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MS/MS Fragmentation of GKGGKGLGKGGAKR
Match to Query 170: 1523.885448 from(762.950000,2+)
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Monoisotopic mass of meutral peptide Mr(calc): 1523.88
Variable modifications:

K2 : Propionyl (K)
K5 : hydroxy-Butanoyl (K)
K9 : Propionyl (K)
K13 : Propionyl (K)

Tons Score: 53 Expect: 1.3e-006
Matches (Bold Red): 31/259 fragment ions using 37 most intense peaks

#|omon.| a |t | a* |att| b |t | bt bt iSeq| y [y | ¥ [t
1| 3003 30.03| 15.52] 58.03| 29.52 G 14/
2| 157.13| 214.15|107.58| 197.13| 99.07| 242.15(121.58| 22512{113.07| K |1467.86{734.44|1450.84|725.92|13/
3| 30.03| 271.18[136.09| 254.15|127.58| 200.17(150.09| 282,14|141.58| G |1283.74|642.38{1266.72|633.86|12
4| 30.03| 328.20{164.60| 311.17|156.00| 356.19{178.60| 339.17|170.09| G |1226.72|613.86{1209.69|605.35|11
&| 187.14| 542.33|271.67| 525.30)|263.16| 570.32|285.67| 553.30|277.15| K |1169.70|585.35|1152.67|576.84 |10
6| 30.03| 599.35(300.18| 582.32|291.67| 627.35|314.18| 610.32{305.66| G | 035.57(478.29| 938.54|469.77| 9|
7| 86.10[ 712.44(356.72| 69541|348.21| 740.43|370.72| 723.40|362.21| L | 898.55|449.78| 831.52(441.26| 8
8| 30.03| 769.46{385.23| 752.43|376.72| 797.45{399.23| 780.43|390.72| G | 785.46|393.24| 763.44|384.72| 7
9| 157.13| 953.58(477.29| 936.55|468.78| 981.57|491.29| 964.55/482.78| K | 728.44(364.72| 711.41|356.21| 6
10| 30.03|1010.60|505.80| 993.57|497.29|1038.59{519.80{1021.57|511.29| G | 544.32|272.66| 527.20/264.15| &
11| 30.03|1067.62|534.31{1050.59|525.80|1095.62|548.31 |1078.59|539.80| G | 487.30(244.15| 470.27|235.64| 4.
12| 44.05|1138.66|569.83|1121.63|561.32|1166.65{583.83|1149.63|575.32| A | 430.28|215.64| 413.25/207.13| 3
13| 157.13]1322.78|661.89|1305.75|653.38|1350,77{675.89[1333.75|/667.38| K | 3%0.24|180.12| 342.21{171.61| 2
14| 129.11 R 12| 88.06| 158.09| 79.55| 1|
B
MS/MS Fragmentation of GKGGKGLGKGGAKR
Match to Query 173: 1523.885448 from(762.950000,2+)
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Monoisotopic mass of neutral peptide Mr(calc): 1523.88
Variable modifications:
K2 : Propionyl (K)
K5 : Propionyl (K)
K9 : hydroxy-Butanoyl (K)
K13 : Propionyl (K)
Tons Score: 51 Expect: 0.0021
Matches (Bold Red): 27/259 fragment ions using 27 moSt intense pesks
# [Immon.| a att | ar [t b v | b | pett[Seq| ¥ y“’ ¥ rﬂ,
1| 3003 30.03] 1552 58.03| 29.52 G 14
2[ 15713 214.15[107.58] 197.13 09,07 242.15[121.58[ 22502[113.07] K [1467.86[734.44[1450.84[725.92[13]
3| 30.03] 271.18[136.09] 254.15[127.58] 200.17[150.00[ 282 14[141.58] ¢ [1285.74[642.381266.72]633 8612
4| 30,03 328.20{164.60] 311.17[156.09] 3%6.19(178.60[ 330.17[170.00| ¢ [1226.72[613.86[1209.69[605.35 |11
5| 157.13] 512.32[256.66] 495.29(248.15| 540.31(270.66] 523.29[262.15| K [1169.70(385 35[1152.67[576.34[10
6| 30.03[ 569.34(285.17] 552.31(276.66] 597.34|200.17| 580.31{200.66] G | 085 .58493.29| 968.55/484.78| 0
7| 86.10] 682.42(341.72] 665.40(333 20( 710.42(355.71| 693.39[347.20] L | 928.56464.78] 911.53]456.27] 8
8| 30.03| 739.45(370.23| 722.42|361.71| 767.44|384.22| 750.41|375.71| G | 815.47|408.24| 798.45|399.73| 7
o| 187.14] 953.58[477.20[ 936.55[468.78| 981.57[491.20[ 064.55[48278| K | 758.45[379.73 741.43[371.22 6
10 30.03[1010.60{505.80] 993.57(497.20(1038.59(519.80[1021.57[511.20 & | s44.32(272.66| 527.29[264.15] =
1| 3003(1067.62(534.31]1050.50525.80]1095.62[548.31 [1078.59539.80| © [ 487.:30[244.15[ 470.27[235.64] 4
12| 44.05[1138.66[569.83[ 1121.63[561.32(1166.65(583.83[1149.63[575.32[ A | 430.28[215.64 413.25[207.13 3
13| 157.13[1322.78[661.89[1305.75[653.381350.77[675.891333.75[667.38 K | 350.24[180.12[ 3422117161 2
[ 12911 R | 175.12] 83.06] 158.00[ 79.55[ 1
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MS/MS Fragmentation of GKGGKGLGKGGAKR
Match to Query 167: 1523.885448 from(762.950000,2+)
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Monoizotopic mss of meutral peptide Mr(calc): 1523.88
Varisble rodifications:

