercapacitors that exhibited excellent electrochemical performance. Krykpayev et al.
2017 [54] inkjet printed a wearable tracking device in the form of a complete localisation
circuit with an integrated antenna on various fabrics, using commercial Ag-based ink. The
best conductivity was observed on polyester/cotton 85%/15% fabric, up to 1.85 x 10° S/m
for six layers. Wang et al. [51] investigated the fluid-fibre interactions and corresponding
conductivity of inkjet-printed Ag on a woven polyester (PES) substrate. The study, using X-
ray tomographic reconstruction, showed that the distribution of inkjet-printed and sintered
nanoparticulate conductive Ag ink depends strongly on the properties and architecture of
the fibre surface (Figure 3d). Stempien et al. [52] deposited Ag patterns by inkjet printing
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on polypropylene (PP) nonwoven fabric for potential applications in textronic systems, e.g.,
capacitors, textile heating actuators (Figure 3e), textile patch antennas, and high-frequency
transmission lines. In addition, Au-based metal electrodes have also been fabricated by
inkjet printing on various fibrous substrates, as reported by [39,40], as well as Cu-based
inkjet printing textiles [34,39,40,42,43].

3.1.3. Lithography

Nano-imprinting lithography is the next promising technique for fabricating of con-
ductive patterns at the nanometre scale. Typically, patterns are made by mechanical
deformation of the imprint resist, followed by the post-treatment processes. During the
fabrication of metal patterns, post deposition of selected metal on the already patterned
layer is used commonly. In general, the metal can be deposited by various methods, e.g.,
direct metal evaporation, post-sintering, etc. [26]. Wang et al. [57] reported the continuous
fabrication process of roll-to-roll ultraviolet nanoimprint lithography for the preparation of
Ag mesh electrodes on polyethylene terephthalate (PET) substrate with a sheet resistance
of 22.1 ()/sq for flexible electronic application. Although nano-imprinting lithography
enables high resolution of printed metal electrodes, the difficulties in manipulation and
lack of processing efficiency limit its application in broader industrial use [26].

3.2. Electroless Plating

Electroless plating dates back to the 1940s [58]. The process was developed by Brenner
and Riddell and patented in 1950. Thibodeaux and Baril in 1973 first reported this process
as a means of metallising textiles to create them electrically and thermally conductive [59].
Electroless plating is a well-known controllable process, where either single metal NPs such
as Cu, silver (Ag), nickel (Ni), gold (Au), platinum (Pt) and palladium (Pd), or a polyalloy
like Ni-W, Cu-Nj, etc. are deposited chemically onto non-conductive (dielectric) substrates
(printed circuit boards, glass, plastic, ceramics, and textiles) from an aqueous solution,
without the use of an external electric current, in order to form a conductive, metallic
layer [2,13]. Since many of these metals are autocatalytic, it is also called autocatalytic
plating. Compared to other metallisation techniques employed on textile surfaces, i.e., in
situ deposition of metal particles, flame and arc spraying, sputter coating and vacuum
deposition, electroless plating has emerged as a superior method, due to its better perfor-
mance regarding conductivity, durability, coherent metal deposition, industrial feasibility,
relatively low cost, low temperature, no need vacuum (as is required for sputter coating),
as well as applicability to complex-shaped materials [6,20,59,60]. Moreover, the process
can be performed on different types (natural and synthetic-based) and forms of textile
materials, i.e., fibres, yarns and flat textiles (knitted, woven or nonwoven). The overview
of the latest studies is gathered in Table 1.

Table 1. Overview of the latest research in the field of conductive textiles obtained by the electroless plating process.

. Electroless Electrical o
Textiles Catalyst Plating Method Resistance Application Reference
. Agor Cu Cu—modified 20 or 27 Q) EMI shielding,
Cotton fabric Ag Cu—conventional ~62 Q) Heating performance (6]
0.0095-0.0145
0O/sq
Pd/Sn, .
Polyester fabric Ag NPs or Cu 0.0112-0.0185 E-textiles fqr wearable [20]
Cu NPs Q/sq devices
0.0061-0.0079
0/sq

Polyimide fabric Pd Ni-W-P 0.08 Q2/sq EMI shielding [61]
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Table 1. Cont.
. Electroless Electrical ..
Textiles Catalyst Plating Method Resistance Application Reference
Polyester fabric Pd Cu 0.1-1.5 0 Conductive t racks for [2]
E-textiles
Polyamide/polyurethane ~0.32Q)/sq
(67/33) knitted fabric pd Cu ~2 Q)/sq stretched Stretchable conductor [21]
Cotton/polyurethane ~10 Q) .
(95/5) Ag Ag 25 ) stretched Strain sensor [23]
Polyimide fabric Ag Ag 0.02Q)/sq EMI shielding [62]
Flax fabric Ni Cu-Ni 0.78-1.3Q0)/sq EMI shielding [13]
Light-emitting
Polyamide/polyurethane . e-textiles with
(87/13) knitted fabric Pd/Sn Ni followed by Au 36+090Q/sq changeable display (631
patterns
. " E-textiles in wearable
Cotton fabric Ag Ag 233.4S/cm thermal therapy [64]
. Supercapacitor
Cotton fabric / Ag 235.64 £3.72 Q) /sq electrode [65]
Polyester textile Pd in scCO, Ni-P 0.013 Q) Wearable devices [66]
Cotton fabric Ni Cu No data Flexible I.“Hon [67]
batteries
Polyamide fabric Ag Ag <1Q/sq EMI shielding [68]

* Electrical conductivity.

Flat textiles can be plated on the whole (large) surface area or, recently, as user-defined
complex patterns (Figure 4a), utilised as an electronic circuit, pressure sensor, hydration
sensor, heartbeat monitor, body temperature sensor, gait analysis and posture, for materials
such as clothing, furniture and footwear, e.g., as used in assistive technology for older-

adults [2,20,59].
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Figure 4. (a) Electroless Cu plated samples: the whole surface, pattern, and corresponding optical microscopy image; (b)
SEM images of electroless Cu plated sample: longitudinal view and cross-sectional; (c) illustration of electroless plating

process (reprinted with permission from Ref. [69] Copyright 2021, American Chemical Society); (d) sheet resistance during

periodic stretching and releasing test at different strain levels, using a wearable strain sensor prepared by silver plated

cotton/spandex blended fabric (reprinted with permission from Ref. [23] Copyright 2021, Elsevier); (e) the scheme of an
EMI shielding mechanism of Ni-W-P/PANI/PI fabric (reprinted with permission from Ref. [61] Copyright 2021, Elsevier).

As reported by Zhang et al. [70], highly conductive, well-defined patterns on a cotton
textile can be produced by two consecutive steps, including non-diffusive Cu(Il) patterning
by a highly viscous Cu hydroxide solution and subsequent reducing-agent-dependent Cu
deposition on textiles. Wills et al. [59] developed a selective patterning of Ag NPs to act as
a catalyst (by a patent pending process) on cotton fabric using micro-dispensing and ink jet
printing, followed by electroless Cu plating. Wu et al. [63] applied a stainless-steel stencil
mask with the desired pattern on the top of the fabric, which provides patterned electrodes
for light-emitting e-textiles (entertainment, fashion, and signalisation, etc.). Mao et al. [1]
reported a well-defined Ag conductive pattern fabricated on PES fabric by screen printing
of a dopamine surface modifier, followed by electroless Ag plating.

The conventional electroless plating method involves several chemical (cathodic and
anodic) reactions on the same surface, where a source of metal ions is needed, as well
as a reduction agent, a complexing agent, a stabilizer, a buffering agent and a wetting
agent, regarding the type of plated metal [2,24]. Thus, the process is composed of three
related phases (Figure 4c): (i) pre-treatment (surface modification), (ii) a catalytic process
(sensitising, activating, and accelerating), and (iii) electroless plating [71], followed by
(intermediate) rinsing and drying.

To prepare the surface for subsequent metal deposition, pre-cleaning of textiles is
usually carried out in aqueous solution, typically at a liquor to material ratio of 1:50, using
non-ionic detergent, at temperatures of 40 up to 95 °C, for 10 up to 40 min [2,61,65,72],
depending on the type of material, since various additives and contaminants on a tex-
tile surface can influence the metal deposition and operational conditions negatively. As
an alternative to washing, ultrasonication was used in different alcohol solutions for
10-20 min [13,63,64,73]. Some researchers pre-treated textiles in an alkaline solution at
high temperature, e.g., flax fabric [13], PES fabric [71], cotton/polyurethane (Co/PU)
95/5 [23], or exposed the surface to plasma treatment for a shorter time, e.g., Co fabric [64],
polyamide/polyurethane (PA/PU) 87/13 [63], or laser treatment, e.g., Co fabric [74]. More-
over, to improve the binding ability between the metallic functional layer and the textile sub-
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strate, the matrix material can be modified with a coupling agent such as silane-based com-
pounds (3-aminopropyltrimethoxysilane (APTMS) and 3-mercaptopropyltrimethoxysilane
(MPTMS)) [75], dopamine [64,76], chitosan, cationic polymer Poly(diallyldimethylam-
monium chloride) (polyDADMAC) [59], aniline monomers [61], etc., although the APTMS
and MPTMS are harmful to skin when contacting with the human body, which limits their
application for wearables [13].

The process of electroless plating of non-conductive materials proceeds by sensitising
the surface of a substrate with a catalyst, with the aim to initiate metal deposition at
these catalyst sites by enhancing the rate of reduction and uniformity of the plating metal
ions [59], thus, the choice of an efficient catalyst is critical. This step is usually quite
expensive, since it requires the application of noble metal ions such as Pd and Au [60].
As mentioned by Lu et al. [73], Pd/Sn colloid is the most widely used catalyst, where
the Pd chemisorption can be carried-out either by a two-step method, i.e., the substrate
to be coated is firstly immersed into tin(II) chloride, and, after that, in palladium, or (II)
a one-step process, i.e., PACl,-SnCl, colloidal solution is used [77]. Because of high cost
of Pd and its presence on the critical raw materials list in Europe, Pd-free catalysts are
desirable. Ag[20,62,64], and Cu [20] could be alternative candidates (Table 1), although Cu
is more favourable due to being earth abundant, and its stability and significantly lower
cost. In a recent paper, Azar et al. [20], reported a thin and non-diffusive coating of a highly
viscous Cu(II) solution applied to the textile material in a first step. Although Cu is less
active than Pd or Ag, its performance can be enhanced by functionalization of Cu NPs
with different ligands, such as adipic acid, silanes and octadecanethiol with two functional
groups (i.e., carboxylic acid, methyl or amine groups), improving electroless Cu plating.
Recently, different authors have studied electroless plating processes without addition of
stabilising and sensitising agents. Thus, Moazzenchi and Montazer [78] reported a simple
click electroless Cu plating and sonoplating of polyester fabric for E-textile applications;
Karami et al. [65] electroless Ag plated surface of reduced GO (rGO) coated cotton fabric
for textile-based super-capacitor electrode applications; Takuoka et al. [66] electroless Ni-P
plated PET textile with the assistance of supercritical CO; (scCO,); Ali et al. [6] focused on
metallization of cotton fabrics by using the shorter route of modified electroless Cu plating
method, which is also Pd, Sn and formaldehyde free; Lu et al. [73] studied an efficient
catalyst-free process for the electroless Cu plated bamboo fabric initially-modified with
MPTMS ethanol solution.

