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Figure S1. '"H NMR spectrum of P(Eo31-co-VAco.s) (Table 1 entry 1, M, = 25500 g/mol, Fr =

0.31) in CDCl.
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Figure S2. COSY spectrum in DMSO-ds of P(E¢.:34-co-VAco.ss-co-DMOxo.11) prepared by

conventional radical polymerization (Table 1, entry 4).
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Figure S3. '"H NMR (a) and HSQC (b) COSY (c) spectra in DMSO-ds of P(E30-co-VAco 46-

co-DMOx0.24) (Table 1, entry 5).
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Figure S4. COSY spectrum in DMSO-ds of P(Eo.74-co-DMOx0.26) (Mn = 5100 g/mol, Fpmox=

0.26) prepared by conventional radical polymerization (Table 1, entry 7).
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Figure S5. SEC traces for the OMRP of E/VAc/DMOx with different compositions (a and b,
f°pmox = 0.2 and 0.4, respectively, Table 2 entries 1 and 2) and for the OMRP of E/DMOx (c)

(Table 2, entry 3).
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Figure S6. 'H NMR (a), COSY (b) and HSQC (c) spectra in DMSO-ds of P(E-co-VAc-co-
DMOx) (M, = 14500 g/mol, Fpmox = 0.25) prepared by OMRP (Table 2, entry 2). The final
copolymer was treated with TEMPO at the end of the OMRP in order to quench the reaction

and replace the terminal cobalt complex according a well-established procedure (see

Macromolecules 2005, 38, 5452-5458).
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Figure S7. '"H NMR (a), COSY (b) and HSQC (c) spectra in DMSO-ds of P(E¢34-co-VOHj ss-

co- AMBOy.11) obtained by hydrolysis of P(E¢.34-co-VAco.55-co-DMOx¢.11) (Table 1, entry 4).
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Figure S8. C{'H} NMR (a) and COSY (b) spectra of P(Eg30-co-VOHy.46-co-POx024) in

DMSO-de.
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Figure S9. FTIR spectra (a), '"H NMR (b) and HSQC (c) of P(Eo30-co-VOHg 46-co-POx24)

after acid treatment and partial hydrolysis of the oxazolidines functions.
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Figure S10. Frequency sweep experiment carried out on the EVOH gel resulting from the

crosslinking of P(Eo.30-co-VOHo.4s-co-AMBOy.24) with glutaraldehyde in ethanol. G’, G and

tan(o) are plotted as a function of ®.
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Figure S11. Thermogravimetric analysis (TGA) curves of the EVA (a) and EVOH (b)

derivatives.
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Figure S12. X-ray diffractograms of the P(E-co-VOH-co-AMBO) samples. The full width at

half maximum of ~5°20 indicates the absence of long range order characteristic of amorphous

materials.



