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Figure S1: Acceleration of melanin synthesis by Pmell7:RPT fibrils. A time course of
melanin synthesis in vitro shows that P1, P2 and P3 fibrils enhance the rate of melanin
formation when compared with no fibrils (control). Assays followed the protocol
described by McGlinchey et al. (Proc. Natl. Acad. Sci. U. S. A., vol.106, pp. 13731-
13736, year 2009). Briefly, P1, P2 or P3 fibrils (9.0 uM) were added to 5 mM DL-
DOPA in 0.20 mL of 20 mM K acetate buffer, 100 mM NaCl, pH 5.0. Tyrosinase (2 j.g)
was added to initiate the reactions, followed by incubation at 37° C with agitation (600
rpm). Reactions were stopped by centrifugation, and pellets containing the melanin
product were resuspended in 1 M NaOH and heated at 60° C for 5 min. Absorbance at
400 nm was used to measure melanin concentration. Synthetic melanin was used to
calibrate the absorbance. P1, P2, and P3 fibrils in these assays were aliquots of the
samples used for solid state NMR measurements.
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Figure S2: 2D H-3C INEPT spectra of Pmel17:RPT fibrils. Spectra for P1 (a) and P2
(b) fibrils are shown, in which signals arise from a subset of residues outside the fibril
core that are highly mobile. Residue-type assignments are based on random coil chemical
shifts for various residues types, and are therefore the same in both spectra. Unique
assignments for N7 and D126 are possible because the Pmell7:RPT sequence contains
single Asn and Asp residues. Residues that precede a Pro are indicated by "p"; "a", "b",

"g", "d", and "e" indicate signals from a-, -, y-, 6-, and e-carbons.
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Figure S3: Representative regions of 2D *>N-3C planes from 3D CONCA, NCACX, and
NCOCX spectra of P2 fibrils. These regions display the sequential connections among
chemical shifts for residues 96-103. For each residue K, regions that contain signals at
the *3C,, chemical shift of residue k are shown. The CONCA region contains signals at
the **CO chemical shift of residue k-1 (t; dimension, not shown), the *®N chemical shift
of residue k (t, dimension), and the **C,, chemical shift of residue k (t; dimension); the
NCACX region contains signals at the backbone *°N chemical shift of residue k (t;
dimension), the *C, chemical shift of residue k (t, dimension, not shown), and the
backbone **CO, *C,. and sidechain **C chemical shifts of residue k (t; dimension); the
NCOCX region contains signals at the backbone N chemical shift of residue k+1 (t;
dimension), the backbone **CO chemical shift of residue k (t, dimension, not shown), and
the backbone **CO, **C,,. and sidechain **C chemical shifts of residue k (t; dimension).
Assignments for residues 86-111 were determined unambiguously by the Monte
Carlo/simulated annealing algorithm in the program MCASSIGN2.
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Figure S4: Secondary chemical shifts in Pmell7:RPT fibrils. Secondary shifts (i.e.,
differences between experimentally determined **C shifts and random coil values) are
shown for the unambiguously assigned residues of P1 (a), P2 (b) and P3 (c) fibrils.
Results are shown for backbone *CO (open bars), **C, (solid bars), and **C; (striped
bars) sites. Red lettering indicates residues with secondary shifts that indicate non-3-
strand conformations. Note that secondary chemical shifts for Gly residues do not
correlate with secondary structure, so conclusions can not be drawn for Gly residues.



Figure S5:  Measurements of *C-3C
dipole-dipole couplings in Pmell7:RPT
fibrils. The fibrils were *C-labeled only at
backbone carbonyl sites of all Met
(triangles) or all Leu (circles) residues.
Measurements  were  performed on
lyophilized fibrils (a) and on fibrils that
were rehydrated by addition of H,O to the
lyophilized samples within the MAS rotors
(b). Solid symbols are the raw
o — experimental data, with signal amplitudes
il at zero dipolar evolution time normalized
to 100. Curves are ideal numerical

13C NMR signal (arb. units)

2 simulations for linear chains of dipole-
= M 1 coupled *C nuclei with the indicated
g o * | spacir)gs. Hollow symbols are the
= 8 experimental data after subtraction of
5 , \\ : signal  contributions  from  natural-
e ] okl ~~. | abundance ®C nuclei at carbonyl and
= ;0.‘;\. - ‘&._%gﬂ '_ _________ : w carboxyl sites. Natural-abundance
O : o %s06s contributions are assumed to decay linearly
¥ d to 70% of their initial values over the full
0 10 20 30 40 50 60 70 76.8 ms evolution time, as indicated by
13¢-13C dipolar evolution time (ms) measurements on unlabeled samples. In

the lyophilized samples, natural-abundance
signals for Met-labeled and Leu-labeled samples are taken to be 24% and 35% of the
total **C NMR signals, respectively, calculated from the 1.1% natural-abundance level
and the numbers of labeled and unlabeled carbonyl and carboxyl sites in Pmel17:RPT. In
the rehydrated samples, natural-abundance signals for Met-labeled and Leu-labeled
samples are taken to be 45% and 20%, respectively, adjusted to cancel experimental
signal components that apparently decay slowly in the PITHIRDS-CT data. In the
lyophilized state, it is reasonable to assume that all carbonyl and carboxyl sites contribute
to the data, regardless of whether these sites are in the cross-f structure of the fibrils. In
the rehydrated state, it is reasonable to assume that only sites in the cross-p structure
contribute to the data. The observation that the major fraction of the signal from
rehydrated fibrils decays on the 30 ms time scale characteristic of 5 A 3C-*C distances
is consistent with a parallel B-sheet structure in Pmel17:RPT fibrils.