The reducing agent is needed for the transformation of metal ions in the electrolyte
solution to metallic atoms on the fibrous surface [6,24]. This catalytic redox reaction
takes place in alkaline medium at high temperatures, resulting in a uniform metallic
coating wrapping the entire surface of an individual fibre, as could be seen from the
SEM images (Figure 4b). The most commonly employed reduction agent during Cu
electroless deposition is formaldehyde, due to its low cost and effectiveness, as well
as ease of control of formaldehyde systems [6,79]. Because of the formation of haz-
ardous gaseous products during the plating process and its toxicity, there is an increas-
ing demand for using formaldehyde-free reducing agents. Herein, different authors re-
ported amine-borane, dimethylamine-borane [73], trimethylamine-borane [80], sodium
borohydride [13,59], sodium hypophosphite, [79], a combination of sodium borohydride
and sodium hypophosphite [62], sodium hydrosulphite [6], hydrazine hydrate [72], gly-
oxylic acid [79], Cu(Il), Fe(Il) [79], glucose [64,68], etc., as efficient substitutes for formalde-
hyde. In order to prevent metal precipitation due to pH changes and to enable operating at
higher pH, numerous complexing agents (e.g., ethylenediaminetetraacetic acid (EDTA),
sodium citrate, malic acid, lactic acid, glycolic acid, etc.) have been explored [81,82]. In
addition, a stabilizer (e.g., thiourea) is added (1-100 ppm) to increase bath stability and
prevent random deposition of the metals in a solution [83]. Furthermore, polyethene glycol
and K Fe(CN)g are reported to improve resistivity after Cu plating [24]. Other parameters,
like pH, plating temperature, surface quality and thickness, also influence the conductivity
of plated textiles.
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As can be seen from Table 1, the most commonly electroless deposited metal on differ-
ent textiles’ surfaces is Cu, followed by Ag and Ni. Less popular for metallization of textiles,
although quite often applied as catalysts, are noble metals such as Pt, Pd and Au, due to
their high price. Electroless deposition of Cu is very popular in printed circuit board (PCB)
manufacturing, and in recent years, for textile metallisation, offering several advantages
before other techniques, such as high selectivity, industrial feasibility, high conductivity,
uniform plating thickness, uniform physical and mechanical properties, the ability to create
complex patterns, deposition on non-conducting surface, high process throughput, low
costs of tools and materials [6,20,24,59]. On the other hand, it is limited due to Cu’s low
oxidation resistance, which could be enhanced by application of protective compounds (as
described in Section 4) and low electromagnetic shielding performance [2,61]. The most
widely used Cu deposition solution is composed of cupric salt (Cu sulphate, chloride, or
nitrate), formaldehyde, sodium hydroxide, EDTA and additives in well-defined concentra-
tions. The optimal pH of formaldehyde containing electroless Cu plating baths is around
12.5. Among metals, Ag provides the highest conductivity, and is one of the most preferred
materials due to its biocompatibility, stability, and antibacterial property [22,23]. Before
electroless Ag deposition, it is very important to modify the textile surface, to improve the
binding ability between the Ag particles and the substrate [76]. As already mentioned, this
could be achieved using dopamine (or amine), which transforms over self-polymerisation
into polydopamine (or polyimine), which contains many functional groups on its surface
responsible for bonding. The electroless Ag plating fabric has a stronger shielding effect
compared to Cu and Ni deposition, because of its higher electrical conductivity [61]. Be-
cause of its good antibacterial properties, Ag can be used for a strain sensor for human
motion, as well as the direction of human motion monitoring (detection and/or stimulate
of muscle activity, robotic skin, assistive technology, etc.), as reported by Ma et al. [23]
(Figure 4d). In addition, the electroless Ni plating has been used in many applications
because of its deposit properties, including good electrical and magnetic properties, ex-
cellent corrosion and wear resistance, and deposit uniformity [77], with the drawback of
low conductivity and electromagnetic shielding performance [61]. The electroless Ni bath
typically comprises an aqueous solution of nickel sulphate (source of Ni), complexing
agents and hypophosphate (reducing agent), operating in a specific temperature and in a
specific pH range to provide bath stability; but the generation of by-products lowers the
pH, thus, alkaline salts of Na and K are usually added [84]. Since it could cause allergic
contact dermatitis, Ni is the least appropriate metal for applications that are in close contact
with the skin. In order to improve the properties of single metal electroless deposition,
e.g., conductivity, oxidation resistance, shielding ability, hardness or anti-nuclear radiation
properties, different (poly)alloys like Ni-W, Cu-Ni [13] or ternary Ni-X-P coatings have
been developed, where X is typically a transition metal such as Co, Cu, Mo and W [61].
Figure 4e shows the scheme of the EMI shielding mechanism of Ni-W-P/PANI/PI fabric.

3.3. Electrochemical Deposition

Electrochemical deposition (or electroplating) of a thin layer of reduced metal ions on
electrically conductive substrates using electric current leads to surfaces” metal coating
(metallisation) [11]. Before plating, the substrate must be cleaned before electroplating to
remove impurities, resulting in effective attachment of the metal particles to the surface.
The process is affected by various parameters, such as the coating-environment interface,
the coating-substrate interface and the coating material itself [22,26,85]. In general, three
main phases can be identified in cathodic metal deposition: (i) lon migration, (ii) electron
transfer, and (iii) intercalation of adsorbed metal ions [86].

The electrochemical deposition of the conductive films on a flexible substrate has sev-
eral advantages over other techniques, such as controlling the morphology and thickness
by adjusting the deposition parameters (e.g., electrolyte concentration and composition,
deposition time, density of the applied current). Moreover, the process requires low-cost
equipment for an economically affordable process, and the process is simple with a high
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deposition rate [26]. The major drawback using cathodic metal deposition is that the sub-
strate intended for coating should be electrically conductive, otherwise the current cannot
flow. Since textiles usually act as natural insulators, it is necessary for them to become
conductive prior to electrodeposition. This is feasible by the creation of conductive layers
(in a pre-treatment step) on a textile surface, using different metals, such as Ag [51,87],
Cu, [88-90], Ni [91], Mxenes [92], Ni-Co selenide nanowires [93], NiMoQO4/CoMoOy4
nanorods [94], LaMnO3/MnO nanoarrays, ZnO nanostructures deposited on an Ni-Cu-
Ni conductive layer [95], and LiMn,O4 [96], conductive polymers [97] or carbon-based
materials [11,22-26]. Schematic presentation of a typical electrochemical deposition process
of a metallic layer onto PES fabric, using a three-electrode system, is shown in Figure 5a,
where the deposition of NizSe; NPs is carried out on the conductive fabric (used as a
working electrode), resulting in a metallic polyester layered fabric. The chronoamperom-
etry curve suddenly raised during the electrochemical process, and, after that, became
stable [98].
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Figure 5. (a) Schematic electrodeposition process with a three-electrode system (reprinted with permission from Ref. [98]
Copyright 2021, John Wiley and Sons); (b) average resistance values of differently electroplated conductive threads (reprinted

with permission from Ref.

[97] Copyright 2021, Springer Nature Limited); (c) working principle of the thread sensor that

detects chloride ions, pH and sweat simultaneously (reprinted with permission from Ref. [97] Copyright 2021, Springer
Nature Limited); (d) SEM image of PET coated uniformly with amorphous NiWO, (adapted from Ref. [89]); (e) SEM of Cu
NP-coated PET knitted fabric and corresponding conductivity test (adapted from Ref. [99]).

Figure 5b shows the average resistance values of different threads, pre-treated with
PEDOT:PSS and PEDOT:BTB conductive polymers, and afterwards electrodeposited with
Ag/AgCl NPs. In this way, the constructed thread sensors were used for the simultaneous
detection of pH, sweat and chloride ions, as can be seen from Figure 5c. Nagaraju et al. [88]
electrochemically deposited self-assembled hierarchical (3-cobalt hydroxide nanostructures
on Cu pre-coated PET fibres, which were further used successfully for supercapacitors. In
another study, Nagaraju et al. 2015 [89] electrodeposited amorphous NiWO4 nanostructures
on Cu pre-coated PET fibres. The as formed metal coating was examined in detail using
SEM analysis (Figure 5d), revealing that the conductive Cu-coated PET was covered
uniformly with NiWO, nanostructures.
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Among the aforementioned metals, Cu is an excellent option for pre-treatment of
textile substrates, as it usually covers minor imperfections. In the case of electrodeposition,
it is relatively inert, low-cost, has high deposition efficiency and is highly conductive [24].
Li et al. [100] employed Cu-polythiophene composite film as a seed layer for direct elec-
trodeposition, resulting in a stretchable fabric with highly stable electrical conductivity for
monitoring personal health. Similarly, in situ deposition of Cu particles on cotton fabric
was studied by Ali et al. [101] for its applicability in EMI shielding. They found out that
fabrics with a dense, uniform, and percolated network of conductive Cu particles on the
surface, which were produced from 100 and 150 dips, exhibited the maximum shielding
ability of 10dB and 13 dB. Zhao et al. [102] prepared flexible polyaniline/polyethylene
terephthalate (PANI/PET) conductive textiles by chemical polymerisation of PANI on PET
textiles, and, subsequently, electrochemical deposition of Cu crystals for possible e-textiles
applications. Recently, a novel technology, the so-called hydrogen evolution-assisted elec-
troplating, was used for the deposition of Cu, improving deposition rates as compared to
the conventional electroplating method [103]. Cheng et al. [99] reported polydopamine
pre-treated PET knitted fabric as a template for in situ hydrothermal growth of Cu NPs,
with superb stability of resistance-strain behaviour in the long-time cycle test (Figure
5e). The designed system demonstrated its applicability as wearable strain sensors, i.e.,
detect real-time motion of biceps brachii, monitor the walking of shank, detect, subtle
deformation of human body, detect the muscle movements during swallowing, etc., as well
as electric heaters, i.e., for thermal therapy on hand.

3.4. Vapour Deposition Techniques

Vapour deposition refers to the atomistic deposition process where the coating mate-
rial is vaporised and condensed onto the selected substrate in a vacuum, forming a thin
film (~10 um for physical deposition and ~1000 um for chemical deposition) from virtually
all types of inorganic (metals, alloys, compounds, and mixtures) and some organic materi-
als [104]. Herein, two fundamental solvent-free processes that utilise vacuum deposition
are known as chemical vapour deposition (CVD), where the reaction between volatile
precursors and the surface of the coated materials occurs, and physical vapour deposition
(PVD), where evaporation and sputtering occur. Both CVD and PVD have opened new
possibilities in the modification of textile materials, and they are an exciting prospect for
use as e-textiles. CVD is just described briefly below, since it has not been studied recently
in articles as a technique for metallisation of textiles to obtain their conductivity.

3.4.1. Chemical Vapor Deposition (CVD)

CVD is an umbrella term for various deposition techniques, i.e., atmospheric pressure
chemical vapour deposition, organometallic chemical vapour deposition, low pressure
chemical vapour deposition, laser chemical vapour deposition, photochemical vapour de-
position, chemical vapour infiltration, jet chemical epitaxy and plasma-enhanced chemical
vapour deposition. The process steps in CVD include transport of precursor molecules
into the reactor, diffusion of precursor molecules to the surface, adsorption of precursor
molecules on the surface, reactions on the surface: decomposition of precursor molecules
on the surface and incorporation into a solid layer, and recombination of molecular
by-products and desorption into the gas phase [105]. When the precursor gases flow
over the surface of the heated substrate, the resulting chemical reaction forms a solid
phase that is deposited on the substrate, and the temperature can influence the reaction
process significantly.

3.4.2. Physical Vapor Deposition (PVD)

PVD has many advantages over other deposition techniques (also over CVD), includ-
ing high purity, efficiency and environmental friendliness, use of substrates in the form
of mainly pure gases and metals instead of their expensive, complex and usually toxic
chemical compounds; the possibility of producing composite coatings (through multiplex
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technology) in multi-source devices; unlimited possibilities in the field of production of
coating materials due to free adaptation of the substrates, and, thus, the wide possibilities
in terms of designing various functional properties of coatings, e.g., chemical, mechani-
cal, tribological, physical, thermal, anticorrosive, etc., the possibility of producing both
non-stoichiometric and non-equilibrium coating materials with different properties [106].
The major drawback of the PVD method is insufficient adhesion of the deposited layers,
due to the non-homogeneity of the textile surfaces, which can result in a lack of electrical
conductivity at larger areas [107]. Several types of PVD are used for the modification
of textiles, i.e., cathodic arc deposition, physical vapour deposition with electron beam,
evaporative deposition, pulsed laser deposition and sputter deposition [106].

Among the above-mentioned variations, the magnetron sputtering is the most fre-
quently employed process for the deposition of thin, durable layer of metals (Cu, Ti, Ag,
Al, W, Ni, Sn, Pt), metal oxides (TiO;, Fe;O3, WO3, ZnO) or non-metallic compounds (Si,
graphite, ceramic) on various types and forms of flat textiles [108], providing a sophisti-
cated film thickness and user-defined patterns on a substrate [109] for diverse applications,
i.e., electroconductive transmission lines for emergency and security services [110], flexible
strain sensors for real-time monitoring of human motions [111], EMI shielding protective
gear [112,113], etc. Moreover, the transfer from laboratory results to industrial applications
is rather straightforward, since magnetron sources can be upscaled easily [114]. The basic
mechanism of the magnetron sputtering process is presented in Figure 6a.
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Figure 6. (a) Basic mechanism of the magnetron sputtering process; (b) relative change of resistance of Ag coated Cordura

subjected to cyclic bending, and corresponding microscopic and SEM images after 10,000 bending cycles (reprinted with

permission from Ref. [107] Copyright 2021, Springer); (c) magnetron sputtered Cu transmission lines on polypropylene

nonwoven and responsible SEM images: longitudinal view and cross-section (reprinted with permission from Ref. [110]

Copyright 2021, Lukasiewicz Research Network—Institute of Biopolymers and Chemical Fibres); (d) monitoring the finger
motions by Ag/G-coated cotton: rotation and bending (adapted from Ref. [111]); (e) sheet resistance of Ag/polypyrrole-
coated cotton as a function of sputtering time and corresponding SEM at 10 min (adapted from Ref. [115]).

