Supplemental Data:

Prop-Prop vs. Prop-PIC Fishtones Data:
- MS1-Peaks

- Area under curve (AUC) calculations
- MS2 spectra
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H3K9me3K14ac: 129 H3K27me3K36mel: 263
H3K9me3S10poKl4dac: 133 H3K27me3K36mel1S28/T32prop: 267
H3K9me3S10/T11propKidac: 137 H3K27ack36mel: 271
H3K9acK14ac: 141 H3K27melK36me2: 276
H3K27melK36me2S28/T32prop: 280
H3K27me2K36me2: 284
H3K27me2K36me2S28prop: 288
H3K27me2K36me2T32prop: 292
H3 K18-R26 Pages 145-176 H3K27me3K36me2: 296
H3K18un: 146 H3K27me3K36me2S28prop: 301
H3K18unT22prop: 150 H3K27me3K36me2T32prop: 306
H3K18mel: 154 H3K27acK36me?2: 311
H3K18ac: 158 H3K27melK36me3: 315
H3K23ac: 163 H3K27me2K36me3: 319
H3K23mel: 166 H3K27me2K36me3S28prop: 324
H3T22propK23ac: 169 H3K27me2K36me3T32prop: 329
H3K18acK23ac: 173 H3K27me2K36ac: 334




H3 Y41-R49

YRPGTVALR

(Standard peptide)



H3 Y41-R49:
YRPGTVALR

id list per inj. peptide 1+ 2+ 3+
i= 20130708_293THistone YRPGTVALR 1088.621 == 544.814 == ——— 363.545 =——nrm—
i= 20130708_293THistone YRPGTVALR 1151.632 ——+— 576.320 —-r—— 384.549 == m—
* 20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

1.2e+8

1e+8 A
1
8e+7 h

6e+7

de+7 l
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H3_Y41-R49: YRPGTVALR

Quanti event: 32.6-50.6min

injection peptide charge m/z auc
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YRPGTVALR 2 544.8142  3.4e49
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YRPGTVALR 2 576.3196  7.2e+9
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YRPGTVALR 3 363.5452  0.0e+0
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM YRPGTVALR 3 384.5488 3.2e+6
AUC ratio /

injection charge auc ratio
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM 2 0.466
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM 3 0.000

AUC ratio summary

peptide ref RT min RTMax total intensity ratio (log2) std (relative)
YRPGTVALR 326 50.6 1.1e+10 -1.1 0.00
1e+8- a

- . —
-

5e+7 - '

S hl
35 40 45 50



H3_Y41-R49: Prop-YRPGTVALR MS/MS

scan: 5475 (35.5min) 2+ 544.8129Da

*e

Experimental spectrum

scan 5475
retention time 35.5min
precursor m/z 544.8129
precursor charge 24

edit peptide

© {Propionyl}YRPGTVALR

N
Fid
X » Iy
v‘:, }v““ *‘- $ q?‘l g S *
‘IIA I li (1 v | ' 11 i |
T T T T T
300 400 500 600 700

Theoretical
M H2* 544.8142
MH Ap,ss Da -0.0025
MH Apass ppm -2.3
align
V'\ Y
b
| P
1 '
800 900

110.55

188.
237.
265.
316.
365.
401.
457.
535.

60
iE]
64
16
70
22
76
81

220.
376.
473.
530.
631.
730.
801.
914.
1070.

10
20
25
27
32
39
43
51
61

Propiony!

Dr>»<-40® 7T

y
1032.59
869.53
713.43
616.38
559.36
458.31
359.24
288.20

175.12

Y4+
516.80

435.27

357.
308.
280.
229.
180.
144.

88.

22
69
18
66
12
61
06



H3_Y41-R49: PIC-YRPGTVALR MS/MS

scan: 8514 (46.2min) 2+ 576.3182Da

g
A
& &
o, o
b x
& 8 g &
) 1 l WK { I \.;l i \ ul i

Experimental spectrum

scan 8514
retention time 46.2min
precursor m/z 576.3182
precursor charge 24
edit peptide
© (PIC})YRPGTVALR
.
&
o ©

& 8 >

il Vil } I
600

Theoretical

M H2+
MH Apass Da

MH Apass ppm

align

>

s
4
4

800 1.000

576.3196
-0.0028

1,200

60.
142.
220.
268.
297.
347.
B0
432.
489.
567.