Table S1: Signals from 3D solid state NMR spectra of P1 fibrils, used as input for

MCASSIGN2. Each row is one multidimensional signal. Columns are chemical shifts
(in ppm) of backbone amide nitrogens, a.-carbons, carbonyl carbons, B-carbons, and y-
carbons, uncertainties in the chemical shifts, signal degeneracies, and possible residue-
type assignments. Absent values are indicated by #.

NCACX spectrum

v(N) v(Ca) v(C) v(Cb) v(Cg) &(N) §(Ca) () §(Ch) 5(Cg) deg. type
113.4 56.4 1737 # # 04 02 03 # # 1 K
1140 59.0 1747 # # 03 02 03 # # 1V
1185 54.0 1746 427 # 03 02 03 03 # 1 M
104.0 454 1713 # # 04 02 03 # # 1 G
1138 615 1734 713 210 03 02 03 03 03 1T
1173 611 1731 692 # 03 02 03 02 # 1T
1222 545 1744 46.0 # 03 02 03 02 # 1 L
121.3 499 1743 204 # 03 02 03 02 # 1 A
118.0 54.1 1746 322 # 03 02 03 02 # 1 E
1181 61.4 1728 67.8 # 03 02 03 03 # 1T
1247 495 1739 233 # 03 02 03 02 # 1 A
120.3 50.1 1743 220 # 03 02 03 02 # 1 A
1221 549 1740 # # 03 02 03 # # 1 R
1215 603 1742 415 # 03 02 03 03 # 11
1243 56,5 1740 633 # 04 03 04 02 # 1 S
1215 542 1736 326 # 03 02 03 04 # 1 QE
118.1 614 1726 712 # 03 02 03 06 # 1T
123.0 539 1740 # # 03 04 03 # # 1 M
122.0 616 173.7 # # 03 02 03 # # 1V
120.0 56.6 173.0 651 # 03 02 03 02 # 1S
1144 543 1756 642 # 03 02 03 02 # 1S
1115 603 1743 363 219 04 03 04 06 04 1V
117.0 552 1733 649 # 03 02 03 04 # 1S
1223 607 1735 352 221 04 03 04 04 04 1V
1204 53.8 1747 338 # 03 02 03 03 # 1 QEMKR
121.8 614 1738 708 # 03 02 03 03 # 1T
121.8 614 1735 705 # 04 03 04 02 # 1T
118.8 545 1747 # # 04 03 04 # # 1 QE
122.0 53.8 1745 321 # 03 02 03 03 # 1 QEKRMW
1215 546 1736 339 # 04 03 04 04 # 1 QEKRMW
118.0 493 1728 # # 03 02 03 # # 1 AG
107.6 602 1723 76.0 # 03 02 03 03 # 1T
1214 605 1744 355 205 04 03 04 02 04 1V
1252 609 1741 350 208 03 02 03 02 04 1V
1244 612 1740 350 220 04 02 03 02 04 1V
1235 540 1730 318 # 06 02 03 03 # 1 E
1186 58.8 1700 334 # 03 02 03 05 # 1V
1229 539 1751 # # 03 02 03 # # 1 M
1214 595 1746 365 208 04 05 04 03 03 1V