Nowak et al. [110] magnetron sputtered Cu electroconductive transmission lines on
PP and PA nonwovens by varying the sputtering time and layer thickness, for potential
applications in clothing for the emergency and security services (Figure 6c). The results
have shown that it is possible to obtain a surface resistivity of approx. 0.2 (2 on spun-



Sensors 2021, 21, 3508

16 of 28

bonded PP nonwoven, at a sputtering time of 180 min and Cu layer thickness of 2.2 um.
In the work of Huang et al. [113], the nano-Cu film was deposited on the surface of
polyester fabric, and the structure and porosity dependent EM shielding capacitance,
electrical conductivity and UV protection were presented. Chu et al. [116] developed
easily processable and robust conductive PP fibres appropriate for many fields, such as
antibacterial resistance, Joule heating, and electromagnetic shielding, using the magnetron
sputtering technique with pure Cu and Ag targets in the presence of Ar gas. Even though
magnetron sputtering technology has already demonstrated its usefulness in conferring
EM shielding and electrical conductivity of materials, the problems related to the stability
of the metal deposition in terms of human safety need to be investigated further [108].

Rani et al. [117] reported a successful plasma assisted sputtering process of Cu on
polyester/silk blended fabrics for preparation of multifunctional properties, where the
effects of power, time, and the gas flow have been examined. Meng et al. [118] studied the
influence of the atmospheric environment on the conductivity of deposited Cu films on
polyester substrate by RF (radio frequency) magnetron sputtering and low-temperature
plasma technology. The obtained results showed that Cu films were broken, and the con-
tinuity of samples was destroyed after 60 days, but the conductivity of the samples had
hardly changed with the ambient temperature, humidity and degree of water washing,
which is decided mainly by the internal structures of substrates. Korzeniewska et al. [107]
studied the mechanical durability of a vacuum deposited Au and Ag layer on an elastic
composite material Cordura® (nylon coated with PU film) and PTFE membrane by describ-
ing the mathematical changes in the resistance of structures depending on the number of
bending cycles (Figure 6b).

In addition, highly conductive textiles are prepared using different two-step processes
that combined pre-treatment and magnetron sputtering. He et al. [115] endowed cotton
fabric with high electrical conductivity employing in situ polymerisation of PPy, and, after
that, Ag thin film, by direct current (DC) magnetron sputtering (Figure 6e). The resultant
Ag/PPy-coated cotton deposited with a sputtering power of 200 W for 25 min had the
highest electrical conductivity, with an average sheet resistance of 11.7 (/sq. Moreover, it
has high hydrophobicity, thermal stability, electromechanical performance and washing
fastness. In another study, He et al. 2019 [111] modified cotton with a continuous rGO thin
film using a dipping method, and then coated it with Ag thin films using a magnetron
sputtering system, with the aim to fabricate a strain sensor, obtaining average surface
resistance of 2.71 (/sq. The as prepared strain sensor for real-time monitoring of human
motions has the advantages of high sensitivity, a large workable strain range (0-20%), fast
response and great stability (Figure 6d). Jiang et al. [119] pre-treated cotton fabric with
polyvinyl alcohol (PVA) to reduce the porosity of the fabric and then Cu or Ti was sputtered,
resulting in improved electrical conductivity and EMI shielding ability. Depla et al. [120]
reported pre-treatment of woven and nonwoven substrates in a glow discharge, and
subsequent magnetron sputtering of metal thin films (Al, Cu and Ti) and oxide thin films
(Al O3, TiOy) for a smart textile, that is, a thermocouple deposited on a woven PP substrate,
obtaining good adhesion between textiles and coatings.

Sedighi et al. [112] sputtered Ag NPs on one side and GO was sprayed on the other
side of a nylon/PES fabric, followed by chemical reduction, in order to use the as prepared
composites as flexible electrodes in wearable electronics. In addition, the durability of the
modified fabric was investigated under mechanical deformation, as well as its antibacterial
activity. Liu et al. [121] deposited a Ti/Ag/Ti tri-layer and Ti-Ag alloy thin films on the
surfaces of PET, which exhibited excellent electrical property with electrical resistivity of
5.1 x 107 Q3/m and 3.4 x 1077 3/m, respectively. Moreover, the samples retained ideal
flexibility and adhesion.

3.5. Spray Coating

Thermal spraying (Figure 7a) is an emerging and promising coating technique, where
melted or heated (conductive) compounds are sprayed onto different surfaces in the frame
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of droplets under air pressure, where they solidifiy and bond upon contact, forming a stable
and hard-wearing coating [122]. The “feedstock” (coating precursor) is heated by electrical
(plasma or arc) or chemical means (combustion flame). This technique provides thick
coatings (in the range of 20 um to several mm, depending on the process and feedstock),
on a larger surface area and with a higher deposition rate, independently on surface
morphology, as compared to other coating processes such as electroplating, PVD and CVD.
Moreover, a screen mesh or shadow mask can be used, thus, the sprayed components can be
distributed in the desired locations and in the form of custom-designed patterns [123-125].
For these reasons, spray coating has recently gained great interest for the fabrication of
versatile conductive wearable textiles. In addition to the attractiveness of the process,
special attention must be paid to the drying rate, control of rheological properties of the
feedstock and wetting properties of the textiles. Precise control of the deposition is also
questionable, which limits its wide applicability [26]. Moreover, the process involves the
melting of the sprayed particles, which can damage heat-sensitive substrates [126].

Textile

-~ Pristine yam MXene coated yam Pristine fiber MXene coated fiber

Spray plume SPRAY COATI NG

Coating

Figure 7. (a) Schematic of the thermal spraying (adapted from Ref. [122]); (b) scheme of the spray coating process of

previously fabricated MXene to attain multifunctional electrically conductive cotton fabric (reprinted with permission

from Ref. [127] Copyright 2021, American Chemical Society); (c) temperature distribution of the wearable heater attached

on a wrist and glove (adapted from Ref. [127]); (d) SEM morphology of different cellulose yarns spray coated with the

conductive Mxene flakes (reprinted with permission from Ref. [128] Copyright 2021, John Wiley and Sons); (e) SEM of

Zn0O and GO-coated cotton fabric using different spray coating cycles for EMI shielding (reprinted with permission from
Ref. [129] Copyright 2021, Elsevier).

Voyer [125] used the wire flame spray process to fabricate electrically conductive Al
coatings onto diverse textile fabrics, which were further used as cathodes in flexible Li-ion
batteries. He found out that sufficient electrical conductivity could be achieved by a coating
quantity threshold of about 200 g/m?, and an excellent conductivity (about 500 S/m)
through an adequate optimisation of the spraying parameters. On the other hand, cold
spray is very attractive for the achievement of metallisation of low-temperature resistant
materials such as organic composites, due to its “cold” characteristic. Giraud et al. [126]
demonstrated the feasibility of cold spray for satisfactory metallization of PA66-matrix
composites with Al, studying the influence of the processing parameters such as carrier
gas temperature and pressure.
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Recently, ultrasonic spraying has been shown as an excellent alternative to support con-
ventional spray coating, where the use of ultrasonic frequencies can easily control droplet
size, resulting in more homogeneous dispersions being sprayed (the vibrations’ break
up potentially formed particle clusters) and an improved uniform conductive layer [124].
Furthermore, supersonic cold spraying (a non-vacuum, binder-free, fast, scalable process)
has proven to be very suitable from an industrial point of view, as a strong adhesion is
achieved between the deposited material and the textile substrate [130]. As such, prepared
rGO/Ag nanowires fabric can potentially be used for monitoring the external stimuli
(e.g., temperature).

Due to the increasing demand for exceptional conductive and electrochemical proper-
ties for specific application in wearable textiles, conductive polymers and carbon-based
materials have been combined with emerging MXenes [131,132] to fabricate multifunc-
tional e-textiles by spraying. Otherwise, MXenes themselves have already shown their
great application in integrated Joule heating, electromagnetic interference shielding and
strain sensing when sprayed on fabrics by forming conductive networks (Figure 7c) [127].
Moreover, Mxenes have been incorporated into cellulose-based yarns for textile-based
electronic devices [128]. The corresponding morphology of thus produced spray-coated
yarns is shown in Figure 7d.

The intensive development of conductive textiles in wearable EMI shielding has
led to the combination of high dielectric ZnO NPs and highly conductive rGO and their
application on cotton fabrics [129]. The uniformity of the deposited coatings was achieved
first by ZnO NPs and then by rGO spraying, the latter having covered the entire ZnO-
coated cellulose fibre completely after three cycles of GO (Figure 7e). The cotton fabric
prepared in this way achieved the highest overall EMI shielding efficiency of about 99.999%
(54.7 bB). In another study, Arumugan et al. [133] fabricated spray-coated fabric solar cells
on polyester/cotton fabric also using a layer of ZnO NPs and Ag NW.

Some researchers used a combination of spray coating with other techniques to
obtain conductive textiles. Lin et al. [134] proposed a controllable and fast metallic
coating technique by combining spray deposition and electroless plating to fabricate
a uniform and dense conductive Ag/polyimide fabric with a surface resistance of 0.1
)/sq. Zhao et al. [135] developed a sandwich structure using a polyurethane-AgNPs-
polyurethane microstructure via the spray coating technique, resulting in a wear-resistant
conductive polyester fabric that exhibited excellent conductivity, with surface resistance of
4.95 ()/sq. Chen et al. [136] employed spray-assisted layer by layer chemical deposition
for the preparation of a thin Cu layer with micro-nano structures on carbon fibre fabrics
(CFFs) with excellent EMI shielding properties.

4. Protection of Conductive Elements on Textiles

While the introduction of electrically conductive elements on textiles increased their
usage dramatically in smart wearable applications, the weak interactions between textile
substrate and electrically conductive compounds, as well as unstable surface morphology
of the textiles, often resulted in poor stability of the conductive layers and limited durability
in our daily lives [137]. Conductive metallic layers on textile surfaces are usually chemi-
cally unstable and prone to corrosion in water and sweat, affecting the conductivity and
flexibility of the material [11]. In addition, due to the external physical-mechanical forces
encountered in daily use, metal NPs could peel off from the textiles " surfaces, causing
conductivity decay. To overcome these issues, a protection of the conductive patterns is
needed, presenting a significant challenge in the field of E-textiles [138]. A subsequent
step of post-deposition or in-situ polymerisation of a protective polymer layer on the top
of conductive layer is generally required to improve the durability and stability of the
functional conductive layer, which is typically associated with a reduction in conductivity
of textiles and a substantial increase in the production cost. Moreover, the protective
layer applied over the metallised patterns usually enlarges the thickness of the textile, and
thus, influences its flexibility and physical-mechanical properties. It could also block the
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pores between the fibres and/or yarns, reducing the air permeability and affecting the
textile’s thermal and moisture behaviour [139]. This results in insufficient breathability
and comfortability, especially when protective coatings are applied on large surface areas,
which is another neglected area when dealing with e-textiles.

Some researchers previously employed an interface polymer layer on the textile
surface before metallisation, in order to reduce the inhomogeneity and roughness of textiles,
and, thus, enhance the adhesion of the conductive layer [47,115,140,141]. Such intermediate
layer allows the under and side protection, and provides electrical insulation (a sealed
sandwich like composition) when complemented by the application of an upper-side
encapsulation layer on the top [135,141]. The protective layer, also known as a passivation
layer, is used to protect the peripheral areas of the active semiconductor surface, which is
exposed to the environment. It needs to fulfil several properties, including good adhesion
on diverse types of textiles, also during flexing, chemical inertness, corrosion resistant
dielectrics (acting as diffusion barriers to water diffusion) and wide bandgap (and, thus,
high electrical breakdown strength) [2]. Besides that, protective compounds need to have
low environmental impact and a reasonable price.

Significant concern for the commercialization of e-textiles is their wash and wear
durability, which is based on the lifetime of electronics and textiles, and ensurement of
their projected functional life span. One of the most damaging and destructive processes
in the life cycle of an e-textile is the washing process, including water, detergents, high
temperatures, mechanical forces, etc., which does not receive enough attention as com-
pared to other performance properties [142]. Nevertheless, several research papers can be
found dealing with the improvement of wash and wear durability of conductive layers
by application of protective compounds, using coating, laminating, screen-printing or
padding processes (Table 2).

Table 2. Overview of protective coatings on metallized textiles and wash durability testing.