53
06
il
63
15
67
20
72
26
<l

b
120.04
283.11
439.21
536.26
593.28
694.33
793.40
864.44
Q7T T52

1133.62

Dr>< -0 TV I <3

1032.
869.
713.
616.
559.
458.
359.
288.
H75%

36

31

24
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.80
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id list per inj.

6e+7

5e+7

de+7

3e+7

2e+7

1e+7

40

i= 20130708_293THistone

20130708_293THistone

ki*
&

YRPGTPropVALR

=
X

L

H3 Y41-R49:

peptide
YRPGTPropVALR

YRPGTPropVALR

1+

1144.647 —

1207.658 —-

2+

572.827

604.333

3+

382.221

403.224

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

5

60

65



H3 Y41-R49 T-prop: YRPGTPropVALR

previous peptide

next peptide

id list per inj. peptide 1+ 2+ 3+
i 20130708_293THistone YRPGTPropVALR 1144.647 = e 572,827 e oo 382221 m——veem—
iE 20130708_293THistone YRPGTPropVALR 1207.658 = —— 604.333 = s — 403.224 —seem—
20130708 _293THistones_propL2xvspropLpicL_H3incl_ TMM
6e+7 &
Se+7 / &
de+7 i l
3e+7 |
2e+7 “ :
le+7 !
42.0 42.5 43.0 J 43.5 : 44.0 44.5 45.0 45.5
id list per inj. peptide 1+ 2+ 3+
iZ 20130708_293THistone YRPGTPropVALR 1144.647 = cm—— 572.827 e o o 382221 =——ecem—
i 20130708_293THistone YRPGTPropVALR 1207.658 —- 604.333 - = — 403.224 o e m—
(zoom out) * 20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
Be+7 3
5e+7 &
4e+7 ”
3e+7 / )
2e+7 @ \
1e+7 ” S
55 3.0 — 535 54.0 595 550




H3 Y41-R49 T-prop: YRPGTPropVALR

Quanti event: 42.9-44.1min

injection

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

AUC ratio /
injection
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

2e+7

-

1.5e+7 1

1e+7

5e+6

.
.
— — —

peptide

YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR

o

Oe+0- 7=

43.0 432 43.4 436 438 440

charge m/z

1

w W NN

charge
1
2
3

auc
1144.6473  1.1e+5
1207.6582  0.0e+0
572.8273  2.1e+8
604.3327  0.0e+0
3822206  0.0e+0
403.2243  6.6e+4

auc ratio

Infinity

Infinity

0.000

Quanti event: 53.0-54.4min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

AUC ratio /

injection
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

peptide

YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR
YRPGTPropVALR

o —

Soll :
66+6- :
4e+6- : ‘
2e+6 :

Oe+0- .=-——L

53.2 53.4

53.6 53.8 54.0

54.2

charge

1

W w NN

charge
1
2
3

9

m/z auc
1144.6473  0.0e+0
1207.6582 0.0e+0
572.8273  2.1e+6
604.3327 1.5e+8
382.2206 0.0e+0
403.2243 0.0e+0

auc ratio

NaN

0.015

NaN



H3 Y41-R49 T-prop: Prop-YRPGTPropVALR MS/MS

Experimental spectrum Theoretical
scan 7688
retention time 43.6min
precursor m/z 572.8260 M H?* 572.8273
precursor charge 24 MH Ap,ass Da -0.0026
MH Apass PPM -2.3
edit peptide
© {Propionyl}YRPGT{Propionyl}VALR align
[scan: 7688 (43.5min) 2+ 572.8260Da b4+ b y Y+
Eon 1088.62 544.81
Y
1 110.55 220.10 925.56 463.28
2 188.60 376.20 p 769.46 385.23
S 37513 473.25 G 672.40 336.71
4 265.64 530.27 T 615.38 308.19
5  344.18 687.35 r{/ 458.31 229.66
6 393.71 786.41 A 359.24 180.12
7 429.23 857.45 L 288.20 144.61
$ 8 485.77 970.54 175512 88.06
& R
8% X 9 563.82 1126.64
© X I
> Ed K K ©
l i ¢ iy v';\ X g ¥ $ ‘e"") - d
[T - \ | | | hii i N Ly 1 | W
- ' : v T
200 400 600 800 1.000