NCOCX spectrum

v(N) v(Ca) v(C) w(Cb) w(Cg) &(N) &(Ca) &(C) 5&(Cb) §(Cg) deg. type
113.7 56.2 173.9 # # 0.3 02 03 # # 1 K
103.6 54.0 1748 422 # 0.5 0.2 03 0.4 # 1 M
1140 455 1712 # # 0.3 0.2 0.3 # # 1 G
1171 614 1735 712 211 03 0.2 03 0.4 0.4 1 7T
1221 609 173.0 691 # 0.3 02 03 0.2 # 1 7T
121.0 545 1744 # # 0.3 02 03 # # 1 L
1180 50.1 1745 205 # 0.3 02 03 0.3 # 1 A
1245 61.3 1726 67.9 # 0.3 02 03 0.2 # 17T
1205 494 1740 235 # 0.3 0.2 03 0.3 # 1 A
120.6 50.0 174.4 # # 0.3 0.2 03 # # 1 A
113.3 549 173.7 327 # 0.3 0.2 03 0.4 # 1 R
125.3 604 1743 412 # 0.3 0.2 03 0.4 # 1 1
125.0 56.5 1735 633 # 0.4 03 04 0.4 # 1 S
121.8 60.8 174.6 # # 0.3 02 03 # # 1V
1181 616 172.6 # # 0.4 03 04 # # 1 7T
1215 56.5 172.8 652 # 0.5 02 03 0.3 # 1 S
1176 542 1753 643 # 0.3 0.2 03 0.3 # 1 S
116.3 59.2 175.0 # # 0.4 0.2 03 # # 1V
122.1 621 173.9 # # 0.3 0.2 03 # # 1 P
1229 552 173.0 645 # 0.3 0.2 03 0.4 # 1 S
122.1 60.6 1734 # # 0.4 03 04 # # 1V
123.2 539 1745 # # 0.3 02 03 # # 1 E
119.0 53.7 1749 33.8 # 0.4 02 04 0.4 # 1 QEMKRW
122.3 54.0 173.9 # # 0.3 02 03 # # 1 QE
121.3 612 1740 71.0 # 0.3 02 03 0.3 # 17T
121.2 616 1732 705 # 0.4 03 04 0.2 # 17T
1241 61.3 1726 70.2 # 0.3 0.2 03 0.2 # 17T
118.8 61.1 175.2 # # 0.4 03 04 # # 1V
119.7 53.6 1746 32.0 # 0.3 0.2 03 0.4 # 1 QEMKRW
107.8 49.3 1729 # # 0.3 0.2 03 # # 1 AG
118.0 604 1723 # # 0.3 02 03 # # 1 VPT
1226 60.8 1742 352 # 0.3 02 03 0.4 # 1V
1186 609 1741 34.6 # 0.3 02 03 0.4 # 1V
1241 53.9 173.0 # # 0.4 0.2 03 # # 1 E
121.0 59.9 1746 359 # 0.4 03 04 0.4 # 1V
116.9 614 174.0 # # 0.3 0.2 03 # # 1V
109.6 53.9 174.8 # # 0.5 04 04 # # 1 M



CONCA spectrum

v(N) v(Ca) v(C) w(Cb) w(Cg) &(N) &(Ca) &(C) 5&(Cb) §(Cg) deg. type
1139 56.2 173.8 # # 0.4 02 03 # # 1 K
1139 59.0 173.7 # # 0.3 0.2 03 # # 1V
118.6 53.8 174.3 # # 0.3 0.2 0.3 # # 1 M
104.1 454 174.9 # # 0.4 0.2 03 # # 1 G
1141 614 1713 # # 0.3 0.2 03 # # 17T
1171 60.8 1735 # # 0.3 02 03 # # 1 7T
1221 54.6 173.4 # # 0.3 02 03 # # 1 L
121.0 50.1 1743 # # 0.3 02 03 # # 1 A
1181 539 1744 # # 0.3 02 03 # # 1 E
1184 61.2 1725 # # 0.3 0.2 0.3 # # 17T
1246 494 1724 # # 0.3 0.2 03 # # 1 A
120.6 50.1 1739 21. # 0.3 0.2 03 0. # 1 A
117.8 611 1729 # # 0.3 0.2 03 # # 1 VT
1219 604 1731 # # 0.3 02 03 # # 1 1
1244 609 173.8 # # 0.4 03 04 # # 1V
121.8 54.8 174.4 # # 0.3 02 03 # # 1 QEKRMW
122.3 61.6 173.8 # # 0.3 0.2 03 # # 1V
122.1 53.6 173.8 # # 0.3 0.2 03 # # 1 QEMKRW
120.0 56.5 173.6 # # 0.3 0.2 03 # # 1 S
1145 542 1735 # # 0.3 0.2 03 # # 1 S
116.8 619 174.9 # # 0.4 02 03 # # 1 P
116.8 55.1 173.9 # # 0.3 02 03 # # 1 S
1224 609 173.9 # # 0.4 03 04 # # 1V
123.1 543 174.8 # # 0.3 04 03 # # 1 M
1216 61.3 1743 # # 0.4 04 04 # # 1 VT
121.8 614 1734 # # 0.6 0.6 0.6 # # 17T
121.0 60.8 174.6 # # 0.3 0.2 03 # # 1V
123.2 54.0 1733 # # 0.3 02 03 # # 1 E
118.0 49.3 1755 # # 0.3 02 03 # # 1 AG
1079 60.2 172.8 # # 0.3 02 03 # # 1 TP
1244 609 1734 # # 0.3 02 03 # # 1V
1254 61.0 1743 # # 0.3 0.2 03 # # 1V
1212 59.1 1745 # # 0.4 03 04 # # 1V
1185 58.8 175.0 # # 0.4 03 04 # # 1V
109.4 54.0 174.8 # # 0.5 04 05 # # 1 S
120.3 53.8 174.4 # # 0.5 04 05 # # 1 Q



Table S2: Signals from 3D solid state NMR spectra of P2 fibrils, used as input for

MCASSIGN2. Each row is one multidimensional signal. Columns are chemical shifts
(in ppm) of backbone amide nitrogens, a.-carbons, carbonyl carbons, B-carbons, and y-
carbons, uncertainties in the chemical shifts, signal degeneracies, and possible residue-
type assignments. Absent values are indicated by #.

