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Figure S1. TEM images of (a) PANI, (b) CMCNT, and (c) GO. (d) Particle-size distributions of
PANI, CMCNT, and GO.



Figure S2. (a) SEM images of the WPF/CNC aerogel. (b) Enlarged SEM image of the section
enclosed by the red dashed box in panel (a). TEM images of (c¢) 10 times LbL assembly of
PANI/CMCNT and (d) PANI/GO on the nanofibers formed by CNC at a small magnification.
Corresponding elemental mapping images of N from SEM/EDS image of (¢) (PANI/CMCNT),q
and (f) (PANI/GO);o on CNC nanofibres.
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Figure S3. Typical nitrogen adsorption/desorption isotherms (a) and pore size distributions
of the aerogels (b) for the WPF/CNC aerogel, the (PANI/CMCNT),, aerogel, and the
(PANI/GO)y aerogel.
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Figure S4. (a) Atomic percentages in the WPF/CNC, (PANI/CMCNT);y, and
(PANI/GO);y aerogels. (b) High-resolution XPS Cls spectrum of the WPF/CNC aerogel,
and its deconvolution. High-resolution XPS Nls spectra of (c) the (PANI/CMCNT)
aerogel and (d) the (PANI/GO), aerogel, and their deconvolutions.

(b) 180

160

140 4
—B—(PANI/CMCNT), aerogel
—8—(PANI/RGO),  aerogel

120 4
100 4
80 4
60

40
g—N—n
S :-—._-
0-0-0-9_ o N-_ o
204 ‘I'. o0 ® ®-0-4. ._: L]

-Z"'(ohms)

0 T T T T T T T
0 20 40 60 80 100 120 140 160 180

Z'(ohms)

Figure S5. (a) Representative photographic image of a compressed aerogel film. (b)
Nyquist plots for the (PANI/CMCNT);o and (PANI/RGO);, acrogel electrodes under three-

electrode testing conditions.



(

QO
~
—_—

(=)}
~—

150 4 /0 — 150+ C
& °/

(mA cm?®)
3
o\

(mA cm®
3
\

max
[4.]
o

1

(2]

(=]

1
0\

max

o
n

Current Density
/o’

Current Density
8 o
/0’

504

-100+ \
.

=Y

a

=]
A
a
=]

¥ \J T " L " T LJ . T . T % T
0 50 100 150 200 50 100 150 200

0
Scan rate (mVs”) Scan rate (mVs™)
(c) 1 (d)
0.8 —3.125 mA cm 0.8 ——1.875mA cm”
: ——3.750 mA cm” = ——2.500 mA cm”
4.375 mA cm” 4 3.750 mA cm”
———5.000 mA cm” f ——5.000 mA cm”
s L s2s0maem’ | S 0-84 6.250 mA om
s e 7.500 mA cm” = ] | ——7.500 mA cm”
= = /
g 0.44 8 0.4+
& g
0.2 0.2
0.0-— T T r T T 0.0 T 7 — t T
0 200 400 600 800 1000 1200 0 200 400 600 800 1000 1200
(e) 30 Time (s) (f) Time (s)
1 5mvs”’ 0.8] 3750mA cm? —— (PANI/CMCNT),  aerogel
§ 204 i —— (PANIIRGO),  aerogel
£ —(FANIJ‘CMCNT)W aerogel
[T o
= (PANI/RGO), _aerogel
< 104 b = 0.6-
E =
= s
o
= o =
2 S 0.4
a ] B
w 104 o 4
c
2 0.2‘|
S 204
(6] 4
-30 T T T T T 0.0 E T T T 3 T L T Y
0.0 0.2 0.4 0.6 0.8 0 200 400 600 800 1000
Potential (V) Time (s)

Figure S6. Maximum current vs. scan rate for (a) the (PANI/CMCNT);o and (b) the
(PANI/RGO), aerogel electrodes determined from their corresponding CV curves. GCD
curves for (c) the (PANI/CMCNT);o and (d) the (PANI/RGO),, aerogel electrodes at
different current densities. (¢) CV curves for the (PANI/CMCNT);q and (PANI/RGO);,
aerogel electrodes at a scan rate of 5 mV s'!. (f) GCD curves of the (PANI/CMCNT);, and
(PANI/RGO);, aerogel electrodes at a current density of 3.750 mA cm2. All data were
acquired under three-electrode testing conditions.
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Figure S7. (a) Mass loadings and (b) conductivities of the (PANI/CMCNT), and
(PANI/RGO), aerogels as functions LbL number.
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Figure S8. CV curves of the (a) (PANI/CMCNT), and (b) (PANI/RGO), aerogel
electrodes acquired at a scan rate of 20 mV s! as functions of LbL number. GCD curves of
(c) the (PANI/CMCNT), and (d) (PANI/RGO), aerogel electrodes at a current density of
1.000 mA c¢cm2 as functions of LbL number. All data were acquired under two-electrode
testing conditions.
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Figure S9. (a) Nyquist plots for the (PANI/CMCNT);q, and (PANI/RGO);, aerogel
electrodes. (b) Areal capacitances of the two aerogel electrodes at different current
densities. CV curves for (c) the (PANI/CMCNT),o and (d) the (PANI/RGO),, aerogel

electrodes during cycle-stability testing. All data were acquired under two-electrode testing
conditions.
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Figure S10. Representative photographic images of an electrode in its (a) normal and (b)
bent state. CV curves of (c) the (PANI/CMCNT),, and (d) the (PANI/RGO),, aerogel
electrodes during flexibility testing.



