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[ WWD1 A, Wavelength=220 nm (D:AHPLC DATAWTPIDATA20150831 TP-HIK4ME3-7-METYME(1-15).0)

YTP-H3K4me3Metyne(1-15) #858-871
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Fig. S2 LC-MS analysis of probe 1. m/z 854.68 (M + 2H"), calculated m/z 854.50 (M + 2H"); m/z
840.80 (M — N + 2H"), calculated m/z 840.50 (M — N2 + 2H"); m/z 570.27 (M + 3H"), calculated
m/z 570.00 (M + 3H"); m/z 561.04 (M — N, + 3H"), calculated m/z 560.67 (M — N2 + 3H").
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Fig. S3 LC-MS analysis of probe 2. m/z 855.45 (M + 2Na"), calculated m/z 855.48 (M + 2Na"); m/z
833.67 (M + 2H"), calculated m/z 833.48 (M + 2H"); m/z 819.77 (M — N, + 2H"), calculated m/z
819.48 (M — N3 + 2H"); m/z 556.30 (M + 3H"), calculated m/z 555.98 (M + 3H"); m/z 547.00

(M — N3 + 3H"), calculated m/z 546.65 (M — N2 + 3H").



I WWD1 A, Wavalength=220 nm [D:AHPLC DATAY TPIDATAI20150805 W TP-H3K4CR-TMETYME(1-15)-1.0)

T T T T T T T T T T T T T T T T T
8 2 10 2

ytp-H3K4Cr-7Metyne(1-15)-1 #902 RT: 14.94 AV: 1 NL: 7.34E7
T: + ¢ ESI Full ms [300.00-2000.00]

100 854.49
90; 578.97

80; 867.64

[
2.3

w B
S o
sl b e b B e

Relative Abundance
o
o

569.48

N
o

878.86
844.74 | || 907.53
e i, JM
T T T

- | b ‘mmimh“‘

400 600 800 1000 1200 1400 1600
m/z

526.77

o

o

1733.73

1800 2000

Fig. S4 LC-MS analysis of probe 3. m/z 1733.73 (M + 1H"), calculated m/z 1733.98 (M + 1H"); m/z

867.64 (M + 2H"), calculated m/z 867.49 (M + 2H"); m/z 854.49 (M — N, + 2H"), calculated m/z

853.49 (M — Ny + 2H"); m/z 578.97 (M + 3H"), calculated m/z 578.60 (M + 3H").



[ WWD1 A, Wavelength=220 nm (D:AHPLC DATAW TPIDATARZ015083 1 TP-HIKEME3-METYNE(1-15)-1.0)

ytp-h3kome3-Metyne(1-15) #782-796 RT: 13.00-13.21 AV: 15 NL: 3.30E7
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Fig. S5 LC-MS analysis of probe 4. m/z 839.60 (M + 2H"), calculated m/z 839.50 (M + 2H"); m/z
825.78 (M — N + 2H"), calculated m/z 825.50 (M — N2 + 2H"); m/z 560.28 (M + 3H"), calculated
m/z 560.00 (M + 3H"); m/z 551.02 (M — N, + 3H"), calculated m/z 550.67 (M — N, + 3H").



I WWD1 A, Wavalength=220 nm [D:AHPLC DATAWTPIDATAI201508058 TP-H3KBAC-SMETYMNE(1-15)-3.0)
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YTP-H3K9ac-Metyne(1-15) #849-862 RT: 14.26-14.46 AV: 14 NL: 3.87E7
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Fig. S6 LC-MS analysis of probe 5. m/z 839.67 (M + 2H"), calculated m/z 839.48 (M + 2H"); m/z
825.80 (M — N + 2H"), calculated m/z 825.48 (M — N2 + 2H"); m/z 560.27 (M + 3H"), calculated
m/z 559.98 (M + 3H"); m/z 550.89 (M — N + 3H"), calculated m/z 550.65 (M — N + 3H").



[ WWD1 A, Wavelength=220 nm (D:HPLC DATAY TPADATAZ0150802 TP-H3IKAMAL-EMETYNE(1-15).0)
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Fig. S7 LC-MS analysis of probe 6. m/z 1721.61 (M + 1H"), calculated m/z 1721.94 (M + 1H"); m/z
861.60 (M + 2H™), calculated m/z 861.47 (M + 2H"); m/z 825.95 (M — N, — COz + 2H"), calculated
m/z 825.47 (M — N, — CO2 + 2H"); m/z 574.85 (M + 3H"), calculated m/z 574.65 (M + 3H").
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Fig. S8 LC-MS analysis of probe 7. m/z 1657.76 (M + Na"), calculated m/z 1657.94 (M + Na"); m/z

1635.76 (M + 1H"), calculated m/z 1635.94 (M + 1H"); m/z 1607.87 (M — N2 + 1H"), calculated m/z
1607.94 (M — Na+ 1H"); m/z 818.60 (M + 2H"), calculated m/z 818.47 (M + 2H"); m/z 804.75
(M — Nz + 2H"), calculated m/z 804.47 (M — N, + 2H"); m/z 546.28 (M + 3H"), calculated m/z
545.98 (M + 3H"); m/z 409.95 (M + 4H"), calculated m/z 409.74 (M + 4H").

The synthesis of H3K4me0 and H3K4me3 peptides have been reported previously.?
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