NCACX spectrum

v(N) v(Ca) v(C) v(Cb) v(Cg) &(N) §Ca) d(C) &(Ch) 5(Cg) deg. type
129.7 542 1756 449 291 03 02 03 03 03 1L
1183 557 1747 644 # 03 02 03 02 # 1S
108.4 47.8 1723 # # 03 02 03 # # 1 G
116.9 49.6 1765 171 # 03 02 03 02 # 1 A
1194 59.8 1773 272 351 03 02 03 03 03 1 Q
1247 614 1758 335 219 03 02 03 03 03 1V
1140 56.3 173.7 293 # 03 02 03 06 # 1 WQEKR
119.2 534 1743 333 # 03 02 03 06 # 1 QEMKR
1254 541 1738 # # 03 02 03 # # 1 QEMKR
1256 612 1741 354 215 04 02 03 03 03 1V
1256 611 1755 424 286 03 02 03 03 03 11
1147 487 173.7 # # 03 02 03 # # 1 G
121.8 622 1740 704 # 03 02 03 04 # 1T
125.1 495 1752 242 # 03 02 03 02 # 1 A
125.8 50.1 1752 214 # 03 02 03 02 # 1 A
1172 616 1739 706 213 03 02 03 05 04 1T
1232 622 1711 716 218 03 02 03 04 04 1T
1257 617 1739 695 209 03 02 03 04 03 1T
1124 605 1747 360 214 03 02 03 03 03 1V
1151 539 1755 657 # 03 02 03 05 # 1S
117.0 557 1727 651 # 03 02 03 03 # 1S
1248 618 173.7 702 215 04 02 03 03 08 1T
1253 616 1749 334 207 03 02 03 03 03 1V
116.8 53.7 173.7 329 # 03 02 03 05 # 1 QEMKR
123.8 49.1 1752 229 # 03 02 03 02 # 1 A
1180 632 # # # 05 02 # # # 1 P
121.3 54.0 1751 325 # 03 02 03 06 # 1 QEMKRW
1242 615 1744 698 226 03 02 03 03 03 1T
1256 541 1738 451 285 03 02 03 06 04 1L
1142 613 # # # 03 02 # # # 1 VIT
108.4 48.7 1743 # # 03 02 03 # # 1 G
119.1 542 1747 379 # 03 02 03 05 # 1 MQE
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NCOCX spectrum

v(N) v(Ca) w(C) v(Cb) w(Cg) &(N) §(Ca) &(C) §(Ch) &(Cg) deg. type
1182 542 1754 449 289 03 02 03 04 05 1L
108.6 558 1747 644 # 03 02 03 03 # 1S
121.6 477 1722 # # 03 02 03 # # 1 G
1195 497 1766 171 # 03 02 03 02 # 1 A
1247 59.8 1773 272 351 03 02 03 03 05 1 Q
1259 614 1758 335 217 03 02 03 04 04 1V
1122 563 1736 # # 03 02 03 # # 1 WQEKR
1144 533 1742 334 # 03 02 03 05 # 1 QEMKR
1254 614 173.8 353 # 03 02 03 04 # 1V
1259 541 173.8 33.0 # 03 02 03 05 # 1 QEMKRW
1257 611 1755 423 286 03 02 03 04 05 11
101.9 486 1736 # # 03 02 03 # # 1 G
116.9 496 1751 241 # 03 02 03 04 # 1 A
116.9 50.1 1750 213 # 03 02 03 04 # 1 A
121.8 618 173.7 713 215 03 02 03 05 04 1T
1253 623 1713 716 218 03 02 03 03 03 17T
1252 615 1741 694 209 03 02 03 04 05 17T
121.3 604 1748 357 213 03 02 03 04 05 1V
114.7 540 1753 658 # 03 02 04 03 # 1S
1255 55.6 1728 648 # 03 02 03 03 # 1S
1235 623 1742 702 206 03 02 03 04 04 1T
1172 612 1739 330 216 04 02 03 05 04 1V
1243 616 1737 702 215 04 02 03 05 06 17T
1296 614 1747 334 206 03 02 03 03 03 1V
119.0 53.7 1737 328 # 03 02 03 05 # 1 QEMKR
125.7 541 173.8 457 # 03 02 03 04 # 1 L
116.9 492 1751 228 # 03 02 03 04 # 1 A
1185 613 1748 698 226 03 02 03 04 04 1T
1235 63.4 1722 # # 03 02 03 # # 1 P
119.1 614 1743 698 225 03 02 03 03 03 17T
1248 618 1724 712 # 04 03 04 04 # 17T
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CONCA spectrum

v(N) v(Ca) w(C) v(Cb) w(Cg) &(N) d(Ca) &(C) 8(Chb) &(Cg) deg. type
129.6 542 1747 452 # 03 02 03 04 # 1L

