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Figure S1. Temperature-dependent, 197-nm excited UVRR spectra of sk cyt ¢ at pH 3.0,
showing loss of intensity in the signals from backbone amide, Tyr and Phe bands. Assignments'” are

indicated in the top spectrum.
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Figure S2. 197-nm excited UVRR spectrum of 44 cyt ¢ (pH 3.0). For secondary structure analysis
the interfering bands from Tyr and Phe are suppressed by subtracting aqueous Tyr and Phe spectra at the
appropriate molar concentration. Subtraction is inexact because of the altered cross-sections in the
protein, but is sufficient to reliably expose backbone features, particularly in the central 1200-1500 cm™

region.

S3



1014 W16

20°C

800 1000 1200 1400 1600
Raman Shift (cm™)

Figure S3. Temperature-dependent, 229 nm-excited UVRR spectra of 44 cyt ¢ at pH 3.0, showing

loss of intensity in the signals from Tyr and Trp. Assignments are indicated in the top spectrum.'?
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Figure S4. 220 nm—excited UVRR spectrum of Ak cyt ¢ in D,O, showing the 1408 cm™ HisD,"
band.
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