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Abstract: This work reports an encapsulated and flexible solid-state AIC screen printed on top of a
polyester—cotton textile. The proposed zinc-ion capacitor (ZIC) arrays were fabricated on top of a
polymer-coated polyester—cotton textile with solution-based processes and inexpensive electrodes
and electrolyte materials. This battery achieved an energy density of 0.47 uWh-cm~2 (per device
area) or 0.51 mWh-cm~2 (per active material area) in a galvanostatic cycling test between 0.1 V
and 1.8 V.
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1. Introduction

An e-textile is a combination of electrical and electronic devices with textiles; it can
be applied for personal electronics, healthcare, or emergency applications. In an e-textile
system [1], its electrical and electronic functions require a mechanically flexible, cost-
effective, and portable power supply and/or buffer device such as a printed solid-state
zinc-ion capacitor (ZIC).

A ZIC is an asymmetrical energy storage device. It stores electrical energy via both
electrical double-layer and redox charge transfer storage mechanisms. A ZIC is made
with a cathode of conductive and porous electrode such as carbon, a zinc metal anode,
and a charge separator filled with an ionic conductive electrolyte that transports metal
ions, triggering a faradic reaction [2]. It can be fabricated in the air at room temperature,
allowing for reduced fabrication complexity. A ZIC is an improved electrical energy device
for wearable electronics without occupying an excessive physical area. Previously, Gibertini
et al. [3] presented an inkjet-printed solid-state capacitor array on a polyurethane-coated
textile. It was fabricated with Ti3C, MXene as the electrode and current collector and
a LiCl half-aqueous half-organic gel polymer film as the electrolyte and encapsulation,
achieving areal capacitance of 0.89 mF-cm~2 and areal energy density of 0.08 pWh-cm 2,
but both values decreased to 61.7% after 140 charge/discharge cycles due to the reaction
between TizC; MXene and the water in the electrolyte. Zeng et al. [4] demonstrated a fully
printed ZIC array on a polyamide substrate with an alkaline-activated carbon cathode and
zinc anode on a sputter-coated gold collector pattern. It achieved an energy density of
8.2 uWh-cm~2 with a hydrogel electrolyte. The fundamental challenges of this device are
the use of hydrogel electrolytes that will degrade the device’s cycling stability, and the use
of sputter-coated gold as the device collector limits its scalability and design versatility.
Yong et al. [5] presented a zinc-ion capacitor fabricated on a polyester—cotton textile in
which a polymer separator membrane was present. The flexible encapsulated ZIC achieved
an area capacitance of 33mF-cm~2, an energy density of 8.5 tWh-cm~2, a power density of
1.22 mW-cm~2, and good bending stability. In this work, the use of a half-aqueous /half-
organic electrolyte is a potential drawback for energy storage design in e-textiles; the water
in the electrolyte will increase the encapsulation complexity and is the source of zinc anode
dendrite issues that reduce the ZIC’s lifetime.
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In this work, a flexible ZIC array was achieved on top of a polyester—cotton textile
surface. All material layers including the polymer interface, cathode anode, and current
collector were fabricated via the screen-printing technique. The ZIC was covered with a
full organic polymer electrolyte and encapsulated with a polymer film for energy storage
performance characterization.

2. Material and Fabrication Processes

The proposed ZICs were fabricated using solution-based processes and inexpensive
materials on polyester—cotton textiles (Figure 1). Firstly, a polyurethane layer followed by
an ethylene-vinyl alcohol copolymer (EVOH) layer was deposited on the textile (thickness
of 250 um) using the screen-printing process; these layers act as the interface layers to
smooth the textile’s uneven surface. Then, a silver current collector layer (Smart Fabric
Inks Ltd., Southampton, United Kingdom TC-C4001) was printed on top of the interface
layer and cured in a box oven (10 min at 120 °C). Both the carbon and zinc layers were
screen-printed onto the silver current collector layer and cured in a box oven (10 min at
100 °C). The carbon pastes contained activated carbon/carbon black powder (14.5 wt%),
binder (EVOH (8 wt%), and the solvent DMSO (78.5 wt%). The zinc paste contained zinc
powder (50 wt%), binder EVOH (5 wt%), and the solvent DMSO (45 wt%). Finally, a PEVA
film was mechanically compressed on top of the ZIC array with heat as part of the device
encapsulation process.
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Figure 1. Fabrication process of the encapsulated ZIC on the textile.

As shown in Figure 2, the flexible capacitor array consists of 8 ZICs and has a total
active area of approximately 0.016 cm? (total device area = 1.5 cm?). The ZIC array was
covered by an organic gel electrolyte with zinc triflate (0.45 M) in ethylene carbonate and
propylene carbonate and dried under vacuum for 30 min.
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Figure 2. (Left) Textile ZICs under bending. (Right) Schematic illustration of a single ZIC.

3. Results

The electrochemical performance of the textile ZIC arrays was assessed using a poten-
tiostat Autolab pgsatat101 (Metrohm Autolab, Utrecht, The Netherlands). Galvanostatic
cycling (GC) results were obtained at a cycling current of 25 mA-cm~?2 (per active mate-
rial area), and a cyclic voltammetry (CV) test was performed at 50 mV-s~! between 0.1
and 1.8 V.

Figure 3 (left) shows the CV test results after the first test cycle for the ZIC array
on the textile. There was no oxidation peak when charging the device from 0.1 to 1.8V,
which shows the presence of the carbon cathode. The reduction (discharging) peak appears
around 1 V. This is the typical voltage peak for the redox reactions in the zinc-ion energy
storage system. The cycling test in Figure 3 (right) is derived from the GC test. This
ZIC array demonstrated an areal energy density of 0.47 pWh-cm 2 (per device area) or
0.51 mWh-cm~2 (per active material area) between 1.8 and 0.1 V after three test cycles.
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Figure 3. (Left) CV test results. (Right) GC-derived voltage charge and discharge results of the
zinc-ion capacitor.

4. Conclusions

This work presents an encapsulated flexible ZIC array on a polyester—cotton substrate.
This energy storage device achieves an areal energy density of 0.47 uWh-cm~2 (per device
area) or 0.51 mWh-cm 2 (per active material area) between 1.8 and 0.1 V, with good bending
durability. In comparison with previous devices [3], the proposed zinc-ion capacitors are
directly printed on the textile, encapsulated, and tested without tube fitting. Future work
will include optimizing the formulation and fabrication method of the active materials
based on the printing technique for better electrochemical performance and durability. The
final device can be applied in a wide range of e-textile systems.
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