1185 558 1753 644 # 03 02 03 05 # 1S

1085 47.7 1747 # # 03 02 03 # # 1 G

116.8 49.6 1751 # # 03 02 03 # # 1 A

1195 59.8 1765 # # 03 02 03 # # 1 Q

1245 615 1774 335 # 03 02 03 04 # 1V

1122 60.4 1736 36.0 # 03 02 03 04 # 1V

119.0 53.4 1742 # # 03 02 03 # # 1 QEMKR
126.1 614 1757 353 # 04 02 03 04 # 1V

1255 61.0 1724 423 285 03 02 03 05 04 11

1215 621 1739 # # 03 02 03 # # 1 VT

1146 486 1758 # # 03 02 04 # # 1 G

1249 49.4 1712 # # 03 02 03 # # 1 A

1258 50.1 1736 211 # 03 02 03 04 # 1 A

1140 56.3 1742 # # 03 02 03 # # 1 SMEQWKR
123.1 621 1740 715 # 03 02 03 04 # 17T

126.0 615 1757 693 # 03 02 03 04 # 17T

1256 615 173.8 333 # 03 02 03 04 # 1V

1215 62.4 1722 # # 03 02 03 # # 1 TV

1259 539 1734 457 # 03 02 03 07 # 1L

1254 616 1739 # # 08 08 08 # # 1 VT

1239 49.2 1718 # # 03 02 03 # # 1 A

116.6 53.7 1753 # # 03 02 03 # # 1 LQEMWKR
117.1 56.6 1754 # # 03 02 03 # # 1 SQEMWKR
1170 618 1742 # # 03 02 03 # # 1 VT

1183 63.1 1752 # # 03 02 03 # # 1 PT

121.7 541 1747 # # 03 02 03 # # 1 QEMKRW
1252 540 1718 # # 03 02 03 # # 1 MQEWKR
119.3 542 1736 # # 03 02 03 # # 1 MQE
1243 612 1735 698 # 03 02 03 05 # 1T

116.9 55.6 1738 # # 03 02 03 # # 1 SQEMWKR
1140 612 1766 # # 03 02 03 # # 1 VT

1153 542 1750 # # 03 02 03 # # 1S

1255 615 1737 69.7 # 03 02 03 04 # 1T

108.8 485 1747 # # 04 04 04 # # 1 G



Table S3: Signals from 3D solid state NMR spectra of P3 fibrils, used as input for

MCASSIGN2. Each row is one multidimensional signal. Columns are chemical shifts
(in ppm) of backbone amide nitrogens, a.-carbons, carbonyl carbons, B-carbons, and y-
carbons, uncertainties in the chemical shifts, signal degeneracies, and possible residue-
type assignments. Absent values are indicated by #.

NCACX spectrum

v(N) v(Ca) v(C) v(Cb) v(Cg) &(N) §(Ca) () §(Ch) 5(Cg) deg. type
1171 616 1733 707 208 03 03 02 04 04 1T

108.6 44.0 1722 # # 03 01 01 # # 1 G

1144 537 1743 395 # 03 01 01 03 # 1 MQE
1155 587 1698 687 224 03 03 03 03 03 1T

131.8 609 # # # 03 03 # # # 1 P

120.6 50.4 1751 211 # 03 02 02 02 # 1 A

1176 604 1761 358 224 03 03 03 03 03 1V

1239 56.2 173.7 632 # 03 01 03 03 # 1S

1246 59.9 173.7 416 # 03 05 03 03 # 11

122.7 53.8 1749 439 # 03 04 12 04 # 1L

1128 554 177.2 648 # 03 04 04 04 # 1S

116.0 48.6 1746 # # 03 03 02 # # 1 G

1195 608 1736 709 211 03 02 02 03 03 1T

121.9 52.0 1723 160 # 03 02 02 04 # 1 A

116.4 493 1755 23.0 # 03 01 03 04 # 1 A

1204 608 1725 719 218 05 02 02 03 03 1T

122.7 495 1749 230 # 03 01 03 04 # 1 A

1186 529 1708 296 # 03 04 04 04 # 1 QE
1125 56,5 1742 650 # 03 01 03 03 # 1S

110.8 453 1732 # # 03 02 04 # # 1 G

117.0 614 1732 707 208 04 02 02 03 03 1T

1193 585 1704 334 226 03 03 03 03 03 1V

1230 617 1734 706 216 02 03 03 03 04 1T

1195 56.8 1740 631 # 06 02 02 03 # 1 S

121.8 60.7 1749 350 218 03 02 04 02 05 1V

1205 50.7 1752 228 # 03 01 03 04 # 1 A

1124 623 1721 731 219 03 04 03 03 03 1T

1231 613 1735 349 216 03 03 04 02 04 1V

1245 544 1738 305 # 03 06 04 04 # 1 QEMKRW
1175 545 1764 # # 03 03 04 # # 1 QE
123.0 53.8 173.7 322 # 03 04 04 04 # 1 QEMKRW
1259 612 1740 352 213 03 02 02 03 03 1V

1225 539 1739 342 # 03 02 04 04 # 1 QEMKRW
118.7 541 1744 345 # 03 04 04 06 # 1 QEMKRW
1255 611 1742 353 214 03 02 02 03 04 1V

1211 540 1741 286 # 03 04 04 03 # 1 QEKRW
111.9 450 1731 # # 03 03 03 # # 1 G

113.0 56.7 1769 # # 03 02 02 # # 1 QEKRWS
1233 615 173.0 706 205 03 02 02 04 04 1T

1233 616 1728 706 230 03 02 02 04 04 1T

1230 617 1734 706 206 03 03 03 03 04 1T



NCOCX spectrum

v(N) v(Ca) v(C) wv(Cb) v(Cg) &(N) d(Ca) &(C) 5(Cb) §(Cg) deg. type
1086 61.7 1735 70.6 20.7 0.2 02 0.2 0.4 0.3 1 7T

