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Figure S1. Comparison of the locations predicted p-strands (black arrows) and a-helix (haded square) in various A
fibrils.*
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Figure S2. Overlay of samples prepared from lyophilized
and rehydrated samples (blue) and samples which were
always hydrated (red) demonstrating that lypholization and
rehydration does not have a significant impact on the fibril
structure. (top) 1.6 ms mixing RFDR spectrum recorded at
750 MHz, ®,/2n=20 kHz, VT gas regulated to 277 K with 83
kHz CW 'H decoupling during evolution, and 83 kHz TPPM
'H decoupling during acquisition. (bottom) 1.6 ms mixing
ZF-TEDOR spectrum recorded at 800 MHz, ®,/2n=20 kHz,
VT gas regulated to 277K with 83 kHz TPPM during
acquisition.
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Table S1. MAS NMR Assignments for ABM01_42amonid fibrils

Res Res N Cco CA CB CG CG1 CG2 CD CD1 CD2 CE cz N
Number type

0 M 55.37 35.88 31.03 16.43

1 D 54.28  42.26

2 A 5243 1899

3 E 56.49 29.83 3594 183.3

4 F 55.02 39.11 120 1314 1376 129.7
5 R 12190 17650 54.09 3314 27.10 159.22
6 H

7 D 172.16

8 S 11320 17294 55.07 66.14

9 G 110.658 172.2  48.24

10 Y 113 1768  55.00 4135 13538 1324 1172 1564
11 E 120.5 1737 5254 3566 3243 182.1

12 \ 124.6 1721 60.25

13 H

14 H

15 Q

16 K 12453 17178 5453 25.71 30.18

17 L 132.09 17441 5420 4476 28.71 22.44 25.45

18 \ 12523 17371 5894 3519 20.30

19 F 130.35 17438 59.89 40.29 139.61 130.5 129.67

20 F 117.18 17424 56.33 40.25 139.37 130.6 129.93

21 A 12347  176.69 52.25 20.28

22 E 11854 17534 5403 33.06 3585 183.6

23 D 121.95 17536 55.42 4098 179.95

24 \% 117.95  176.78 58.86 35.32 20.4 22.56

25 G 11721 17373 47.71

26 S 11329 17241 5593 65.34

27 N 11853  173.76 52.81 42.70

28 K 130.25 17517 5476 35.04 26.00 29.81 42.04 34.00
29 G 11248  171.06 48.16

30 A 125.09  175.72 50.25 21.26

31 | 121.06  173.38 59.30  44.02 27.35 18.65 14.07

32 | 125.74 17412 59.67 40.95 27.32 18.64 14.11

33 G 110.76  172.22 45.39

34 L 11068  178.26 56.70 41.70 27.14 20.92 25.99

35 M 118.64 17299 54.48 36.38 30.62 17.00

36 \% 124.60 17468 60.15 34.52 19.49 21.22

37 G 11537  173.30 45.03

38 G 110.75 17430 48.22

39 \% 129.15 17450 61.13 34.67 20.22 21.13

40 \% 128.18  173.77 60.83 34.56 20.70 20.32

41 | 127.45  173.03 59.58 39.48 27.40 18.61 14.18

42 A 134.14  182.08 5251 20.28
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Table S2. TALOS+ predicted secondary structure

Res Number Res Type Prob a-helix Prob b-strand Prob loop Confidence Secondary Structure
0 M 0.333 0.333 0.333 0 L
1 D 0.333 0.333 0.333 0 L
2 A 0.022 0 0.978 0.96 L
3 E 0.028 0 0.972 0.94 L
4 F 0.028 0 0.972 0.94 L
5 R 0 0.366 0.634 0.27 L
6 H 0 0 0 0 X
7 D 0 0 0 0 X
8 S 0.018 0.07 0.912 0.84 L
9 G 0 0.064 0.936 0.87 L
10 Y 0.012 0.188 0.801 0.61 L
11 E 0 0.857 0.143 0.71 E
12 \ 0 0 0 0 X
13 H 0 0 0 0 X
14 H 0 0 0 0 X
15 Q 0 0 0 0 X
16 K 0 0.892 0.108 0.78 E
17 L 0.007 0.955 0.038 0.92 E
18 \% 0.002 0.998 0 1 E
19 F 0 0.945 0.055 0.89 E
20 F 0 0.462 0.538 0.08 L
21 A 0 0.168 0.832 0.66 L
22 E 0.002 0.112 0.887 0.78 L
23 D 0 0.171 0.829 0.66 L
24 \% 0 0.323 0.677 0.35 L
25 G 0.003 0.207 0.79 0.58 L
26 S 0 0.34 0.66 0.32 L
27 N 0 0.83 0.17 0.66 E
28 K 0 0.821 0.179 0.64 E
29 G 0 0.634 0.366 0.27 E
30 A 0 0.852 0.148 0.7 E
31 | 0.002 0.989 0.009 0.98 E
32 | 0 0.916 0.084 0.83 E
33 G 0.02 0.293 0.687 0.39 L
34 L 1E-3 0.241 0.758 0.52 L
35 M 0 0.915 0.085 0.83 E
36 \% 0 0.953 0.047 0.91 E
37 G 0 0.708 0.292 0.42 E
38 G 0 0.457 0.543 0.09 L
39 \% 0 0.856 0.144 0.71 E
40 \% 0.002 0.99 0.007 0.98 E
41 | 0 0.917 0.083 0.83 E
42 A 0.333 0.333 0.333 0 L
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Table S3. Secondary Chemical Shifts from TALOS+

