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Figure S1. Modulus of neat MLG. Black symbols 20 g L MLG, red symbols 10 g L™* MLG,

and blue symbols 5 g L* MLG. Squares G’, triangles G, and circles complex viscosity.
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Figure S2. Sol-gel transitions for TEMPO-CNF/MLG systems as a function of MLG
concentration (cf. Table 1). a) first transition with 0.05 % (w/v) TEMPO-CNF, b) first
transition with 0.10 % (w/v) TEMPO-CNF, c) first transition with 0.20 % (w/v) TEMPO-
CNF, d) first transition with 0.25 % (w/v) TEMPO-CNF, e) second transition with 0.10 %
(w/v) TEMPO-CNF, and f) second transition with 0.20 % (w/v) TEMPO-CNF. Data for 0.15
% (w/v) TEMPO-CNF is shown in Figure 3. Lines between data points were generated by

using spline interpolation in MATLAB.

Page 3 of 5



,
T T U T I . . T - LI | T T I T
, q) | MLG (0.031 wi%) b) | MLG (0.625 wi%)
| |
| Frequency (rad/s) 1 Frequency (rad/s) |
| —— 0.16 0s | | —— 0.50 i
. IF —=— 0.25 .
O ot | 41 © s} |
G 06 | —— 0.63 4 & s |
< 05| —— 1.00 4 < osa} | n
S 04 =
& | S 03f | .
0.3 - | - |
02 f I - 02 : B
c ~0.053 wi%
e 0079 wit% | reweo ’
0.1 | | | |I | | 1 0.1 1 I | 1 | 1 | 1
0.04 0.05 006 0.07 0.08 0.09 0.1 0.15 0.2 0.04 0.05 006 0.07 0.08 0.09 0.1 0.15 0.2
TEMPO-CNF concentration, wt% TEMPO-CNF concentration, wt%
0.35 T - ™ 0.24 T T T ™
C) | Frequency (rad/s)] d) - | MLG (0.031 wi%) ]
—e— 0.06 1 2 ]
N | —— 0.10 1 0.22 = | ]
0.30 |- I ] = | Frequency (rad/s) ]
" ] - —— 0.06 .
) | 0.25 1 . onf | —— 0.10 3
@ 025 | 1 e N | 1
B 1 = - —e— (.25 7]
i':. N : ] i. 018 | l j
E 0.20 |- | 1 E - | ;
' ] 016 | I -
C | ] N | ]
0.15 |- | ] N | .
- MLG (0.016 wt%) 1 014 .
- :L p=0-14 Wi 1 s IL roaapo0-128 Wi ;
0.10 . - - 0.12 - : -
009 0.1 0.15 0.2 009 0.1 0.15 0.2
TEMPO-CNF concentration, wt% TEMPO-CNF concentration, wt%
0.22 T T T L
e) | MLG (0.063 wt%) ]
020 | | Frequency (rad/s)|
C | —e— 0.06 ]
o1s B | —— 0.10 ]
Qo N ]
= | —e— (.25 —
S e F .
oo - | 1
s = .
] - | .
0.14 | [ H
: ' ]
012 | | R
- le, ompo~0-117 wit% 1
0.10 C | ] L -
009 0.1 0.15 0.2

TEMPO-CNF concentration, wt%

Figure S3. Sol-gel transitions for MLG/TEMPO-CNF systems as a function of TEMPO-CNF
concentration (cf. Table 1). a) first transition with 0.031 % (w/v) MLG, b) first transition with
0.625 % (w/v) MLG, c) second transition with 0. 016 % (w/v) MLG, d) second transition with
0.031 % (w/v) MLG, and e) second transition with 0.063 % (w/v) MLG. Data for 0.125 %
(w/v) MLG is shown in Figure 4. Lines between data points were generated by using spline

interpolation in MATLAB.
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Figure S4. Scaling of crowding factor, N, with the number of MLG chains. The slope of the

linear fit is -2.73.
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