1144 439 1722 # # 0.1 02 01 # # 1 G

1154 53.8 1744 393 # 0.2 0.2 0.2 0.4 # 1 MQE
131.8 58.7 169.8 68.9 # 0.2 0.2 0.2 0.3 # 1 7T

1205 609 1736 328 274 0.2 03 0.2 0.3 0.3 1 P

121.0 503 1751 211 # 0.2 0.2 0.2 0.3 # 1 A

123.7 604 1761 356 222 0.2 02 0.2 0.3 0.3 1V

1249 56.3 173.8 63.2 # 0.3 02 0.2 0.3 # 1 S

1255 598 1738 416 271 0.2 02 0.2 0.2 0.3 1 1

112.7 53.8 1764 442 # 0.2 02 11 0.4 # 1 L

116.2 553 177.1 64.8 # 0.6 0.2 04 0.3 # 1 S

112.6 48.4 1747 # # 0.6 0.2 0.2 # # 1 G

1198 622 1722 73.0 217 05 02 02 0.2 0.3 1 7T

1220 608 173.8 707 21.0 05 02 0.2 0.4 0.4 1 7T

116.5 525 1723 # # 0.2 05 0.2 # # 1 A

1185 495 1754 229 # 0.4 04 04 0.3 # 1 A

123.0 615 1734 707 217 04 04 04 0.5 0.8 17

1224 608 1727 719 215 0.3 03 0.2 0.3 0.5 17T

1186 495 175.0 23.0 # 0.2 0.2 0.2 0.3 # 1 A

1294 53.0 1711 # # 0.3 0.2 0.2 # # 1 E

1126 623 1749 325 # 0.2 0.2 0.2 0.4 # 1 P

1104 56.6 1743 65.3 # 0.4 0.2 0.2 0.2 # 1 S

116.6 453 1731 # # 0.5 02 05 # # 1 G

118.7 61.3 1731 # 212 0.2 05 0.2 # 0.5 1 7T

1192 610 1740 715 216 0.2 05 0.2 0.5 0.5 17T

119.2 56.7 1743 63.2 # 0.4 02 03 0.3 # 1 S

1225 611 1741 351 # 0.4 04 04 0.4 # 1V

1174 50.6 1752 227 # 0.4 02 04 0.3 # 1 A

1226 613 1738 351 21.7 0.2 04 03 0.4 0.4 1V

1179 546 173.8 30.6 # 0.2 02 0.2 0.4 # 1 QEMKRW
119.8 546 176.3 # # 0.5 03 05 # # 1 QE

1129 534 1740 322 # 0.2 0.2 0.2 0.4 # 1 QEMKRW
1236 541 1739 345 # 0.2 0.2 0.2 0.4 # 1 QEMKRW
1259 610 1740 352 213 0.2 0.2 0.2 0.3 0.3 1V

1174 540 1741 28.6 # 0.3 04 0.2 0.3 # 1 QEKRW
122.3 448 1731 # # 0.2 02 0.2 # # 1 G

123.3 606 1754 353 222 04 02 04 0.4 0.4 1V

1196 56.6 176.9 # # 0.2 02 0.2 # # 1 QEKRWS
1220 542 1744 350 # 0.4 02 04 0.6 # 1 QEMKRW
1230 616 1734 709 206 04 04 04 0.4 0.3 1 7T

1232 615 1726 70.7 # 0.2 0.2 04 0.4 # 17T

123.2 615 1728 # 229 0.2 02 0.2 # 0.4 1 7T
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CONCA spectrum

v(N) v(Ca) v(C) v(Cb) w(Cg) &(N) §(Ca) &(C) 8(Ch) &(Cg) deg. type
117.1 615 1754 # # 03 03 03 # # 17T
1085 439 1734 # # 01 01 01 # # 1 G
1144 53.8 1723 # # 01 01 01 # # 1 MQE
1153 58.8 1743 # # 03 03 03 # # 17T
1316 60.7 169.8 # # 03 03 03 # # 1 P
1206 502 1739 # # 03 02 02 # # 1 A
121.1 540 1750 # # 03 03 03 # # 1 E
123.7 563 1761 # # 03 03 03 # # 1 S
124.7 60.0 1739 # # 03 03 03 # # 1 1
1224 540 1742 # # 03 03 03 # # 1L
1128 555 1765 # # 03 03 12 # # 1S
116.0 485 177.0 # # 03 03 03 # # 1 G
112.3 623 1748 # # 03 03 03 # # 17T
119.7 60.6 1722 # # 03 03 03 # # 17T
121.7 522 1738 # # 03 03 03 # # 1 A
116.5 49.4 1727 # # 03 03 04 # # 1 A
122.6  49.4 1725 # # 03 03 03 # # 1 A
1188 53.0 1750 # # 03 03 03 # # 1 QE
129.3 623 1707 # # 03 03 03 # # 1 P
112.7 56.6 1747 # # 03 03 03 # # 1 S
1105 455 1744  # # 03 03 03 # # 1 G
1170 615 1735 # # 03 03 03 # # 17T
1185 609 173.4 # # 03 03 03 # # 17T
1193 56.8 1739 # # 03 03 03 # # 1S
1194 585 1743 # # 03 03 03 # # 1V
123.0 61.8 173.7 # # 03 03 03 # # 17T
1198 569 1763 # # 03 03 03 # # 1 S
120.4 509 1757 # # 03 03 03 # # 1 A
1228 612 1745 # # 03 03 03 # # 1V
1194 61.0 1769 # # 03 03 03 # # 1 VT
1221 60.6 1743 # # 03 03 03 # # 1V
117.7 603 1739 # # 03 03 03 # # 1V
1225 53.8 1733 # # 03 03 03 # # 1 QEMKRWL
1244 548 1725 # # 03 03 03 # # 1 QEMKRW
1228 616 1731 # # 03 03 03 # # 1 VT
117.7 54.4 1748 # # 03 03 03 # # 1 QEMKRW
1258 61.0 1742 # # 03 03 03 # # 1V
1252 61.0 1738 # # 03 03 03 # # 1V
123.1 53.4 1726 # # 03 03 03 # # 1 QEMKRW
111.6 452 1747 # # 03 03 03 # # 1 G
1176  60.4 173.7 # # 03 03 03 # # 1 VT
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Table S4: Chemical shift assignments for backbone amide nitrogens, carbonyl carbons,
a-carbons, and B-carbons in P1 fibrils. Only assignments that were identical in all high-
scoring MCASSIGN2 runs are listed. N shifts are relative to liquid NHs. *3C shifts are
relative to DSS. The last three columns are secondary shifts (relative to random coil
values given by Wishart et al., J. Biomolec. NMR 5, 67-81, 1995).