Residue

O©COWOWWOWOWUTARADMWWNNREREPOO

Res Type

OT T T T T TIPIPPOORARAARZZZOoo<<<000mMmmAPI>TTTITTINTIIIISIICARAMMALK<LS<<OOOOOITTITTMM>»>00ZIZ

Atom Type

Secondary Chemical Shifts

0.071
3.28
0.281
1.46
0.398
-0.008
0.089
0.134
-2.983
0.107
-2.01
2.844
-3.666
-3.131
2.94
-0.736
3.138
-8.367
-3.1
2.89
-3.86
5.96
2.569
-1.754
9.318
-0.643
2.697
3.817
-3.365
3.367
6.579
1.888
1.286
-4.025
-1.669
1.245
-0.604
0.218
1.283
-1.456
-2.375
3.364
-0.255
1.418
0.177
-3.136
-3.443
35
4.1
2.61
-3.476
-2.274
2.137
-2.762
-0.244
4216
8.695
-1.528
2.539
2.132
3.062
1.6
-1.784
2.263
1.087
-1.997
6.017
1.029
-1.632
2.946
-2.151

Experimental Chemical Shifts
55.371
35.88
54.281
42.26
52.435
18.992
56.489
29.834
55.017
39.107
54.09
33.144
113.209
55.069
66.14
110.658
48.238
113

55
41.35
52.54
35.66
124.543
54.533
132.086
54.197
44.756
125.231
58.935
35.19
130.354
59.888
40.286
117.176
56.331
40.245
123.467
52.255
20.283
118.544
54.025
33.064
121.945
55.418
40.977
117.953
58.857
35.323
117.205
47.71
113.291
55.926
65.337
118.532
52.806
42.703
130.245
54.759
35.039
112.477
48.162
125.087
50.253
21.263
121.057
59.303
44.017
125.735
59.668
40.946
110.785

Random Coil Chemical Shifts
55.3
32.6

54

40.8
52.037
19

56.4
29.7

58

39

56.1
30.3
116.875
58.2
63.2
111.394
45.1
121.367

122.2
54

40.8
121.089
62.3
31.823
113.105
451
116.767
58.2
63.2
121.294
53.05
38.487
121.55
56.287
325
110.345
45.1
123.487
52.037
19
119.97
61.3

38
124.706
61.3

38
112.936
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CA

CA
CB

CA
CB

CA
CB

CA

CA

CA
CB

CA
CB

CA

CA
CB

0.293
-11.609
1.861
-0.356
-2.461
-0.825
3.783
3.349
-2.15
2.693
2.741
-0.073
0.89
3.117
8.169
-1.168
2.845
4.837
-1.469
2.735
3.055
-1.72
1.479
7.183
0.474
1.275

45.393
110.681
56.701
41.703
118.639
54.475
36.383
124.596
60.15
34.516
115.366
45.027
110.757
48.217
129.15
61.132
34.668
128.176
60.831
34.558
127.45
59.58
39.479
134.139
52.511
20.275

451
122.29
54.84
42.059
1211
55.3
32.6
121.247
62.3
31.823
112.625
45.1
109.867
45.1
120.981
62.3
31.823
123.339
62.3
31.823
124.395
61.3

126.956
52.037
19
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Table S5. Processing

(]1) 9SS - Mam

[e)]
(V]
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