Substrate Conductive Layer Protective Coating Durability Testing Reference
PDMS, polyurethane, acrylate 30 washing cycles
PET Cu and epoxy resins ISO 105-C06 el
10 domestic washes/40
Escalade and Lagonda Ag Polyurethane °C/1000 rpm [47]
PET, cotton Nano-Ag flakes Aliphatic polyurethane acrylate 10 washing cycles [46]
Modified elastic MXene Polydimethylsiloxane (PDMS) [143]
polypropylene
Cotton/PET (20/80) . 20 washing cycles
and PET Ag Thermoplastic polyurethane 1SO 6330.2000 [144]
Polyester-polyurethane and Washing fastness
PET Cu aqueous acrylate AATCC 61 [143]
PET/ cotton (65/35) Ag UV-curable polyurethane Soaking for 24 h [141]
acrylate paste
. - 1 washing cycle
Cotton Cu Organic-inorganic binder system 1SO 105.C01 [101]
1,2,3,4-butanetetracarboxylic 20 washing cycles
Nylon Ag acid (BTCA) and sodium 1SO 105.C01 [146]

hypophosphite (SHP)

As can be seen from Table 2, different authors employed different wash tests and
number of washing cycles (from 1 up to 30) to examine wash durability. Kazani et al. [144]
screen-printed wearable silver-based conductive antennas on PET and Co/PES (20/80),
protected by a thermoplastic polyurethane (TPU) coating, preventing degradation of the
conductive area, as well as delamination of the multi-layered material due to washing,
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making the antennas washable for up to 20 cycles. Ojstrsek et al. [2] applied four differ-
ent protective compounds by screen-printing and padding over the electroless Cu plated
PET fabric. The obtained results demonstrated that PDMS, polyurethane and acrylate
resins imparted durable protection to Cu against 30 washings, with average electrical
resistivity of 12.2 (). Jiang et al. [145] applied two commercial solutions of Polyethylene
terephthalate-polyurethane (PET-PU) and aqueous acrylate (AC) in eight concentrations
over Cu magnetron sputtering PET fabric, obtaining superior protection using 15% of
PET-PU as compared to AC. Moreover, with the usage of a cross-cut tape test they assessed
the enhanced adhesion strength colourimetrically when the protective layers were applied.
Ali et al. [101] demonstrated good wash durability of in-situ deposited Cu particles on
cotton fabric protected with an organic-inorganic non-conductive binder, without deterio-
ration of electrical conductivity. Montazer et al. [146] reported the improvement of wash
durability of AgNPs on Nylon post-treated with 1,2,3,4-butanetetracarboxylic acid (BTCA)
and sodium hypophosphite (SHP).

Although wash durability of e-textiles is one of the main obstacles that stand in the
way of a wider market success, there are no standardized methods yet for wash testing
of e-textiles, and no protocols to assess the washability vs. electrical conductivity of
tested products comparably. The presented insight into current e-textile wash testing
methods is limited by the researchers’ lack of fully disclosed methodology on wash testing.
Rotzler et al. [147] underscored the need for e-textile-specific standardisation to overcome
the existing lack of comparability between diverse wash processes. They reported that,
even though there is no proper standardization for e-textiles yet, in 60% of the reviewed
publications, the already used wash standards for testing, which originate from the textile
field-testing, are lacking an adequate consideration of the integrated electrically conductive
and electronic components in e-textiles. As summarised by [148], just 18 standard test
methods published and in development by the CEN, IEC, ASTM, and AATCC technical
committees relevant to smart/e-textiles were identified, which is one of the primary
restraining factors for industrial growth.

Not just water and detergents, but also skin exudates, mainly chloride ion, low-
molecular-weight acids and amino acids in sweat, can oxidise, and possibly dissolve,
metal coatings on the surfaces they contact [149], and, consecutively, influence electrical
conductivity negatively. Human sweat is typically acidic, but it may become alkaline
under high temperatures, or when bacteria are present. Zhang et al. [150] studied the
stability of Cu magnetron sputtered /benzotriazole (BTA) protected PES fabric against
synthetic perspiration (R22151, ISO 105/E04). The results show that the Cu film treated
with 1 g/L of BTA (as a Cu corrosion inhibitor) presented good perspiration durability, with
the sheet resistance of 1.15 (1/sq, and the average of the EMI-SE value was 35 dB. When
BTA was increased, both the EMI-SE and conductivity were reduced. In a study performed
by Jiang et al. [145], the perspiration durability of two, Cu-sputtered /PP-protected and
Cu-sputtered / AC-protected, PES fabrics was tested according to Standard AATCC 15-2013.
They found out that the surface of the Cu-coated fabric was eroded severely by sweat, and
that PET-PU and AC sealed the Cu film successfully at concentrations of 35% and 40%,
respectively, protecting the Cu from the sweat corrosion efficiently.

As already mentioned, protective coatings above a metallic layer could also prevent
peeling-off the metal NPs from the textile surface during everyday usage, caused by
abrasion forces between textile and skin, textile and textile, and textile and surrounding
materials. Thus, it is also very important that protective coatings themselves withstand
rubbing, otherwise impaired protection could lead to corrosion of the metal deposit. Al-
though the topic is important for wearable e-textiles, wear durability is neglected by
researchers dealing with the protected metallized textiles. Ojstrsek et al. [2] studied the
abrasion resistance of four protective coatings, i.e., PDMS, polyurethane (PUR), modified
acrylate (AR) and epoxy resins (ER) on PES fabric, using the Martindale method and up to
20,000 rubbing cycles by calculation of mass loss. The obtained results showed the superior
abrasion resistance of PUR, followed by PDMS. Jiang et al. [146] reported improved dry
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and wet crocking fastness of 15% PP and 20% AC coatings over Cu-conductive PES fabric,
from Grades 2-3 (dry) and 3 (wet) to 4 (dry) and 4-5 (wet), using an AATCC crockmeter
according to the AATCC 8-2013 Standard. Zhao et al. [135] tested the abrasion resistance of
a polyurethane/silver/polyurethane (PU-Ag-PU) sandwich micro-structure coating layer
on PET fabric according to ASTM D3884-2001 up to 1500 test cycles. The wear resistance
of the PU-Ag-PU PET fabric was improved significantly as compared to the Ag PET fabric,
the weight loss was reduced from 5.57% to 1.28%, with surface resistance reduced from
108 (1/sq to 82 ()/sq after 1,500 cycles of abrasion test.

5. Conclusions

Rapid on-going development of e-textiles in recent years has been governed by ad-
vances in nanotechnology, new material development, innovative approaches in application
techniques and miniaturized electronics; these factors, coupled with new solutions in wire-
less communications and big data analysis, render wearable e-textiles more feasible in a
wide range of applications. Metal-based substrates (particle suspensions, ink formulations
etc.) for imparting conductivity by way of surface deposition on textiles, are preferred
materials of choice to ensure exceptionally high conductivity values (conducting polymers
need to be additionally doped to compete with metals in this regard). In the presented
review, a variety of metal-based coating techniques for fabrication of electronically con-
ductive textiles are evaluated in a comprehensive manner, encompassing the type of metal
and textile, pre-treatment methods, operational parameters and performance, of the most
employed metallization techniques (screen-printing, ink-jet printing, electroless plating,
electrochemical deposition, CVD, PVD and spray coating), as well as the final application
purpose. Since all described metallization techniques come with their own sets of advan-
tages and drawbacks, all of which dictate their selection and usability on a case-by-case
basis, it is not possible to single out one method over the others as a general rule, but
emphasis can be put on printing methods as manufacturing techniques that manage to
meet the majority of processing and application requirements when designing electrically
conductive textile materials. The most obvious feature is the continuous nature of printing
techniques, allowing for a fast production/deposition of conducting layers over a large
surface area, if needed; in addition, already existing, state-of-the-art printing set-ups can be
easily adopted for processing of conducting inks (ink-jet printing) or con-ducting coating
formulations (screen-printing)—this is an attractive feature, since it enables employing
already installed printing devices within textile finishing/production facilities. While
ink-jet printing does require effort in designing and preparing conducting inks which
possess required rheological and surface tension properties in a fairly narrow window,
it must be pointed out that, in comparison to electroless plating and electro-chemical
deposition, usage of chemicals and subsequent waste thereof is very low, making it a very
environmentally acceptable option. A myriad of published work, as covered in this review,
on various materials aspects of e-textile development clearly show that we have reached a
stage where numerous options in terms of substrates, pre-treatment, treatment and coating
techniques are available, all of which now place a pronounced emphasis on the design and
construction stage of e-textiles, as a crucial phase where pro-visions have to be made for
the intrinsic flexible nature of textile materials, which in itself presents a challenge towards
fabrication of efficiently functioning e-textiles, especially since textile material must also
serve as a platform for other components which might be needed and integrated within
and coupled with the conductive layers (e.g., microprocessors, sensors, etc.). In this regard,
printing techniques offer themselves as profoundly versatile techniques; integration of elec-
tronic components onto e-textile can be easily facilitated, since the placement of individual
components, their connections to one another and overall assembly of the product can be
easily altered, according to the need of the user and the requirements of the device. The
printing process allows short response time to new demands and proposed improvements
during the e-textile design and testing and integration of additional components is not lim-
ited to pre-existing layout of conductive elements (as in the case of fabrics with interwoven
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conducting yarns), but rather, it enables to build the geometry of components” assembly in
a custom manner, as a function of the optimal placement within the e-textile product.

Despite a massive amount of research work in this field, pertaining to both the
basic understanding as well as specific applications of e-textiles, there are still aspects
which need to be addressed properly and these are to a large extent of the applied nature,
i.e., durability of the fabricated metal layers during usage and, in the case of wearable
electronic textiles; cleaning and laundering. Another aspect closely connected to usage
and to the consumer perception of the e-textiles is comfort; considerations on the effect of
metallization on such material properties as moisture absorption, transport, and thermal
behavior is not sufficiently tackled in the reviewed literature, especially when considering
work on wearable e-textiles, yet they are essential to the comfort of intended users and
also allow unobtrusive usage in different settings. Closely connected with these issues
is a lack of unified testing and adequate standards, again pertaining to a large extent to
the applied part of the e-textile research. Previous works, which have tackled this issue,
focusing on a critical aspect of standardized procedures for the evaluation of conductive
coatings’ fastness under different conditions (most prominently, washing and laundering),
are discussed in this review; lack of specific standards for e-textiles is critically assessed,
especially as it presents a hindrance to an industrial growth in this field.

Lastly, and closely connected to the above issue of scarcity of designated standard for
e-textiles, we have highlighted efforts and techniques in the published scientific papers
towards ensuring protection and longevity of metal-based conducting coatings. These
important issues can get overlooked in several published research works, as one would sus-
pect, especially in those that are not necessarily conducted with a consideration for actual
usage or application in mind (which is understandable when tackling more fundamental
aspects in the discussed scientific field). However, we have identified several compounds
and post- or intermediate-treatments for the protection of conductive layers against ox-
idation and cracking due to washing, perspiration and rubbing. As mentioned before,
here, too, authors are left to their own devices when deciding on the proper conditions for
testing and evaluating the efficiency of their respective protection methods.

In order to meet the demands of the ever-expanding market for e-textiles and to
reconcile some of the existing issues in designing and constructing of e-textile products, the
focus in the future will need be directed toward improving the existing techniques in terms
of metal adhesion and durability, by introducing new solutions capable of coping with the
advancement of material science and electronics, and thus, enhancing the performance and
extension of the e-textile lifetime.

Author Contributions: Conceptualization, A.O. and O.P,; methodology, A.O., S.G. and O.P,; valida-
tion, A.O., S.G. and O.P,; investigation, A.O., O.P, S.G., M.K,, U]., S.H. and D.F; resources, A.O.,
O.P,S.G., MK, UJ,; writing—original draft preparation, A.O., O.P, 5.G., M.K,, U],,S.H. and D.E;
writing—review and editing, A.O., O.P, S.G.,, M.K,, S.H. and D.E; visualization, A.O. and S.G.;
supervision, A.O. and D.E; funding acquisition, A.O. and D.F. All authors have read and agreed to
the published version of the manuscript.

Funding: The MATUROLIFE project leading to this review has received funding from the European
Union’s Horizon 2020 Research and Innovation Program, under Grant Agreement No. 760789. The
authors acknowledge the Textile Chemistry Program (P2-118) under financial support from the
Slovenian Research Agency (ARRS).

Institutional Review Board Statement: Not applicable.
Informed Consent Statement: Not applicable.

Conflicts of Interest: The authors declare no conflict of interest.