Residue Vv(N) v(C) v(Ca) v(Cb) &3(C) &3(Ca) 85(Cb)

T34 1181 1727 615 712 -20 -0.4 1.4
T35 118.0 1726 612 702 -21 -0.6 0.4
S36 1242 173.8 565 633 -0.8 -1.8 -0.5
V37 1247 1752 61.0 349 -11 -1.2 2.0
Q38 1188 1748 545 312 -12 -1.2 1.8
V39 1186 170.0 58.8 334 -49 -1.0 0.8
E63 1215 1737 545 338 -29 -2.1 3.9
K64 1137 173.8 56.2 376 -2.8 0.0 4.5
V65 1139 1749 59.1 36.6 0.0 -0.7 3.7
P66 116.6 1739 620 319 -35 -1.4 -0.2
V67 122.1 1739 615 337 -24 -0.7 0.8
S68 1169 1732 552 647 -14 -3.1 0.9
E69 123.2 1731 540 318 -35 -2.6 1.9
V70 1243 1741 610 348 -22 -1.2 1.9
M71 1186 1748 539 425 -15 -15 9.6
G72 1039 1713 454 0.0 -36 0.3 0.0
T74 1140 1735 614 713 -1.2 -0.4 15
T74 1172 1732 609 69.2 -15 -0.9 -0.7
L75 122.1 1744 545 46.0 -3.2 -0.6 3.6
A76 121.1 1744 50.0 205 -34 -2.5 14
E77 1180 1746 539 322 -20 2.7 2.3
M78 123.1 1740 541 00 -23 -1.3 0.0
S92 120.0 173.0 56.5 652 -1.6 -1.8 1.4
193 1216 1743 604 414 -21 -0.7 2.6
Vo4 1253 1741 609 351 -2.2 -1.3 2.2
Vo5 1224 1735 60.7 352 -29 -1.5 2.3
L96 122.1 1735 0.0 00 -41 0.0 0.0
S97 1145 1755 542 64.3 0.9 -4.1 0.5
G98 1179 172.8 493 00 -21 4.2 0.0
T99 1078 1724 603 759 -23 -15 6.1

T100 1182 1726 61.3 679 -2.1 -0.5 -2.0
Al101 1246 1739 494 234 -39 -3.1 4.3
A102 1205 1744 50.0 220 -3.5 -2.5 29
Q103 1205 1747 53.8 338 -13 -1.9 4.4
V104 121.1 1744 60.6 355 -1.9 -1.6 2.6
T105 121.7 173.8 61.3 709 -0.9 -0.5 11
T106 1216 1734 615 705 -13 -0.3 0.7
T107 121.2 1740 60.7 705 -0.7 -11 0.7
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Table S5: Chemical shift assignments for backbone amide nitrogens, carbonyl carbons,
a-carbons, and B-carbons in P2 fibrils. Only assignments that were identical in all high-
scoring MCASSIGN2 runs are listed. N shifts are relative to liquid NHs. *3C shifts are
relative to DSS. The last three columns are secondary shifts (relative to random coil
values given by Wishart et al., J. Biomolec. NMR 5, 67-81, 1995).