H3_Y41-R49 T-prop: PIC-YRPGTPropVALR MS/MS

scan: 10851 (53.6min) 2+ 604.3325Da

*o

Experimental spectrum

scan 10851
retention time 53.6min
precursor m/z 604.3325
precursor charge 2+

edit peptide

© (PIC}YRPGT{Propionyl}VALR

>

#,
o
s

45
45

Theoretical
M H?* 604.3327
MH Apas5 Da -0.0004
MH Apass ppm -0.4
align
RS &
L L -
1,000

60.
142.
220.
268.
297.
375.
425.
460.
517.
595.

53
06
il
63
15
68
22
73
28
88

b
120.04
283.11
439.21
536.26
593.28
750.36
849.43
920.46

1033.55

1189.65

3

£E4 O U D <3

=1 Il -

S

y

1088.62
925.56
769.46
672.40
615.38
458.31
359.24
288.20
175.12

544
463
385
336

308.
229.
180.
144.

88.

11

y++
SChE
.28
23]
.71
19
66
12
61
06



12

H3 Y41-R49:
YPropRPGTPropVALR

id list per inj. peptide 1+ 2+ 3+
i= 20130708_293THistone YPropRPGTPropVALR 1200.674 =——- 600.840 === —— 400.896 =——-rs=——-
i= 20130708_293THistone YPropRPGTPropVALR 1263.684 ——- 632.346 == ——— 421900 —--r=—-
J‘ 20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
7e+6 ;FQ
6e+6 J‘l
5e+6 J‘\
4e+6
3e+6 AL
2e+6 ; |
1e+6 » A
a!& [ '
. . 4 — — A'... l"\I\A
54 56 58 60 62 64



H3 Y41-R49 Y&T-prop: Y(Prop)RPGT(Prop)VALR

Quanti event: 58.2-59.1min

injection peptide charge m/z auc
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YPropRPGTPropVALR 1 1200.6735 0.0e+0
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YPropRPGTPropVALR 1 1263.6844 0.0e+0
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YPropRPGTPropVALR 2 600.8404  1.0e+8
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM YPropRPGTPropVALR 2 632.3459  0.0e+0
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM YPropRPGTPropVALR 3 400.8960  0.0e+0
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM YPropRPGTPropVALR 3 421.8997  0.0e+0
AUC ratio /
injection charge auc ratio
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM 1 NaN
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM 2 Infinity
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM 3 NaN

8e+67

.
o : No peaks detected for PIC-labeling.
4e+6
.
2e+6
B
. k
Oe+0-= = —

584 586 588 59.0 59.2



H3 Y41-R49 Y&T-prop: Y(Prop)RPGT(Prop)VALR

scan: 12373 (58.5min) 2+ 600.8402Da

o

Experimental spectrum

scan 12373
retention time 58.5min
precursor m/z 600.8402
precursor charge 24

edit peptide

° {Propionyl}Y{Propionyl}RPGT{Propionyl}VALR

il

s
4

Theoretical

M H2* 600.8404

MH Apas5 Da -0.0004

MH Apass ppm -0.3

align
v%

A

: ;
1,000 1,200

138.
216.
265.
293.
372.
421.
457.
513.

591.

57
62
14
65
19
72
24

78

276.12
432.22
529.28
586.30
743.37
842.44
913.48
1026.56

1182.66

Propionyl

Propiony!

