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Figure S1. Images of the films obtained for SF:RHD films at different ratios. SF and RHD
initial concentrations (in aqueous solution) used for film formation are indicated. For

comparison, image of the pristine SF film is also shown.
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Figure S2. Deconvolution of the amide I bands of the films reported in Figure 2.
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Figure S3. CD spectra of SF films. SF film prepared from 100 pL of 2.4 uM SF solution
spread on 1x1.5 cm quartz surface (black line); SF film treated with alcohol (red line); the
amplitude of SF film has been normalized to that of SF film treated with alcohol (black
dashed line) to highlight changes in spectral shape. CD spectrum of the pristine SF film
exhibits a broad negative band at 216 nm and a positive band at 190.5 nm, while, after alcohol
treatment, a narrower and more intense negative band is observed at 217.6 nm with a positive
band at 194.1 nm. Almost identical CD spectra were obtained for insulin amyloid fibrils (M.
Bouchard, J. Zurdo, E. J. Nettleton, C. M. Dobson, C. V. Robinson, Protein Sci 2000, 9,
1960) thus confirming that silk fibroin can be considered a good model of -amyloid fibril

formation.
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Figure S4. Absorption spectrum of a pristine SF film
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Figure S5. Fluorescence emission (Aexe = 275nm, blue line; Aexe = 407 nm, red line) and

fluorescence excitation (Aey = 305nm, black line; A, = 450nm, green line) spectra of SF film.
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Figure S6. Fluorescence excitation spectra of SF:RHD films at different molar ratios (1:0,
blue dotted line; 1:0.5 black line; 1:1 green line; 1:5 red line; 1:10 pink line; 1:20 grey line;

0:1 red dashed line).
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Figure S7. Concentration dependence of the fluorescence quantum yield and lifetime of RHD

in the various SF:RHD films. Solid squares and open circles represent Q¢/Q and to/t,

respectively.
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Figure S8: Demountable sandwich cell for fluorescence measurements of hydrated SF:RHD
films. Teflon plate of 0.3 mm thickness with a square hole is sandwiched between two quartz
plates to prevent evaporation of the hydrated samples. The thin hydrated film was positioned
in the gap created by teflon plate. The cell holder is shown in a front (left picture) and side

view (right picture).
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