Sensors 2021, 21, 3508 23 of 28

References

1. Mao, Y;; Zhu, M.; Wang, W.; Yu, D. Well-defined silver conductive pattern fabricated on polyester fabric by screen printing a
dopamine surface modifier followed by electroless plating. . Soft Matter. 2018, 14, 1260-1269. [CrossRef] [PubMed]

2. Ojstrsek, A,; Virant, N; Fox, D.; Krishnan, L.; Cobley, A. The Efficacy of Polymer Coatings for the Protection of Electroless Copper
Plated Polyester Fabric. Polymers 2020, 12, 1227. [CrossRef]

3. Root, W.; Wright, T.; Caven, B.; Bechtold, T.; Pham, T. Flexible Textile Strain Sensor Based on Copper-Coated Lyocell Type
Cellulose Fabric. Polymers 2019, 11, 784. [CrossRef] [PubMed]

4. Ojstrsek, A.; Gorgieva, S. Tailoring of Durable Conductive and UV-Shielding Properties on Cotton and Polyester Fabrics by
PEDOT:PSS Screen-Printing. Polymers 2020, 12, 2356. [CrossRef] [PubMed]

5. Stoppa, M.; Chiolerio, A. Wearable electronics and smart textiles: A critical review. Sensors 2014, 14, 11957-11992. [CrossRef]
[PubMed]

6.  Ali, A; Baheti, V.; Vik, M.; Militky, ]. Copper electroless plating of cotton fabrics after surface activation with deposition of silver
and copper nanoparticles. J. Phys. Chem. Solids 2020, 137, 109181. [CrossRef]

7.  Zeng, W.; Shu, L,; Li, Q.; Chen, S.; Wang, F; Tao, X.M. Fiber-based wearable electronics: A review of materials, fabrication,
devices, and applications. Adv. Mater. 2014, 26, 5310-5336. [CrossRef]

8.  Fernandez-Caramés, T.; Fraga-Lamas, P. Towards The Internet-of-Smart-Clothing: A Review on IoT Wearables and Garments for
Creating Intelligent Connected E-Textiles. Electronics 2018, 7, 405. [CrossRef]

9.  Fu, KK, Padbury, R.; Toprakci, O.; Dirican, M.; Zhang, X. Conductive textiles. In Engineering of High-Performance Textiles; Elsevier:
Duxford, UK, 2018; pp. 305-334.

10. Ismar, E.; Kursun Bahadir, S.; Kalaoglu, F.; Koncar, V. Futuristic Clothes: Electronic Textiles and Wearable Technologies. Glob.
Chall. 2020, 4, 1900092. [CrossRef]

11. Tseghai, G.B.; Malengier, B.; Fante, K.A.; Nigusse, A.B.; Van Langenhove, L. Integration of Conductive Materials with Textile
Structures, an Overview. Sensors 2020, 20, 6910. [CrossRef]

12.  Hughes-Riley, T.; Dias, T.; Cork, C. A Historical Review of the Development of Electronic Textiles. Fibers 2018, 6, 34. [CrossRef]

13.  Zhu, L.; Zhao, H.; Lan, B.; Hou, L,; Bi, S.; Xu, Y.; Lu, Y.J.E. Polymers. Bio-inspired Fabrication of Cu-Ni Coatings onto Mercerized
Flax Fabric by Electroless Plating. Fibres Polym. 2020, 21, 324-333. [CrossRef]

14. Tyurin, LN.; Getmantseva, V.V.; Andreeva, E.G. Van der Pauw Method for Measuring the Electrical Conductivity of Smart Textiles.
Fibre Chem. 2019, 51, 139-146. [CrossRef]

15. Tokarska, M.; Frydrysiak, M.; Zieba, J. Electrical properties of flat textile material as inhomegeneous and anisotropic structure. J.
Mater. Sci. Mater. Electron. 2013, 24, 5061-5068. [CrossRef]

16. Cherenack, K.; Van Pieterson, L. Smart textiles: Challenges and opportunities. . Appl. Phys. 2012, 112, 091301. [CrossRef]

17.  Mattila, H. Yarn to Fabric: Intelligent Textiles. In Textiles and Fashion; Elsevier: Cambridge, UK, 2015; pp. 355-376.

18. Wu, R;Ma, L.; Hou, C.; Meng, Z.; Guo, W.; Yu, W,; Yu, R.; Hu, E; Liu, X.Y. Silk Composite Electronic Textile Sensor for High
Space Precision 2D Combo Temperature-Pressure Sensing. Small 2019, 15, e1901558. [CrossRef]

19. Hrga, I. Wearable Technologies: Between Fashion, Art, Performance, and Science (Fiction). Tekstilec 2019, 62, 124-136. [CrossRef]

20. Taghavi Pourian Azar, G.; Fox, D.; Fedutik, Y.; Krishnan, L.; Cobley, A.]. Functionalised copper nanoparticle catalysts for
electroless copper plating on textiles. Surf. Coat. Technol. 2020, 396, 125971. [CrossRef]

21. Lin, X.; Wu, M.; Zhang, L.; Wang, D. Superior Stretchable Conductors by Electroless Plating of Copper on Knitted Fabrics. ACS
Appl. Electron. Mater. 2019, 1, 397-406. [CrossRef]

22.  Acar, G.; Ozturk, O.; Golparvar, A.J.; Elboshra, T.A.; Bohringer, K.; Yapici, M.K. Wearable and Flexible Textile Electrodes for
Biopotential Signal Monitoring: A review. Electronics 2019, 8, 479. [CrossRef]

23. Ma, Z,; Xu, R,; Wang, W.; Yu, D. A wearable, anti-bacterial strain sensor prepared by silver plated cotton/spandex blended fabric
for human motion monitoring. Coll. Surf. A 2019, 582, 123918. [CrossRef]

24. Ghosh, S. Electroless copper deposition: A critical review. Thin Solid Films 2019, 669, 641-658. [CrossRef]

25. Hegemann, D.; Amberg, M.; Ritter, A.; Heuberger, M. Recent developments in Ag metallised textiles using plasma sputtering.
Mater. Technol. 2013, 24, 41-45. [CrossRef]

26. Wang, D.; Zhang, Y,; Lu, X;; Ma, Z,; Xie, C.; Zheng, Z.].C.S.R. Chemical formation of soft metal electrodes for flexible and wearable
electronics. Chem. Soc. Rev. 2018, 47, 4611-4641. [CrossRef] [PubMed]

27. Makowski, T.; Kowalczyk, D.; Fortuniak, W.; Brzezinski, S.; Kregiel, D. Electrochemical deposition of silver nanoparticle and
polymerization of pyrrole on fabrics via conducting multiwall carbon nanotubes. Cellulose 2015, 22, 3063-3075. [CrossRef]

28. Bu, A; Zhang, Y.;; Zhang, Y.; Chen, W.; Cheng, H.; Wang, L.; Wang, Y. A Novel Electrolytic Plasma Spraying Preparation S5i02/SiC
Coating on Carbon Fiber Fabric. Coatings 2018, 8, 344. [CrossRef]

29. Carey, T,; Cacovich, S.; Divitini, G.; Ren, J.; Mansouri, A.; Kim, ].M.; Wang, C.; Ducati, C.; Sordan, R.; Torrisi, F. Fully inkjet-printed
two-dimensional material field-effect heterojunctions for wearable and textile electronics. Nat. Comm. 2017, 8, 1202. [CrossRef]

30. Sadi, M.S.; Yang, M.; Luo, L.; Cheng, D.; Cai, G.; Wang, X. Direct screen printing of single-faced conductive cotton fabrics for
strain sensing, electrical heating and color changing. Cellulose 2019, 26, 6179-6188. [CrossRef]

31. Vu, C.C.;Kim,SJ,;Kim, ].J.S.; Materials, T.0.A. Flexible wearable sensors-an update in view of touch-sensing. Sci. Technol. Adv.

Mat. 2020, 22, 26-36. [CrossRef]


http://doi.org/10.1039/C7SM02246H
http://www.ncbi.nlm.nih.gov/pubmed/29364310
http://doi.org/10.3390/polym12061277
http://doi.org/10.3390/polym11050784
http://www.ncbi.nlm.nih.gov/pubmed/31052509
http://doi.org/10.3390/polym12102356
http://www.ncbi.nlm.nih.gov/pubmed/33066558
http://doi.org/10.3390/s140711957
http://www.ncbi.nlm.nih.gov/pubmed/25004153
http://doi.org/10.1016/j.jpcs.2019.109181
http://doi.org/10.1002/adma.201400633
http://doi.org/10.3390/electronics7120405
http://doi.org/10.1002/gch2.201900092
http://doi.org/10.3390/s20236910
http://doi.org/10.3390/fib6020034
http://doi.org/10.1007/s12221-020-9223-2
http://doi.org/10.1007/s10692-019-10060-1
http://doi.org/10.1007/s10854-013-1524-4
http://doi.org/10.1063/1.4742728
http://doi.org/10.1002/smll.201901558
http://doi.org/10.14502/Tekstilec2019.62.124-136
http://doi.org/10.1016/j.surfcoat.2020.125971
http://doi.org/10.1021/acsaelm.8b00115
http://doi.org/10.3390/electronics8050479
http://doi.org/10.1016/j.colsurfa.2019.123918
http://doi.org/10.1016/j.tsf.2018.11.016
http://doi.org/10.1179/175355509X417981
http://doi.org/10.1039/C7CS00192D
http://www.ncbi.nlm.nih.gov/pubmed/29722373
http://doi.org/10.1007/s10570-015-0725-9
http://doi.org/10.3390/coatings8100344
http://doi.org/10.1038/s41467-017-01210-2
http://doi.org/10.1007/s10570-019-02526-6
http://doi.org/10.1080/14686996.2020.1862629

Sensors 2021, 21, 3508 24 of 28

32.

33.

34.

35.

36.

37.

38.

39.

40.

41.

42.

43.

44.

45.

46.

47.

48.

49.

50.

51.

52.

53.

54.

55.

56.

57.

Cano-Raya, C.; Denchev, Z.Z.; Cruz, S.F; Viana, J.C.JJAM.T. Chemistry of solid metal-based inks and pastes for printed
electronics—A review. Appl. Mater. Today 2019, 15, 416—430. [CrossRef]

Camargo, J.R.; Orzari, L.O.; Aratjo, D.A.G.; de Oliveira, P.R.; Kalinke, C.; Rocha, D.P.; dos Santos, A.L.; Takeuchi, R.M.; Munoz,
R.A.A.; Bonacin, ].A.J.M.]. Development of conductive inks for electrochemical sensors and biosensors. Microchem. |. 2021, 164,
105998. [CrossRef]

Kanzaki, M.; Kawaguchi, Y.; Kawasaki, H. Fabrication of conductive copper films on flexible polymer substrates by low-
temperature sintering of composite Cu ink in air. ACS Appl. Mater. Interfaces 2017, 9, 20852-20858. [CrossRef] [PubMed]
Kinnamon, D.S.; Krishnan, S.; Brosler, S.; Sun, E.; Prasad, S. Screen Printed Graphene Oxide Textile Biosensor for Applications
in Inexpensive and Wearable Point-of-Exposure Detection of Influenza for At-Risk Populations. J. Electrochem. Soc. 2018, 165,
B3084-B3090. [CrossRef]

Jeong, H.; Park, S.; Lee, J.; Won, P.; Ko, S.H.; Lee, D. Fabrication of Transparent Conductive Film with Flexible Silver Nanowires
Using Roll-to-Roll Slot-Die Coating and Calendering and Its Application to Resistive Touch Panel. J. Adv. Electron. Mat. 2018, 4,
1800243. [CrossRef]

Shahariar, H.; Kim, I.; Soewardiman, H.; Jur, J.S. Inkjet Printing of Reactive Silver Ink on Textiles. ACS Appl. Mat. Interface 2019,
11, 6208-6216. [CrossRef] [PubMed]

Bishop, P.; Ashfield, L.; Berzins, A.; Boardman, A.; Buche, V.; Cookson, J.; Gordon, R.; Salcianu, C.; Sutton, P. Printed gold for
electronic applications. Gold Bull. 2010, 43, 181-188. [CrossRef]

Abulikemu, M.; Da’As, E.H.; Haverinen, H.; Cha, D.; Malik, M.A_; Jabbour, G.E. In situ synthesis of self-assembled gold
nanoparticles on glass or silicon substrates through reactive inkjet printing. J. Angewandte Chemie 2014, 126, 430—433. [CrossRef]
Borzenkov, M.; Maittinen, A.; Thalainen, P.; Collini, M.; Cabrini, E.; Dacarro, G.; Pallavicini, P.; Chirico, G. Fabrication of
inkjet-printed gold nanostar patterns with photothermal properties on paper substrate. ACS Appl. Mater. Interfaces 2016, 8,
9909-9916. [CrossRef]

Wang, Z.; Wang, W.; Jiang, Z.; Yu, D. Low temperature sintering nano-silver conductive ink printed on cotton fabric as printed
electronics. Prog. Org. Coat. 2016, 101, 604-611. [CrossRef]

Magdassi, S.; Grouchko, M.; Kamyshny, A. Copper nanoparticles for printed electronics: Routes towards achieving oxidation
stability. Materials 2010, 3, 4626—4638. [CrossRef]

