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Figure S1. X, Y, and Z components of the orientation vectors of the monomeric DHI units for: (a) the
pure DHI aggregate system (7 = 0%), and (b)-(q) the cross-linked DHI systems at the various # values

considered (10% ~ 70%) under cross-linking Schemes 1 and 2.
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Figure S2. The stress-strain curves from the mechanical tensile test in silico for: (a) the pure DHI
aggregate system, and (b)-(q) the cross-linked DHI systems at the various # values considered (10%

~70%) under cross-linking Schemes 1 and 2.
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Figure S3. Simulation snapshot of the pure DHI aggregate system highlighting hydrogen bonds in red
(O—H---0) and blue (N—H---N), while the bulk DHI melt is shown in grey.

(a) 300 (b) 300
X p . “ "
»50 | Pure Dimer Pty 250 | Pure Dimer !
- Scheme 1 o _— Scheme 2 : i
§ 200 - ? § 200 -
S i .. A S— Il L b
n 150 4 @& AA a 150 ‘.’ " ",
v > 0£AA A ) on
45 100 - O ¥ 5 100 - ”:"
v "} *X @ o%a,? *X
50 - n" LR 50 - 0; s =Y
AZ k{ AZ
0 ] L I ] o —~ L) T T T
0 001 002 003 0.04 0.05 0 0.01 0.02 0.03 0.04 0.05
Strain (m/m) Strain (m/m)

Figure S4. The stress-strain curves from the mechanical tensile test in silico for pure dimer systems

formed under cross-linking Schemes 1 (a) and 2 (b).
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