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Table S1 Effect of temperature fluctuations verified using pulse NMR spectroscopy.

Treatment Unannealed Annealed at Annealed at Annealed at

Sample 60°C 80°C 100°C
P . Fraction T, Fraction T, | Fraction T, | Fraction T

Fraction, T, 0 0 0 0

(%) (us) (%) (Ks) (%) (Ks) (%) (us)
Rigid 34.9 9.80 36.1 9.20 36.9 8.90 34.3 9.80
EVA9 | Intermediate 53.2 40.8 51.6 42.9 51.6 39.5 54,5 39.2
Mobile 11.8 216 12.3 242 11.5 221 11.2 214
Rigid 29.5 11.0 30.4 10.0 30.6 9.90 28.8 12.0
EVA14 | Intermediate 56.4 45.4 54 47.8 55.8 43.4 59.0 41.9
Mobile 14.1 242 15.6 262 13.6 233 12.2 216
Rigid 20.3 125 19.3 11.0 21.1 12.4 215 125
EVA28 | Intermediate 52.6 70.1 52.3 69.5 53.9 62.7 53.4 64.3
Mobile 27.1 379 28.5 375 25.0 329 25.2 335
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Ar.  Fraction of the rigid component
Ai:  Fraction of the intermediate component
Am: Fraction of the mobile component
Tor: T2 value for the rigid component
Toi: T2 value for the intermediate component
Tom: T2 value for the mobile component
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Figure S1. (a) The equation for the curve of best fit and (b) example of curve-fitting for a

relaxation decay curve recorded with a drawing time of 1000 ps for the EVA sample,

assuming three-component resolutions using the above-mentioned equation. The inset figure

depicts the deviation of the fitting value from the experiment value.
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Figure S2. DSC curves of the cooling process of EVA9 (black), EVA14 (red), and EVA28

(green).
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Figure S3. Thermal cycler protocols with repeated temperature fluctuations (a) between

25°C for 60 min and 37°C for 60 min, and (b) between 6°C for 60 min and 22°C for 60 min.
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Typical MG Box type MG imitate

Figure S4. A typical MG (left) and a box-type MG imitate (right) prepared from clear-

transparent Drufosoft® Type SQ EVA using the dental pressure laminate machine, Drufomat

SQ.
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Materials Assembly

Alumina plate

LXWxT=5x4x0.1cm Aluminum

tape

Teflon sheet
Thickness = ca. 0.05 mm

Drufosoft® film / Alumina plate
cut from the box type / Teflon sheet

MG imitate Drufosoft® film ﬁ <€— Drufosoft® film

\ Teflon sheet

) Alumina plate
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Figure S5. Schematic illustration of the preparation of thermal-treated samples for the

repeated thermal cycle experiments.
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