Residue Vv(N) v(C) v(Ca) v(Cb) &3(C) &3(Ca) 85(Cb)

S32 1152 1755 54.0 65.8 0.9 -4.3 2.0
G33 114.7 173.7 48.6 00 -13 3.5 0.0
L75 1258 173.7 54.0 455 -3.9 -1.1 3.1
A76 1258 1752 501 213 -2.6 -2.4 2.2
E77 116.8 17v3.7 53.7 329 -29 -2.9 3.0
M78 1191 1747 542 379 -16 -1.2 5.0
M86 1253 173.8 541 330 -25 -1.3 0.1
T87 1257 1750 614 69.8 1.8 1.6 -0.1
P88 118.3 1720 632 320 -53 -0.1 -0.1
A89 123.7 1752 492 229 -2.6 -3.3 3.8
E90 117.0 176.6 56.6 29.9 0.0 0.0 0.0
Vo1 1141 1739 612 330 -25 -1.0 0.1
S92 1170 1726 556 650 -2.0 2.7 1.2
193 1255 1755 611 423 -09 0.0 3.5
Vo4 125.8 1739 61.3 353 -24 -0.9 2.4
Vo5 1254 1748 615 334 -15 -0.7 0.5
L96 129.6 1754 542 450 -2.2 -0.9 2.6
S97 118.3 1747 558 64.4 0.1 -2.5 0.6
G98 108.5 172.2 47.7 00 -2.7 2.6 0.0
T99 1216 1741 623 703 -0.6 0.5 0.5

T100 1233 1712 622 716 -35 0.4 1.8
Al101 1251 1751 495 242 -2.7 -3.0 51
A102 116.8 1765 496 171 -1.3 -2.9 -2.0
Q103 1194 177.3 59.8 27.2 1.3 4.1 -2.2
V104 1246 1757 614 335 -0.6 -0.8 0.6
T105 1258 1740 616 694 -0.7 -0.2 -0.4
T106 1251 1736 61.7 702 -11 -0.1 0.4
T107 1243 1743 614 698 -04 -0.4 0.0
E108 119.1 1742 534 334 -24 -3.2 3.5
W109 1141 1736 56.3 293 -25 -1.2 -0.3
V110 1122 1747 604 359 -16 -1.8 3.0
E111 1214 1751 541 325 -15 -2.6 2.6
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Table S6: Chemical shift assignments for backbone amide nitrogens, carbonyl carbons,
a-carbons, and B-carbons in P3 fibrils. Only assignments that were identical in all high-
scoring MCASSIGN2 runs are listed. N shifts are relative to liquid NHs. *3C shifts are
relative to DSS. The last three columns are secondary shifts (relative to random coil
values given by Wishart et al., J. Biomolec. NMR 5, 67-81, 1995).

Residue Vv(N) v(C) v(Ca) v(Cb) &3(C) &3(Ca) 85(Cb)

T28 1204 1726 608 719 -21 -1.0 21
A29 1226 175.0 495 230 -2.8 -3.0 3.9
E30 118.7 170.9 53.0 296 -4.0 -1.2 0.4
P31 1294 1748 623 325 -25 -1.0 0.4
S32 1126 1743 565 652 -03 -1.8 14
G33 110.6 173.3 454 00 -16 0.3 0.0
T34 1169 1732 614 70.7 -15 -0.4 0.9
T35 1186 1740 610 714 -0.8 -0.9 1.6
S36 119.3 1742 56.8 632 -04 -1.5 -0.7
V37 119.3 1704 585 334 -59 -3.7 0.5
Q38 117.7 1745 544 314 -15 -1.3 2.0
V39 123.0 173.7 613 350 -13 15 2.4
AS55 120.5 1749 507 228 -2.9 -1.8 3.7
ES6 1176 176.3 545 315 -03 -2.1 1.6
A83 120.5 1753 50.7 228 -25 -1.8 3.7
T84 1172 1734 616 707 -1.3 -0.2 0.9
G85 108.6 172.2 439 0.0 -2.7 -1.2 0.0
M86 1144 1743 538 394 -20 -1.6 6.5
T87 1154 169.8 58.7 68.8 -34 -1.1 -1.0
P88 131.7 173.8 60.8 328 -3.6 -2.5 0.7
A89 1206 1751 503 211 -2.7 -2.2 2.0
E90 1211 1740 540 286 -2.6 -2.6 -1.3
Vo1 1176 176.1 604 357 -0.2 -1.8 2.8
S92 123.8 173.8 56.3 632 -0.8 -2.0 -0.6
193 1247 173.8 599 416 -2.6 -1.2 2.8
Vo4 1254 1741 610 353 -22 -1.2 24
V95 1259 1741 611 352 -22 -1.1 2.3
L96 1225 176.0 539 441 -16 -1.2 1.7
S97 1128 177.1 554 64.8 2.5 -2.9 1.0
G98 116.1 1747 485 0.0 -0.2 3.4 0.0
T99 1124 1722 623 731 -25 0.5 3.3

T100 119.7 1v3.7 60.7 708 -1.0 -11 1.0
Al101 1219 1724 522 160 -54 -0.3 -3.1
A102 116.5 1755 494 230 -24 -3.1 3.9
Q103 1186 1744 542 348 -16 -1.6 54
V104 1220 1752 60.6 352 -12 -1.6 2.3
T105 123.2 1733 616 707 -14 -0.2 0.9
T106 1229 1735 616 70.7 -1.2 -0.2 0.9
T107 1231 1727 616 70.7 -2.0 -0.2 0.9
E108 1231 1739 535 322 -28 -3.1 2.3
W109 113.0 1769 56.7 30.2 0.8 -0.9 0.6



