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Fig. S1. Measurements of bulk amide H T; relaxation time constants for amyloid fibrils formed
by WT and A51-91 huPrP23-144 containing different amounts of bound Cu?* as indicated in the
inset. The H T; values extracted from the data were as follows, WT: 652 + 6 ms, WT + 1 eq
Cu?*:204 +4 ms, WT + 2 eq Cu?:66 £ 1 ms, A51-91: 760 £ 4 ms, A51-91 + 1 eq Cu?*: 185 + 3

ms.

S2



1001 [

10- e 0

 (*N)(ppm)

120+ @ o @ Q

130+

65 60 55 50 45
0("*C)(ppm)

Fig. S2. Comparison of 2D *N-13Ca solid-state NMR spectra recorded for two independent
preparations of amyloid fibrils formed by huPrP23-144 containing one molar equivalent of bound
Cu?, illustrating the high degree of sample reproducibility. For experimental parameters see
main text and Fig. 3 caption.
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Fig. S3. AFM images (top) and 2D >N-3Ca solid-state NMR spectra (bottom) of fibrils formed by
huPrP23-144 containing two molar equivalents of bound Cu?* (blue contours). The NMR spectra
are overlaid with corresponding spectra of fibrils formed by huPrP23-144 containing one
equivalent of bound Cu?* (red contours) and A117V mutant of huPrP23-144 (green contours). For
experimental parameters see main text and Fig. 3 caption.
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