Wang, E.; Li, X,; Duan, Y. Inkjet printing of copper wire on PET substrate. Appl. Nanosci. 2016, 6, 575-580. [CrossRef]

Sarwar, N.; Choi, S.H.; Dastgeer, G.; Humayoun, U.B.; Kumar, M.; Nawaz, A.; Jeong, D.I.; Zaidi, S.F.A.; Yoon, D.H. Synthesis
of citrate-capped copper nanoparticles: A low temperature sintering approach for the fabrication of oxidation stable flexible
conductive film. Appl. Surf. Sci. 2021, 542, 148609. [CrossRef]

Sreenilayam, S.P.; Ahad, .U.; Nicolosi, V.; Brabazon, D. Mxene materials based printed flexible devices for healthcare, biomedical
and energy storage applications. Mater. Today 2021, 43, 99-131. [CrossRef]

Hong, H.; Jiyong, H.; Moon, K.-S.; Yan, X.; Wong, C.-p. Rheological properties and screen printability of UV curable conductive
ink for flexible and washable E-textiles. . Mater. Sci. Techn. 2021, 67, 145-155. [CrossRef]

Paul, G.; Torah, R.; Yang, K.; Beeby, S.; Tudor, J. An investigation into the durability of screen-printed conductive tracks on textiles.
Meas. Sci. Techn. 2014, 25, 025006. [CrossRef]

Lee, ].H.; Dzagbletey, P.A ; Jang, M.; Chung, J.-Y.; So, J.-H. Flat Yarn Fabric Substrates for Screen-Printed Conductive Textiles. Adv.
Eng. Mater. 2020, 22, 2000722. [CrossRef]

Gao, C.; Xing, T.; Hou, X.; Chen, G. The influence of ink viscosity, water and fabric construction on the quality of inkjet printed
polyester. Color. Technol. 2020, 136, 45-59. [CrossRef]

Nechyporchuk, O.; Yu, J.; Nierstrasz, V.A.; Bordes, R. Cellulose nanofibril-based coatings of woven cotton fabrics for improved
inkjet printing with a potential in e-textile manufacturing. ACS Sustain. Chem. Eng. 2017, 5, 4793-4801. [CrossRef]

Wang, Z.; Lowe, T.; Derby, B. Fluid /Fiber Interactions and the Conductivity of Inkjet Printed Ag on Textile Substrates. ACS Appl.
Mater. Interfaces 2020, 12, 45516-45524. [CrossRef]

Stempien, Z.; Rybicki, E.; Rybicki, T.; Lesnikowski, J. Inkjet-printing deposition of silver electro-conductive layers on textile
substrates at low sintering temperature by using an aqueous silver ions-containing ink for textronic applications. Sens. Actuat. B
2016, 224, 714-725. [CrossRef]

Li, X,; Zhao, Y.; Yu, J.; Liu, Q.; Chen, R;; Zhang, H.; Song, D.; Li, R.; Liu, J.; Wang, ]. Layer-by-layer inkjet printing GO film and Ag
nanoparticles supported nickel cobalt layered double hydroxide as a flexible and binder-free electrode for supercapacitors. J.
Colloid Interface Sci. 2019, 557, 691-699. [CrossRef] [PubMed]

Krykpayev, B.; Farooqui, M.E; Bilal, RM.; Vaseem, M.; Shamim, A. A wearable tracking device inkjet-printed on textile. Microelec.
J. 2017, 65, 40-48. [CrossRef]

Tavakoli, M.; Malakooti, M.H.; Paisana, H.; Ohm, Y.; Green Marques, D.; Alhais Lopes, P.; Piedade, A.P; de Almeida, A.T.; Majidi,
C. EGaln-Assisted Room-Temperature Sintering of Silver Nanoparticles for Stretchable, Inkjet-Printed, Thin-Film Electronics.
Adv. Mater. 2018, 30, 1801852. [CrossRef] [PubMed]

Juric, D.; Himmerle, S.; Glaser, K.; Eberhardt, W.; Zimmermann, A. Assembly of components on inkjet-printed silver structures
by soldering. IEEE Trans. Compon., Pack. Manufac. Technol. 2018, 9, 156-162. [CrossRef]

Wang, Z.; Yi, P; Peng, L.; Lai, X.; Ni, ]. Continuous fabrication of highly conductive and transparent ag mesh electrodes for
flexible electronics. IEEE Transact. Nanotech. 2017, 16, 687-694. [CrossRef]


http://doi.org/10.1016/j.apmt.2019.02.012
http://doi.org/10.1016/j.microc.2021.105998
http://doi.org/10.1021/acsami.7b04641
http://www.ncbi.nlm.nih.gov/pubmed/28574247
http://doi.org/10.1149/2.0131808jes
http://doi.org/10.1002/aelm.201800243
http://doi.org/10.1021/acsami.8b18231
http://www.ncbi.nlm.nih.gov/pubmed/30644708
http://doi.org/10.1007/BF03214985
http://doi.org/10.1002/ange.201308429
http://doi.org/10.1021/acsami.6b02983
http://doi.org/10.1016/j.porgcoat.2016.08.019
http://doi.org/10.3390/ma3094626
http://doi.org/10.1007/s13204-015-0461-3
http://doi.org/10.1016/j.apsusc.2020.148609
http://doi.org/10.1016/j.mattod.2020.10.025
http://doi.org/10.1016/j.jmst.2020.06.033
http://doi.org/10.1088/0957-0233/25/2/025006
http://doi.org/10.1002/adem.202000722
http://doi.org/10.1111/cote.12439
http://doi.org/10.1021/acssuschemeng.7b00200
http://doi.org/10.1021/acsami.0c11535
http://doi.org/10.1016/j.snb.2015.10.074
http://doi.org/10.1016/j.jcis.2019.09.063
http://www.ncbi.nlm.nih.gov/pubmed/31563059
http://doi.org/10.1016/j.mejo.2017.05.010
http://doi.org/10.1002/adma.201801852
http://www.ncbi.nlm.nih.gov/pubmed/29845674
http://doi.org/10.1109/TCPMT.2018.2855045
http://doi.org/10.1109/TNANO.2017.2705173

Sensors 2021, 21, 3508 25 of 28

58.

59.

60.

61.

62.

63.

64.

65.

66.

67.

68.

69.

70.

71.

72.

73.

74.

75.

76.

77.

78.

79.

80.

81.

82.

83.

84.

85.

Bahners, T.; Gebert, B.; Prager, A.; Hartmann, N.; Hagemann, U.; Gutmann, J.S. UV-light assisted patterned metallization of
textile fabrics. Appl. Surf. Sci. 2018, 436, 1093-1103. [CrossRef]

Wills, K.A.; Krzyzak, K.; Bush, J.; Ashayer-Soltani, R.; Graves, ].E.; Hunt, C.; Cobley, A.]. Additive process for patterned metallized
conductive tracks on cotton with applications in smart textiles. J. Text. I. 2017, 109, 268-277. [CrossRef]

Montazer, M.; Allahyarzadeh, V. Electroless Plating of Silver Nanoparticles/Nanolayer on Polyester Fabric Using AgNO3;/NaOH
and Ammonia. Ind. Eng. Chem. Res. 2013, 52, 8436-8444. [CrossRef]

Ding, X.; Wang, W.; Wang, Y.; Xu, R.; Yu, D. High-performance flexible electromagnetic shielding polyimide fabric prepared by
nickel-tungsten-phosphorus electroless plating. J. Alloy Compd. 2019, 777, 1265-1273. [CrossRef]

Yu, D.; Wang, Y.; Hao, T.; Wang, W.; Liu, B. Preparation of silver-plated polyimide fabric initiated by polyaniline with electromag-
netic shielding properties. J. Ind. Text. 2017, 47, 1392-1406. [CrossRef]

Wu, Y; Mechael, S.S.; Lerma, C.; Carmichael, R.S.; Carmichael, T.B. Stretchable Ultrasheer Fabrics as Semitransparent Electrodes
for Wearable Light-Emitting e-Textiles with Changeable Display Patterns. Matter 2020, 2, 882-895. [CrossRef]

Niu, B.; Yang, S.; Hua, T.; Tian, X.; Koo, M. Facile fabrication of highly conductive, waterproof, and washable e-textiles for
wearable applications. Nano Res. 2020, 14, 1043-1052. [CrossRef]

Karami, Z.; Youssefi, M.; Raeissi, K.; Zhiani, M. An efficient textile-based electrode utilizing silver nanoparticles/reduced
graphene oxide/cotton fabric composite for high-performance wearable supercapacitors. Eletrochim. Acta 2021, 368, 137647.
[CrossRef]

Tokuoka, K.; Chen, C.-Y.; Chang, T.-FEM.; Chiu, W.-T.; Kurosu, H.; Sone, M. Metallization of PET textile utilizing supercritical CO,
catalyzation. Microelectron. Eng. 2020, 223, 111233. [CrossRef]

Shi, M.; Wu, S.; Han, Z.-D,; Li, S.; Pan, Y.-T.; Yuan, S.; Wang, Q. Utilization of electroless plating to prepare Cu-coated cotton cloth
electrode for flexible Li-ion batteries. Rare Metals 2020, 40, 400—408. [CrossRef]

Chen, M. A Method of Electroless Silver Plating on the Surface of PA6 Fiber. IOP Conf. Ser. Mater. Sci. Eng. 2020, 774, 012045.
[CrossRef]

Garcia, A.; Berthelot, T.; Viel, P.; Mesnage, A.; Jégou, P.; Nekelson, F.; Roussel, S.; Palacin, S. ABS polymer electroless plating
through a one-step poly (acrylic acid) covalent grafting. ACS Appl. Mater. Interfaces 2010, 2, 1177-1183. [CrossRef] [PubMed]
Zhang, S.Y.; Guan, G; Jiang, S.; Guo, H.; Xia, J.; Regulacio, M.D.; Wu, M.; Shah, KW.; Dong, Z.; Zhang, J.; et al. Rapid Copper
Metallization of Textile Materials: A Controlled Two-Step Route to Achieve User-Defined Patterns under Ambient Conditions.
ACS Appl. Mater. Interfaces 2015, 7, 21545-21551. [CrossRef] [PubMed]

Kim, SM.; Kim, L.Y.; Kim, H.R. Production of electromagnetic shielding fabrics by optimization of electroless silver plating
conditions for PET fabrics. J. Tekst. Inst. 2016, 108, 1065-1073. [CrossRef]

Moazzenchi, B.; Montazer, M. Click electroless plating of nickel nanoparticles on polyester fabric: Electrical conductivity, magnetic
and EMI shielding properties. Coll. Surf. A 2019, 571, 110-124. [CrossRef]

Lu, Y,; Liang, Q.; Xue, L. Palladium-free catalytic electroless copper deposition on bamboo fabric: Preparation, morphology and
electromagnetic properties. Appl. Surf. Sci. 2012, 258, 4782-4787. [CrossRef]

Hassan, Z.; Atalay, O.; Kalaoglu, F. Conductive cotton fabric using laser pre-treatment and electroless plating. . Text. Inst. 2021,
1-11. [CrossRef]

Lu, Y. Electroless copper plating on 3-mercaptopropyltriethoxysilane modified PET fabric challenged by ultrasonic washing.
Appl. Surf. Sci. 2009, 255, 8430-8434. [CrossRef]

Liu, C.; Huang, N.; Xu, E; Tong, J.; Chen, Z.; Gui, X,; Fu, Y; Lao, C. 3D Printing Technologies for Flexible Tactile Sensors toward
Wearable Electronics and Electronic Skin. Polymers 2018, 10, 629. [CrossRef]

Guo, R.H,; Jiang, S.X.; Zheng, Y.D.; Lan, ].W. Electroless nickel deposition of a palladium-activated self-assembled monolayer on
polyester fabric. J. Appl. Polym. Sci. 2013, 127, 4186—4193. [CrossRef]

Moazzenchi, B.; Montazer, M. Click Electroless Plating and Sonoplating of Polyester with Copper Nanoparticles Producing
Conductive Fabric. Fibres Polym. 2020, 21, 522-531. [CrossRef]

Anik, T.; Touhami, M.E.; Himm, K.; Schireen, S.; Belkhmima, R.; Abouchane, M.; Cisse, M. Influence of pH solution on electroless
copper plating using sodium hypophosphite as reducing agent. Int. |. Electrochem. Sci. 2012, 7, 2009-2018.