»

]
8

Ho o

nDr r»<

v
1144.65
925.56
769.46
672.40
615.38
458.31
359.24
288.20

175.12

14

Y4+
572.83
463.28
385.23
336.71
308.19
229.66
180.12
144.61

88.06



H3 T3-R8

TKQTAR



H3 T3-RS:
TKQTAR

id list per inj. peptide 1+ 2+ 3+
i= 20130708_293THistone H3K4 [prop_d0] 816.457 = ==———————- 408.732 = m— 272.824 ——-re—-
i= 20130708_293THistone H3K4 [pic,prop_d0] 879.468 —-—- 440.238 —-r———- 203.828 = m—

. zoom out | 20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

2.5e+7
2e+7
1.5e+7
1e+7

5e+6
4 C 1S |




H3_T3-R8: TKQTAR

Quanti event: 16.9-17.8min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

Quanti event: 30.0-32.7min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

peptide

H3K4 [prop_d0]
H3K4 [pic,prop_d0]
H3K4 [prop_d0]
H3K4 [pic,prop_d0]
H3K4 [prop_d0]
H3K4 [pic,prop_d0]

peptide

H3K4 [prop_d0]
H3K4 [pic,prop_d0]
H3K4 [prop_d0]
H3K4 [pic,prop_d0]
H3K4 [prop_d0]
H3K4 [pic,prop_d0]

charge

1

w W NN

charge

e

w W NN

m/z

816.4574
879.4683
408.7323
440.2378
272.8240
293.8276

m/z

816.4574
879.4683
408.7323
440.2378
272.8240
293.8276

auc
1.6e+7
0.0e+0
7.5e+7
0.0e+0
0.0e+0
0.0e+0

auc
0.0e+0
5.7e+8
2.3e+5
6.6e+8
0.0e+0
0.0e+0

2e+7

1e+7

T T ST P TNEEOUs| T [ |
30.5 31.0 315 32.0 325

17



H3_T3-R8: Prop-TKQTAR MS/MS

Experimental spectrum Theoretical
scan 2090
retention time 17.2min
precursor m/z 408.7322 M H?* 408.7323
precursor charge 24 MH Apass Da -0.0002
MH Apass PPM -0.2
edit peptide
° {Propionyl}TK{Propionyl}QTAR align
[scan: 2090 (17.2min) 2+ 408.7322Da bt b y Y+
ik 760.43 380.72
< $
1 79.54 158.08 K 659.38 330.20
2 171.60 342.20 MQ 475.26 238.13
3  235.63 470.26 T 347.20 174.11
4 286.16 571.31 A 246.16 123.58
5 321.68 642.35 175.12 88.06
i R
6 399.73 798.45
¥ 5 il 0
.
&
» " x° ®
& ' 19 < £
o | ‘ JH| 1l i H o pib faldhe er o] o | .
' i ' v T T T
00 200 300 400 500 600 700

140Da diagnostic ion



H3_T3-R8: PIC-TKQTAR MS/MS

Experimental spectrum Theoretical
scan 4323
retention time 30.9min
precursor m/z 440.2374 M H2* 440.2378
precursor charge 2% MH Ap,5ss Da -0.0008
MH Apass ppm -1.0
edit peptide
° {PIC}TK{Propionyl}QTAR align
[scan: 4323 (30.9min) 2+ 440.2374Da b++ b y Y4+
< 60.53 120.04 fiE 760.43 380.72
o
¥ 1 111.05  221.09 K 659.38  330.20
2003811 405.21 Pé 475.26 238.13
3 267.14 533.27 T 347.20 174.11
4 317.66 634.32 A 246.16 123.58
5 353.18 705.36 = 175.12 88.06
6 431.23 861.46
$
R & & .
¥ & .
‘ & > &
I3 & l_4‘lu‘H.\Jw,..‘u.. . “l||.n”|/1\ . . . i | |
' . ' : ; . ' '
00 200 300 400 500 600 700 800

140Da diagnostic ion



id list per inj.
i= 20130708_293THistone
i= 20130708_293THistone

's N
zoom out |

20

H3 T3-R8:
TKQTPropAR

peptide

H3T6Prop [prop_d0]

H3T6Prop [pic,prop_d0]

1+ 2+ 3+
872.484 ——e— 436.745 —— e m— 291.499 =——vecm—
935.495 = m— 468.251 = m—— 312503 =——crrm—