K2 : Propionyl (K}
X3 : Propionyl (K)
K9 : Propionyl (K)
K13 : hydroxy-Butanoyl (K)

Yons Score: 70 Expect: 2.9e-005
Matches (Bold Red): 59/262 fragaent ions using S4 most intense peaks

#loomon| a [att | a¢ [at]| b |6 | b |bettsea| ¥ |y |y |yt s
1| 3003 3003 1552 58.03] 29.52 [ 14
2| 15713 214.15(107.58] 197.13] 99.07[ 24215 [121.58[ 22502 113.07[ K [1467.86[734.44 1450.8a[725.92[15
3| 30.03] 271.18(136,09] 254.15[127.58 200.17(150.09 282.14[141.58| G [1283.74]642.38[1266.72(633 36|12
| 30.03[ 328.20[164. 60| 311.17(156.09] 356.19(175 60| 339.17(170.09| G [1226.72|613.861209.69]605.35 11,
5[ 157.13] 512.32(256.66| 495.29|248 15| 540.31(270.66| 523.29|262.15| K [1169.70|585 35| 1152.67|576.84 |10
6 30.03| 569.34(285.17| 552.31|276.66| 597.34|200 17| 580.31|290.66| G | 08558{493.29| 968.55{484.78| 0|
? 86.10| 682.42{341.72| 665.40{333.20| 710.42|355.71| 693.39347.20| L | 928.56{464.78| 911.53{456.27| 8|
8| 30.03] 739.45(370.23] 722.42[36171| 767.44[384 22 7504137571 G | 815.47 (408 24 798.45(399.73| 7
o] 157.13] 923.57[a62.29] 906.54[453.77 951.56[476.28 934.54[467.77[ K | 7s8.45[379.73 7414337122 6|
10| 30.03| 930.59]490.30| 963 56(452.28 1008 58 |504.80| 991.56[496.28| 287.67 557.30279.16| §|
11| 30.03(1037.61(519.31(1020.58 [510.801065.61 533 31 [1048.58[524.79 G 259.16| 500.28[250.64 4
12| 44.05]1108.65|554 83[1091.62 546,31 | 1136.64|568.82| 1119.62|560.31| A 2023065 443.26(222.13| 3|
13| 187.14(1322.78[661.89[1305.75 653 38[1350.77 |675 89| 1333.75 667,38 | K s[195.13[ 372.22[136.62| 2
1] 12901 R 2 s5.06| 158.09] 79.55 1
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MS/MS Fragmentation of DNIQGITKPAIR
Match to Query 14944: 1410.785448 from(706.400000,2+)
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Monoisotopic mass of meutral peptide Mr(calc): 1410.78
Variable modi fications:

K8 : hydroxy-Butanoyl (K)

Tons Score: 34 Expect: 0.11

Matches (Bold Red): 34/263 fragment ions using 35 most intense peaks

#fmmon] a [t | ar [at | & [ b o | b (o | o0 [0 Sea| v |37 | v v P [P E
1| 8804 38.04] 4452 70,03 35.52( 116.03[ 58.52 98.02[ 49.52] D 12
2| 37.06[ 20208[101.54] 18506 93.03[ 134.07[ 92 54| 230.08[115.54 215.05[107.03] 21207[106.54] N [1296 7664 89[1279.74640.37[1278.75[639 35[ L
3[ 86.10] 315.17[158.09] 208.14[149.57] 27.16(149.08[ 343.16(172.08[ 326.13163.57] 325.15[163.08 1 |[1182.72[501.86]1165.69[583.35[ 116471 [552.86[10
4[ 10107 443.22[222.12[ 426.20(213.60[ 425.21[205.11 [ 471.22(236.11 [ 45400 [227.60] 453.21(227.11[ Q 1069 64[535.32(1052.61 <26 81 [1051 63 (26 32] 0
5| 30.03[ 500.25[250.63[ 483.22[242.11[ 482.24 241 62 528.24[264.62( 511.21[256.11[ 510.23[255.62[ & | 041 58[471.20[ 9245546278 923.57[462.29] &
6| 86.10] 613.33[307.17] 596.30(208.66] 59532 208 16| 641.33(321.17[ 624.30312 65 62331[312.16[ 1 | 884.56[44278| 867 53[434.27 866.55/43378] 7
7| 74.06] 714.38357.69] 697.35(349.18| 696.37|348.69 742.37[371.69( 725 35363 18] 724.36362.68] T [ 771.47(386.24 754.45[377.73] 753.46[377.23] 6
8[ 187,14 928.51[464.76| 011 4845625 910.50[455.75| 956.50[473.76[ 939.48[470.24| 938.49(a69.75[ K | 67042[335.72( 65340[327.20 5
o[ 70.071025.56[513 281008 54 |504.77 1007.55 504.28 1053, 56[527.28[1036.53[518.77 1035.55 51828 P | 456.20(228.65[ 430.27[220.14 4
10[ 44.05[1096.60[548.30[1079.57(540.20 (1078 59[530.80[ 1124.59[562.80[ 1107.57[554.20 [ 1106.58[553.80] & | 350.24[180.12[ 3422117161 3
11| 36.10[1209.68605.35] 1192.66|596.83[1191.67[596. 34 1237.63619.34 1220 65610 83[1219.67[610.34| 1 | 288.20[144 61 271.18[136.09 2

R 1
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Supplementary information, Figure S3 Spectra of the H4Ki, peptides identified in the
in vitro assay.

The reaction mixture was chemically propionylated (Nat Chem Biol, 2014, 10,365),
tryptic digested, and subjected to MS/MS analysis. (A) Spectrum of H4K8i, peptide. (B)
Spectrum of H4K12i, peptide. (C) Spectrum of H4K 16, peptide. (D) Spectrum of
H4K31ni» peptide.
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