Ellsworth, A.A.; Walker, A. Role of the reducing agent in the electroless deposition of copper on functionalized SAMs. Langmuir
2017, 33, 8663-8670. [CrossRef]

Cui, X.; Hutt, D.A.; Scurr, D.J.; Conway, PPJ.J.0.t.E.S. The evolution of Pd/ Sn catalytic surfaces in electroless copper deposition.
J. Electrochem. Soc. 2011, 158, D172. [CrossRef]

Jin, Y;; Yu, H,; Yang, D.; Sun, D. Effects of complexing agents on acidic electroless nickel deposition. Rare Metals 2010, 29, 401-406.
[CrossRef]

Balaramesh, P; Rekha, S.; Venkatesh, P.; Shanmugan, S.J.C.S. Electroless copper deposition using saccharose containing copper
methane sulphonate bath with thiourea as stabilizer. Chem. Sci. Transact. 2014, 3, 1214-1220.

Jiyong, H.; Guohao, L.; Junhui, S.; Xudong, Y.; Xin, D. Improving the electromagnetic shielding of nickel/polyaniline coated
polytrimethylene-terephthalate knitted fabric by optimizing the electroless plating conditions. Text. Res. J. 2016, 87, 902-912.
[CrossRef]

Chatterjee, K.; Tabor, J.; Ghosh, T.K. Electrically Conductive Coatings for Fiber-Based E-Textiles. Fibres 2019, 7, 51. [CrossRef]


http://doi.org/10.1016/j.apsusc.2017.12.119
http://doi.org/10.1080/00405000.2017.1340822
http://doi.org/10.1021/ie400804n
http://doi.org/10.1016/j.jallcom.2018.11.120
http://doi.org/10.1177/1528083717692592
http://doi.org/10.1016/j.matt.2020.01.017
http://doi.org/10.1007/s12274-020-3148-3
http://doi.org/10.1016/j.electacta.2020.137647
http://doi.org/10.1016/j.mee.2020.111233
http://doi.org/10.1007/s12598-020-01582-3
http://doi.org/10.1088/1757-899X/774/1/012045
http://doi.org/10.1021/am1000163
http://www.ncbi.nlm.nih.gov/pubmed/20361751
http://doi.org/10.1021/acsami.5b06807
http://www.ncbi.nlm.nih.gov/pubmed/26361094
http://doi.org/10.1080/00405000.2016.1219449
http://doi.org/10.1016/j.colsurfa.2019.03.065
http://doi.org/10.1016/j.apsusc.2012.01.093
http://doi.org/10.1080/00405000.2021.1903238
http://doi.org/10.1016/j.apsusc.2009.05.148
http://doi.org/10.3390/polym10060629
http://doi.org/10.1002/app.36799
http://doi.org/10.1007/s12221-020-9664-7
http://doi.org/10.1021/acs.langmuir.7b00103
http://doi.org/10.1149/1.3536543
http://doi.org/10.1007/s12598-010-0138-8
http://doi.org/10.1177/0040517516641361
http://doi.org/10.3390/fib7060051

Sensors 2021, 21, 3508 26 of 28

86.

87.

88.

89.

90.

91.

92.

93.

94.

95.

96.

97.

98.

99.

100.

101.

102.

103.

104.

105.
106.

107.

108.

109.

110.

111.

112.

113.

Di Bari, G.A. Electrodeposition of Nickel. In Modern Electroplating; Schlesinger, M., Paunovic, M., Eds.; John Wiley & Sons:
Hoboken, NJ, USA, 2000; pp. 79-114.

Ali, A.; Baheti, V.,; Militky, J. Physics. Energy harvesting performance of silver electroplated fabrics. Mater. Chem. Phy. 2019, 231,
33-40. [CrossRef]

Nagaraju, G.; Ko, Y.H.; Yu, ].S. Self-assembled hierarchical 3-cobalt hydroxide nanostructures on conductive textiles by one-step
electrochemical deposition. Cryst. Eng. Comm. 2014, 16, 11027-11034. [CrossRef]

Nagaraju, G.; Kakarla, R.; Cha, S.M.; Yu, ].S. Highly flexible conductive fabrics with hierarchically nanostructured amorphous
nickel tungsten tetraoxide for enhanced electrochemical energy storage. Nano Res. 2015, 8, 3749-3763. [CrossRef]

Lu, X,; Shang, W.; Chen, G.; Wang, H.; Tan, P; Deng, X.; Song, H.; Xu, Z.; Huang, J.; Zhou, X. Environmentally Stable, Highly
Conductive, and Mechanically Robust Metallized Textiles. ACS Appl. Elect. Mat. 2021, 3, 1477-1488. [CrossRef]

Sreedeviamma, D.K,; Remadevi, A.; Sruthi, C.V,; Pillai, S.; Peethambharan, S.K. Nickel electrodeposited textiles as wearable radar
invisible fabrics. J. Ind. Eng. Chem. 2020, 88, 196-206. [CrossRef]

Li, N,; Peng, J.; Ong, W.-].; Ma, T.,; Zhang, P; Jiang, J.; Yuan, X.; Zhang, C.J. MXenes: An Emerging Platform for Wearable
Electronics and Looking Beyond. Matter 2021, 4, 377-407. [CrossRef]

Wang, C.; Song, Z.; Wan, H.; Chen, X.; Tan, Q.; Gan, Y.; Liang, P.; Zhang, J.; Wang, H.; Wang, Y. Ni-Co selenide nanowires
supported on conductive wearable textile as cathode for flexible battery-supercapacitor hybrid devices. Chem. Eng. . 2020, 400,
125955. [CrossRef]

Yu, B,; Jiang, G.; Xu, W,; Cao, C.; Liu, Y.; Lei, N.; Evariste, U.; Ma, P. Construction of NiMoO4/CoMoO4 nanorod arrays wrapped
by Ni-Co-S nanosheets on carbon cloth as high performance electrode for supercapacitor. J. Alloys Compd. 2019, 799, 415-424.
[CrossRef]

Kim, YK.; Hwang, S.-H.; Kim, S.; Park, H.; Lim, S.K. ZnO nanostructure electrodeposited on flexible conductive fabric: A flexible
photo-sensor. Sens. Actuat. B 2017, 240, 1106-1113. [CrossRef]

Wang, J.; Zhang, L.; Zhou, Q.; Wu, W.; Zhu, C,; Liu, Z.; Chang, S.; Pu, J.; Zhang, H. Ultra-flexible lithium ion batteries fabricated
by electrodeposition and solvothermal synthesis. Electrochim. Acta 2017, 237, 119-126. [CrossRef]

Possanzini, L.; Decataldo, F.; Mariani, F.; Gualandi, I.; Tessarolo, M.; Scavetta, E.; Fraboni, B. Textile sensors platform for the
selective and simultaneous detection of chloride ion and pH in sweat. Sci. Rep. 2020, 10, 17180. [CrossRef]

Nagaraju, G.; Cha, S.M.; Sekhar, 5.C.; Yu, ].S. Metallic Layered Polyester Fabric Enabled Nickel Selenide Nanostructures as Highly
Conductive and Binderless Electrode with Superior Energy Storage Performance. Adv. Energy Mat. 2017, 7, 1601362. [CrossRef]
Cheng, D.; Bai, X,; Pan, J.; Wu, J.; Ran, J.; Cai, G.; Wang, X. In situ hydrothermal growth of Cu NPs on knitted fabrics through
polydopamine templates for heating and sensing. Chem. Eng. J. 2020, 382, 123036. [CrossRef]

Li, J.; Zhou, G.; Hong, Y.; He, W.; Wang, S.; Wang, C.; Chen, Y.; Zhou, J.; Miao, H.; Weng, Z. In-situ chemical polymerization
of Cu-Polythiophenes composite film as seed layer for direct electroplating on insulating substrate. Eletrochim. Acta 2020, 330,
135358. [CrossRef]

Ali, A.; Baheti, V;; Militky, J.; Khan, Z.; Tunakova, V.; Naeem, S. Copper coated multifunctional cotton fabrics. J. Ind. Tex. 2017, 48,
448-464. [CrossRef]

Zhao, Y.; Cai, Z.; Fu, X.; Song, B.; Zhu, H. Electrochemical deposition and characterization of copper crystals on polyaniline/poly
(ethylene terephthalate) conductive textiles. Synth. Metals 2013, 175, 1-8. [CrossRef]

Rosa-Ortiz, S.M.; Takshi, A. Copper Electrodeposition by Hydrogen Evolution Assisted Electroplating (HEA) for Wearable
Electronics. In Proceedings of the 2020 Pan Pacific Microelectronics Symposium (Pan Pacific), Kohala Coast, HI, USA, 10-13
February 2020; pp. 1-5.

Shahidi, S.; Moazzenchi, B.; Ghoranneviss, M. A review-application of physical vapor deposition (PVD) and related methods in
the textile industry. Eur. Phys. J. 2015, 71, 31302. [CrossRef]

Pan, N.; Sun, G. Functional Textiles for Improved Performance, Protection and Health; Elsevier: Amsterdam, The Netherlands, 2011.
Miskiewicz, P.; Frydrych, I; Cichocka, A. Application of Physical Vapor Deposition in Textile Industry. Autex Res. J. 2020, 1.
[CrossRef]

Korzeniewska, E.; De Mey, G.; Pawlak, R.; Stempien, Z. Analysis of resistance to bending of metal electroconductive layers
deposited on textile composite substrates in PVD process. Sci. Rep. 2020, 10, 8310. [CrossRef] [PubMed]

Tan, X.Q.; Liu, J.Y;; Niu, J.R,; Liu, J.Y,; Tian, J.Y. Recent Progress in Magnetron Sputtering Technology Used on Fabrics. Materials
2018, 11, 1953. [CrossRef] [PubMed]

Han, H.R.; Kim, ].J. A study on the thermal and physical properties of nylon fabric treated by metal sputtering (Al, Cu, Ni). Tex.
Res. ]. 2017, 88, 2397-2414. [CrossRef]

Nowak, I.; Krucinska, I.; Januszkiewicz, L. Metallic electroconductive transmission lines obtained on textile substrates by
magnetron sputtering. Fibres Text. East. Eur. 2019, 3, 51-59. [CrossRef]

He, S.; Xin, B.; Chen, Z.; Liu, Y. Flexible and highly conductive Ag/G-coated cotton fabric based on graphene dipping and silver
magnetron sputtering. Cellulose 2018, 25, 3691-3701. [CrossRef]

Sedighi, A.; Taheri, R.A.; Montazer, M. High-Performance Electromagnetic Interference Shielding Electrodes/Substrates for
Wearable Electronics. Ind. Eng. Chem. Res. 2020, 59, 12774-12783. [CrossRef]

Huang, X.; Meng, L.; Wei, Q.; Wang, L. Morphology and properties of nanoscale copper films deposited on polyester substrates.
Int. J. Cloth. Sci. Technol. 2014, 26, 367-376. [CrossRef]


http://doi.org/10.1016/j.matchemphys.2019.02.063
http://doi.org/10.1039/C4CE01696C
http://doi.org/10.1007/s12274-015-0874-z
http://doi.org/10.1021/acsaelm.1c00088
http://doi.org/10.1016/j.jiec.2020.04.013
http://doi.org/10.1016/j.matt.2020.10.024
http://doi.org/10.1016/j.cej.2020.125955
http://doi.org/10.1016/j.jallcom.2019.05.353
http://doi.org/10.1016/j.snb.2016.09.072
http://doi.org/10.1016/j.electacta.2017.03.202
http://doi.org/10.1038/s41598-020-74337-w
http://doi.org/10.1002/aenm.201601362
http://doi.org/10.1016/j.cej.2019.123036
http://doi.org/10.1016/j.electacta.2019.135358
http://doi.org/10.1177/1528083717732076
http://doi.org/10.1016/j.synthmet.2013.04.018
http://doi.org/10.1051/epjap/2015140439
http://doi.org/10.2478/aut-2020-0004
http://doi.org/10.1038/s41598-020-65316-2
http://www.ncbi.nlm.nih.gov/pubmed/32433587
http://doi.org/10.3390/ma11101953
http://www.ncbi.nlm.nih.gov/pubmed/30322000
http://doi.org/10.1177/0040517517731662
http://doi.org/10.5604/01.3001.0013.0742
http://doi.org/10.1007/s10570-018-1821-4
http://doi.org/10.1021/acs.iecr.0c02141
http://doi.org/10.1108/IJCST-06-2013-0073

Sensors 2021, 21, 3508 27 of 28

114.

115.

116.

117.

118.

119.

120.

121.

122.

123.

124.

125.

126.

127.

128.

129.

130.

131.

132.

133.

134.

135.

136.

137.

138.

139.

140.
141.