20130708_293THistones_propL2xvs®»pLpicL_H3incl_TMM
4

7e+7
S
6e+7 |
‘0
5e+7 R 3
de+7 M‘

@
3e+7 \ P4
2e+7 3

3 3
1e+7
LA @
s = @ | *
25 30 35

40 45 50



H3 T3-R8: TKQTPropAR

Quanti event: 27.8-28.7min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

Quanti event: 42.8-43.9min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

peptide

H3T6Prop [prop_d0]
H3T6Prop [pic,prop_d0]
H3T6Prop [prop_d0]
H3T6Prop [pic,prop_d0]
H3T6Prop [prop_d0]
H3T6Prop [pic,prop_d0]

peptide

H3T6Prop [prop_d0]
H3T6Prop [pic,prop_d0]
H3T6Prop [prop_d0]
H3T6Prop [pic,prop_d0]
H3T6Prop [prop_d0]
H3T6Prop [pic,prop_d0]

charge

—

w w NN

charge

1

w W NN

m/z

872.4836
935.4945
436.7454
468.2509
291.4994
312.5030

m/z

872.4836
935.4945
436.7454
468.2509
291.4994
312.5030

auc
5.6e+5
0.0e+0
2.2e+6
0.0e+0
0.0e+0
0.0e+0

auc

6.1e+5
9.1e+6
2.7e+4
3.2e+7
0.0e+0
0.0e+0

| A
1.5e+5- s
Te+5 g .
5e+4-
S ~N
280 282 284 286
2e+6 /“.
1.5e+6 ; \
1e+6- | "
Oe+01=22 \¥M~
430 432 434 436 438

21




H3_T3-R8: Prop-TKQTPropAR MS/MS

vscan: 3902 (28.3min) 2+ 436.7451Da

Lol

Experimental spectrum

scan
retention time
precursor m/z
precursor charge

edit peptide

3902
28.3min
436.7451
2+

o {Propionyl}TK{Propionyl}QT{Propionyl}AR

5

4

ol bilbi ool t al

T
400

*e
s

500 600 700

Theoretical

M H2+
MH A, Da
MH Apass ppm

align

s

800

436.7454
-0.0007
-0.7

900

140Da diagnostic ion

b++

79.54
171.60
235.63
314.17
349.69
427.74

158.08
342.20
470.26
627.33
698.37

854.47

Propiony

~

Propiony

v
3
-]
E]

I >

= O

816.46
715.41
531.29
403.23
246.16

7512

22

Yt
408.73
358.21
266.15
202.12
123.58

88.06



H3_T3-R8: PIC-TKQTPropAR MS/MS

scan: 7621 (43.3min) 2+ 468.2505Da

*o

Experimental spectrum

scan
retention time
precursor m/z
precursor charge

edit peptide

7621
43.3min
468.2505
2+

© {PIC}TK{Propionyl}QT{Propionyl}JAR

*5

400

}.,.U* a i .

A4

500 600

s

Theoretical

M HZQ
MH A5 Da
MH Apass ppmM

align

4

800

468.2509
-0.0007
-0.8

T
900

140Da diagnostic ion

60.
111.
203.
267.
345.
381.

459.

&)
05
11
14

120.

221
405

SeiEie
690.
761.

917

04

.09
.21

27
35
38

.48

2
]

8
g

i =

2

8
s

)

S

T >

816.46
715.41
531%29)
403.23
246.16
175.12

23

y++
408.73
358.21
266.15
202.12
123.58
88.06



id list per inj.
i= 20130708_293THistone
i= 20130708_293THistone
I's o
.zoom out |
5e+6
4e+6
3e+6
2e+6

1e+6

H3 T3-RS8:
TKMel1QTAR

peptide
H3K4Me [prop_d0]

H3K4Me [pic,prop_d0]

2

2+

415740 —-o—m—

447246 —er——

0130708_293THistones_propL2xvspropLpicL_H3incl_TMM

3+

277.496

298.499

24

20

25

30

35

40

45

5



H3_T3-R8: TKMelQTAR

25

Quanti event: 22.2-23.5min

2e+61] !
injection peptide charge m/z auc / \
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [prop_d0] 1 830.4730 4.8e+6 1:58+6+ | E
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [pic,prop_d0] 1 893.4839 0.0e+0 1e+6- . \
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [prop_d0] 2 415.7402 2.5e+7 / .
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [pic,prop_d0] 2 447.2456 7.9e+4 Se+51 £ . \

Oe+0- ,_.———,—,—,_.————JL =

224 226 228 230 232 234

Quanti event: 36.9-38.2min )

injection peptide charge m/z auc 6e+6 / >v

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [prop_d0] 1 830.4730 4.6e+7 / 2 .

