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[bookmark: _GoBack]Supplementary Figure S3.  Mass spectrometry analysis of acyl-N1.  Treatment of the N1 peptide with sulfo-NHS acetate produced extensive acetylation within its N- and C-terminal charged regions, and, in the C-terminal region, no unmodified peptides were found. No modified lysine residues were observed in the un-reacted N1 peptide (data not shown).  A. MS/MS spectrum representing one of the two doubly modified NKPSKPKTNL peptides observed in the C-terminal charged region.  B. Corresponding fragmentation table for observed product ions and, C., fragment ion error distribution.  D. Extracted ion chromatogram (EIC) of m/z 605.8368.  E. Sequence coverage of murine PrP with N1 indicated in pink.  Also shown are the chymotrypsin cut sites (Chymo), the locations of the high scoring peptides and the sites with acetylated lysine residues (red boxed “a”).  F. List of high-scoring peptides with -10lgP values ≥ 35.
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Start Peptide miz pom -10igP Mass RT
99 | W.NKPSK(+42.0)PK(+42.0)TNLK 605.8425 | -1.0 73.93 | 12096718 | 8.93
24 K.K(+42.01)RPKPGGW.N 484.2765 -1.6 66.43 966.5399 6.94
99 |W.NK(+42.01)PSK(+42.00PK(+42.00)... | 626.8478 | -1.0 96.60 | 1251.6823 | 11.04
32 'W.NTGGSRY.P 377.6769 -1.7 35.00 753.3406 3.06
99 |W.NK(+42.01)PSKPK.T 4207499 | -14 37.37 | 839.4865 | 3.34
24 K.KRPKPGGW.N 463.2708 -2.4 50.36 924.5293 4.97
37 |S.RYPGQGSPGGN.R 545.2575 | 0.5 6202 | 1088.4999 | 5.03
32 'W.NTGGSRYPGQGSPGGN.R 753.3380 -2.6 92.05 1504.6654 5.50
89 | W.GQGGGTHNQW.N 521.2283 | 0.3 7824 | 1040.4424 | 5.81
25 K.RPKPGGW.N 399.2244 0.1 41.75 796.4344 6.09
99 | W.NKPSKPK(+42.01)TNLK 390.2273 | 0.9 50.09 | 1167.6611 | 6.14
57 'W.GQPHGGGW.G 398.1812 2.3 63.88 794.3459 6.21
24 |KKRPK(+42.01)PGGW.N 484.2766 | 1.4 66.33 | 966.5399 | 7.67
99 | W.NK(+42.01)PSKPK(+42.01)TNLK 6058411 | 3.5 7110 | 12096718 | 8.8
25 |KRPK(+42.01)PGGW.N 420.2300 | 06 6291 | 838.44% | 8.96
24 |KK(+42.01)RPK(+42.01)PGGW.N 505.2821 | 0.8 7284 | 1008.5505 | 9.88
48 |N.RYPPQGGTW.G 5312600 | 3.4 79.45 | 1060.5090 | 10.10