Cougnon, E; Kersemans, M.; Van Paepegem, W.; Depla, D. Sputter Deposited Metal Layers Embedded in Composites—From
Fundamentals to Applications. Coatings 2021, 11, 190. [CrossRef]

He, S.; Chen, Z,; Xin, B.; Zhang, F.; Wang, X; Liu, Y; Peng, A.; Yang, Y. Surface functionalization of Ag/polypyrrole-coated cotton
fabric by in situ polymerization and magnetron sputtering. Tex. Res. J. 2019, 89, 4884-4895. [CrossRef]

Chu, C.; Hu, X,; Yan, H.; Sun, Y. Surface functionalization of nanostructured Cu/Ag-deposited polypropylene fiber by magnetron
sputtering. e-Polymers 2021, 21, 140-150. [CrossRef]

Rani, K.V,; Sarma, B.; Sarma, A. Plasma sputtering process of copper on polyester/silk blended fabrics for preparation of
multifunctional properties. Vacuum 2017, 146, 206-215. [CrossRef]

Meng, L.; Huang, X.; Wei, Q.; Ji, D.; Wang, Q. Study on the influence of atmospheric environment on the morphology and
conductivity of nanoscale copper films sputtered on polyester substrates. Int. J. Cloth. Sci. Tech. 2020, 32, 621-629. [CrossRef]
Jiang, S.; Xu, J.; Chen, Z.; Guo, R.; Miao, D.; Peng, L.; Wang, Y.; Shang, S. Enhanced electro-conductivity and multi-shielding
performance with copper, stainless steel and titanium coating onto PVA impregnated cotton fabric. J. Mater. Sci. Mater. Electron.
2018, 29, 5624-5633. [CrossRef]

Depla, D.; Segers, S.; Leroy, W.; Van Hove, T.; Van Parys, M. Smart textiles: An explorative study of the use of magnetron sputter
deposition. Tex. Res. J. 2011, 81, 1808-1817. [CrossRef]

Liu, C; Xu, J.; Liu, Z,; Ning, X,; Jiang, S.; Miao, D. Fabrication of highly electrically conductive Ti/Ag/Ti tri-layer and Ti-Ag alloy
thin films on PET fabrics by multi-target magnetron sputtering. . Mater. Sci. Mater. Electron. 2018, 29, 19578-19587. [CrossRef]
Gonzalez, R.; Ashrafizadeh, H.; Lopera, A.; Mertiny, P.; McDonald, A. A Review of Thermal Spray Metallization of Polymer-Based
Structures. J. Ther. Spray Tech. 2016, 25, 897-919. [CrossRef]

Syduzzaman, M.; Patwary, S.U.; Farhana, K.; Ahmed, S. Smart textiles and nano-technology: A general overview. . Text. Sci. Eng.
2015, 5, 1000181.

Sreeja Sadanandan, K.; Bacon, A.; Shin, D.-W.; Alkhalifa, S.ER.; Russo, S.; Craciun, M.E,; Neves, A LS. Graphene coated fabrics by
ultrasonic spray coating for wearable electronics and smart textiles. J. Phys. Mater. 2020, 4, 014004. [CrossRef]

Voyer, ]. Flexible and Conducting Metal-Fabric Composites Using the Flame Spray Process for the Production of Li-Ion Batteries.
J. Therm. Spray Techn. 2012, 22, 699-709. [CrossRef]

Giraud, D.; Borit, F; Guipont, V,; Jeandin, M. Metallization of a Polymer Using Cold Spray: Application to Aluminum Coating of
Polyamide 66. In Proceedings of the International Thermal Spray Conference, Houston, TX, USA, 21-24 May 2012.

Zhang, X.; Wang, X.; Lei, Z.; Wang, L.; Tian, M.; Zhu, S.; Xiao, H.; Tang, X.; Qu, L. Flexible MXene-Decorated Fabric with
Interwoven Conductive Networks for Integrated Joule Heating, Electromagnetic Interference Shielding, and Strain Sensing
Performances. ACS Appl. Mater. Interfaces 2020, 12, 14459-14467. [CrossRef]

Uzun, S,; Seyedin, S.; Stoltzfus, A.L.; Levitt, A.S.; Alhabeb, M.; Anayee, M.; Strobel, C.J.; Razal, ].M.; Dion, G.; Gogotsi, Y. Knittable
and washable multifunctional mxene-coated cellulose yarns. Adv. Funct. Mater. 2019, 29, 1905015. [CrossRef]

Gupta, S.; Chang, C.; Anbalagan, A.K,; Lee, C.-H.; Tai, N.-H. Reduced graphene oxide/zinc oxide coated wearable electrically
conductive cotton textile for high microwave absorption. Comp. Sci. Tech. 2020, 188, 107994. [CrossRef]

Kim, T.; Park, C.; Samuel, E.P; An, S.; Aldalbahi, A.; Alotaibi, F; Yarin, A.L.; Yoon, S.S. Supersonically Sprayed Washable,
Wearable, Stretchable, Hydrophobic, and Antibacterial rGO/AgNW Fabric for Multifunctional Sensors and Supercapacitors. ACS
Appl. Mater. Interfaces 2021, 13, 10013-10025. [CrossRef] [PubMed]

Zheng, X.; Nie, W.; Hu, Q.; Wang, X.; Wang, Z.; Zou, L.; Hong, X.; Yang, H.; Shen, J.; Li, C. Multifunctional RGO/TizC,Tx MXene
fabrics for electrochemical energy storage, electromagnetic interference shielding, electrothermal and human motion detection.
Mater. Design 2021, 200, 109442. [CrossRef]

Zheng, X.; Shen, J.; Hu, Q.; Nie, W.; Wang, Z.; Zou, L.; Li, C. Vapor phase polymerized conducting polymer/MXene textiles for
wearable electronics. Nanoscale 2021, 13, 1832-1841. [CrossRef] [PubMed]

Arumugam, S.; Li, Y; Liu, J.; Tudor, J.; Beeby, S. Optimized process of fully spray-coated organic solar cells on woven polyester
cotton fabrics. Mater. Today Proceed. 2018, 5, 13745-13752. [CrossRef]

Lin, F; Li, W,; Du, X,; Chen, N.; Wu, Y,; Tang, Y.; Jiang, J. Electrically conductive silver/polyimide fabric composites fabricated by
spray-assisted electroless plating. Appl. Surf. Sci. 2019, 493, 1-8. [CrossRef]

Zhao, H.; Tian, M.; Li, Z.; Zhang, Y.; Chen, Z.; Zhang, W.; Zhu, S.; Sun, Y.; Zhou, Z.; Qu, L. Robust sandwich micro-structure
coating layer for wear-resistant conductive polyester fabrics. Appl. Surf. Sci. 2019, 494, 969-976. [CrossRef]

Chen, D,; Liu, C.; Kang, Z. Thin copper hybrid structures by spray-assisted layer by layer chemical deposition on fabric surfaces
for electromagnetic interference shielding. Coll. Inter. Sci. Comm. 2021, 40, 100365.

Zhu, S.; Wang, M.; Qiang, Z.; Song, J.; Wang, Y.; Fan, Y.; You, Z; Liao, Y.; Zhu, M.; Ye, C. Multi-functional and highly conductive
textiles with ultra-high durability through ‘green’fabrication process. Chem. Eng. J. 2021, 406, 127140. [CrossRef]

Koshi, T.; Nomura, K.-I.; Yoshida, M. Resistance Reduction of Conductive Patterns Printed on Textile by Curing Shrinkage of
Passivation Layers. Micromachines 2020, 11, 539. [CrossRef] [PubMed]

Moiz, A.; Vijayan, A.; Padhye, R.; Wang, X. Chemical and water protective surface on cotton fabric by pad-knife-pad coating of
WPU-PDMS-TMS. Cellulose 2016, 23, 3377-3388. [CrossRef]

Zhu, C.; Li, Y,; Liu, X. Polymer interface molecular engineering for E-textiles. Polymers 2018, 10, 573. [CrossRef] [PubMed]
Yang, K.; Torah, R.; Wei, Y.; Beeby, S.; Tudor, ]. Waterproof and durable screen printed silver conductive tracks on textiles. Text.
Res. J. 2013, 83, 2023-2031. [CrossRef]


http://doi.org/10.3390/coatings11020190
http://doi.org/10.1177/0040517519842801
http://doi.org/10.1515/epoly-2021-0020
http://doi.org/10.1016/j.vacuum.2017.09.036
http://doi.org/10.1108/IJCST-03-2019-0045
http://doi.org/10.1007/s10854-018-8531-4
http://doi.org/10.1177/0040517511411966
http://doi.org/10.1007/s10854-018-0089-7
http://doi.org/10.1007/s11666-016-0415-7
http://doi.org/10.1088/2515-7639/abc632
http://doi.org/10.1007/s11666-012-9873-8
http://doi.org/10.1021/acsami.0c01182
http://doi.org/10.1002/adfm.201905015
http://doi.org/10.1016/j.compscitech.2020.107994
http://doi.org/10.1021/acsami.0c21372
http://www.ncbi.nlm.nih.gov/pubmed/33595267
http://doi.org/10.1016/j.matdes.2020.109442
http://doi.org/10.1039/D0NR07433K
http://www.ncbi.nlm.nih.gov/pubmed/33434252
http://doi.org/10.1016/j.matpr.2018.02.014
http://doi.org/10.1016/j.apsusc.2019.06.171
http://doi.org/10.1016/j.apsusc.2019.07.103
http://doi.org/10.1016/j.cej.2020.127140
http://doi.org/10.3390/mi11060539
http://www.ncbi.nlm.nih.gov/pubmed/32466466
http://doi.org/10.1007/s10570-016-1028-5
http://doi.org/10.3390/polym10060573
http://www.ncbi.nlm.nih.gov/pubmed/30966608
http://doi.org/10.1177/0040517513490063

Sensors 2021, 21, 3508 28 of 28

142.

143.

144.

145.

146.

147.

148.

149.

150.

Hossain, M.M.; Bradford, P.D. Durability of smart electronic textiles. In Nanosensors and Nanodevices for Smart Multifunctional
Textiles; Elsevier: Amsterdam, The Netherlands, 2021; pp. 27-53.

Luo, J.; Gao, S.; Luo, H.; Wang, L.; Huang, X.; Guo, Z; Lai, X,; Lin, L.; Li, RK,; Gao, ]. Superhydrophobic and breathable smart
MXene-based textile for multifunctional wearable sensing electronics. Chem. Eng. J. 2021, 406, 126898. [CrossRef]

Kazani, I.; Declercq, F.; Scarpello, M.L.; Hertleer, C.; Rogier, H.; Ginste, D.V.; De Mey, G.; Guxho, G.; Van Langenhove, L.
Performance study of screen-printed textile antennas after repeated washing. AUTEX Res. ]. 2014, 14, 47-54. [CrossRef]

Jiang, S.; Miao, D.; Li, A.; Guo, R,; Shang, S. Adhesion and durability of Cu film on polyester fabric prepared by finishing
treatment with polyester-polyurethane and aqueous acrylate. Fibres Poly. 2016, 17, 1397-1402. [CrossRef]

Montazer, M.; Shamei, A.; Alimohammadi, F. Stabilized nanosilver loaded nylon knitted fabric using BTCA without yellowing.
Prog. Org. Coat. 2012, 74, 270-276. [CrossRef]

Rotzler, S.; Krshiwoblozki, M.v.; Schneider-Ramelow, M. Washability of e-textiles: Current testing practices and the need for
standardization. Text. Res. J. 2021. [CrossRef]

Shuvo, LI; Decaens, J.; Lachapelle, D.; Dolez, PI. Smart Textiles Testing: A Roadmap to Standardized Test Methods for Safety and
Quality-Control. In Textiles for Advanced Applications; IntechOpen: London, UK, 2021.

Rathish, R.J.; Rajendran, S.; Christy, J.L.; Devi, B.S.; Johnmary, S.; Manivannan, M.; Rajam, K.; Rengan, P. Corrosion behaviour of
metals in artificial sweat. Open Corros. ]. 2010, 3, 38-44. [CrossRef]

Zhang, X.; Miao, D.; Ning, X.; Cai, M,; Tian, Y.; Zhao, H.; Jiang, S. The stability study of copper sputtered polyester fabrics in
synthetic perspiration. Vacuum 2019, 164, 205-211. [CrossRef]


http://doi.org/10.1016/j.cej.2020.126898
http://doi.org/10.2478/v10304-012-0049-x
http://doi.org/10.1007/s12221-016-6254-9
http://doi.org/10.1016/j.porgcoat.2012.01.003
http://doi.org/10.1177/0040517521996727
http://doi.org/10.2174/1876503301003010038
http://doi.org/10.1016/j.vacuum.2019.03.023

	Introduction 
	Conductive Textiles 
	Fabrication Techniques for Tailoring of Conductive Textiles 
	Printing of Metallic Inks 
	Screen Printing 
	Inkjet Printing 
	Lithography 

	Electroless Plating 
	Electrochemical Deposition 
	Vapour Deposition Techniques 
	Chemical Vapor Deposition (CVD) 
	Physical Vapor Deposition (PVD) 

	Spray Coating 

	Protection of Conductive Elements on Textiles 
	Conclusions 
	References