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [pic,prop_d0] 1 893.4839 1.9e+8 i / \\ /\

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [prop_d0] 2 415.7402 1.1e+4 26+6- : 3 L % y

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Me [pic,prop_d0] 2 447.2456 1.6e+8 // ‘x
Oe+0 /=t = .

r l-- T T T T | T |
37.0 372 37.4 37.6 37.8 38.0



H3 T3-R8: Prop-TKMelQTAR MS/MS

26

Experimental spectrum Theoretical
scan 2890
retention time 22 7min
precursor m/z 415.7402 M H2* 415.7402
precursor charge 24 MH Aass Da 0.0001
MH Apass PPM 0.1
edit peptide
© {Propionyl}TK{Methyl,Propionyl}QTAR align
[scan: 2890 (22.7min) 2+ 415.7402Da b++ b y Y4+
& Proplon 774.45 387.73
1 79.54 158.08 K 673.40 337.20
2 178.61 356.22 ’-'*f”'-*'é’sww 475.26 238.13
9 3 242.64 484.28 T 347.20 174711
4 293.17 585.32 A 246.16 123.58
5  328.68 656.36 R 175.12 88.06
kg
Faty 6 406.73 812.46
o
&> i\ %
& ~°
g . < .
‘ *' ’ i
. (Y ! .’l. T i ..H.l/.\\‘.x. | . A |
: i : - v | .
00 200 300 400 500 600 700

171Da diagnostic ion



H3_T3-R8: PIC-TKMel1QTAR

Experimental spectrum

scan
retention time
precursor m/z

precursor charge

edit peptide

° {PIC}TK{Methyl,Propionyl}QTAR

scan: 5956 (37.5min) 2+ 447.2446Da

u
B Al
&
P
Fy

&

i H ||h...||k. h

| ‘ N AR T TR Y
00 200 300 400

Yo

500

5956
37.5min
447.2446
2+

MS/MS

Theoretical

M H2+
MH A5 Da
MH Apass PPmM

align

<3

600 700 800

447.2456
-0.0020
-2.2

900

171Da diagnostic ion

60.
111.
210.
274.
324.
360.
438.

53
05
12
15
67
19

24

120.
221.
419.
547.
648.

875.

04
09
23
29
34

o/

47

2
[}

25 =1

Methyl Propionyl

T > -0

774.45
673.40
475.26
347.20
246.16
175.12

27

y++
387.73
337.20
238.13
174.11
123.58
88.06



28

H3 T3-R8:
TKMelQTPro

id list per inj. peptide 1+ 2+ 3+
i= 20130708_293THistone H3K4MeT6Prop [prop_d0] 886.499 = - —— 443753 ——uve— 206,171 =—cre—
i= 20130708_293THistone H3K4MeT6Prop [pic,prop_d0] 949.510 = = = 475.259 v e— 317175 ===
:zoom OUt; 20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
2e+6
1.5e+6
1e+6
5e+5 :' ; ': }
N .




H3 T3-R8: TKMelQTPropAR

Quanti event: 48.0-48.9min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvsproplLpicL_H3incl_TMM
20130708_293THistones_proplL2xvsproplLpicL_H3incl_TMM
20130708_293THistones_proplL2xvsproplLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvsproplLpicL_H3incl_TMM

3e+5- /\
VAR

1e+5-

48.3 48.4 485 48.6 487 48.8

peptide charge m/z

H3K4MeT6Prop [prop_d0] 1 886.4993
H3K4MeT6Prop [pic,prop_d0] 1 949.5102
H3K4MeT6Prop [prop_d0] 2 443.7533
H3K4MeT6Prop [pic,prop_d0] 2 475.2587
H3K4MeT6Prop [prop_d0] 3 296.1713
H3K4MeT6Prop [pic,prop_d0] 3 317.1749

