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Figure S1. 2D 'H-'H NOESY NMR spectrum of 1SO-t in CDCls.
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Figure S2. 2D 'H-'H NOESY NMR spectrum of 1SO-a in CDCla.
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Figure S3. 2D *H-'H NOESY NMR spectrum of 1SO-ac in CDCls.
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Figure S4. HR-MS spectrum of 1SO-t.
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Figure S5. HR-MS spectrum of 1SO-a.
ISO-ac
539.19525
P I Aol ol Il. r Illj .l. I-]n_ l-
500 520 540 560 580 600
m/z

Figure S6. HR-MS spectrum of 1SO-ac.

S4



poly(1SO-t) poly(ISO-a) poly(ISO-ac)

Figure S7. Sample images of Dynamic mechanical analysis.

Swelling tests and calculation of the crosslinking density
The swelling percentage was calculated from the mass changes using the following

equation (S1):
Swelling (%) = % x 100 equation (S1)
W1 and W> are the weight (g) of the initial sample and the weight of the sample

after immersion, respectively. Then, using the Flory—Rehner equation [Equations

(S2)—(S4)] and the results of the swelling test, the cross-linking density can be

calculated.
Mc = (1__‘) V’;‘)/i‘;i/;vrz equation (S2)
= 1+1Qm equation (S3)
V. = ZLMC equation (S4)

where M. is the molecular weight between the crosslinking nodes, ppis the

density of the polybenzoxazines (Vs is the molar volume of the solvent (Vs toluene
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=106.8 cm® /mol), y is the interaction coefficient between the
polybenzoxazines-solvent, which we took the hypothesis that y approximated to 0.5,
;. is the volume fraction of the polymer in the swollen specimen, Q,, is the

increased weight of polybenzoxazines in toluene, and V, is the cross-link density.

S6