No peaks detected for Prop-labeling.

auc

0.0e+0
6.9e+5
0.0e+0
4.7e+6
0.0e+0
0.0e+0

29



H3_T3-R8: PIC-TKMelQTPropAR MS/MS

30

Experimental spectrum Theoretical
scan 9225
retention time 48.5min
precursor m/z 475.2589 M H2* 475.2587
precursor charge 24 MH Apass Da 0.0003
MH Apass ppm 0.3
edit peptide
° {PIC}TK{Methyl,Propionyl}QT{Propionyl}AR align
[scan: 9225 (48.5min) 2+ 475.2589Da b++ b y Yt
b 60.53 120.04 ? 830.47 415.74
1 111.05 221.09 K 729.43 365.22
2 210.12 419.23 ”"“"""”Q’“‘"’“*' 531.29 266.15
rd 3 274.15 547.29 i 403.23 202.12
4 352.68 704.36 "’°X”"' 246.16 123.58
5 388.20 775.40 R 175.12 88.06
6 466.25 931.50
R
N L
0y < *
o iy
3 o
“J X
H vI .o |
R T | B A T 1H‘| ‘.‘L | e w\‘..ll.l\|‘:..‘ll/}\. | | i |
T T T T T T T
200 300 400 500 600 700 800

171Da diagnostic ion



31

H3 T3-RS8:
TKMe2QTAR

id list per inj. peptide 1+ 2+ 3+
i= 20130708_293THistone H3K4Me?2 [prop_d0] 788.462 ——-=— 394.735 v o e—— 263.492 =——crom—
i= 20130708_293THistone H3K4Me?2 [pic] 8561473 —-—mm— 426.240 —--—m—m— 284.496 —--r—m

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

3e+6
2.5e+6
2e+6
1.5e+6

1e+6 £ f-,

5e+5

10 12 14 16 18 20 22 24 26



H3_T3-R8: TKMe2QTAR

Quanti event: 10.1-11.1min

injection

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

Quanti event: 17.5-19.7min

injection

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM

peptide

H3K4Me2 [prop_d0]
H3K4Me2 [pic]
H3K4Me2 [prop_d0]
H3K4Me?2 [pic]
H3K4Me2 [prop_d0]
H3K4Me2 [pic]

peptide

H3K4Me2 [prop_d0]
H3K4Mez2 [pic]
H3K4Me2 [prop_d0]
H3K4Mez2 [pic]
H3K4Me2 [prop_d0]
H3K4Mez2 [pic]

charge

-t | -

m/z

788.4625
851.4734
394.7349
426.2403
263.4923
284.4960

m/z

788.4625
851.4734
394.7349
426.2403
263.4923
284.4960

auc
9.6e+2
0.0e+0
2.9e+5
0.0e+0
0.0e+0
0.0e+0

auc

0.0e+0
2.7e+4
6.2e+4
1.0e+7
0.0e+0
0.0e+0

3e+4

2e+4

1e+4

Oe+0-;

1e+6

8e+5

6e+5

4e+5

2e+5

Oe+0-

—

10.4

10.6

10.8

11.0

18.0

18.5

19.0

195

32



H3 T3-R8: Prop-TKMe2QTAR MS/MS

scan: 1280 (10.5min) 2+ 394.7345Da

*2
%

Experimental spectrum

scan 1280
retention time 10.5min
precursor m/z 394.7345
precursor charge 24

edit peptide

© (PropionyljTK{Dimethyl}QTAR

4,
e

Theoretical
M H?* 394.7349
MH Apass Da -0.0008
MH Apass ppm -1.0
align
; '
700 800

1

b++

79.54
157.61
221.64
272.16
307.68
385.73

158.08
314.21
442.27
543.31
614.35

770.45

Propiony/

T

~

D > - Ok

732.
631.
475.
347.
246.

175.

44
39

20
16
12

33
y++
366.72 6
316.20F 5
238.13 4
174.11 3
123.58 2
88.06 1



H3_T3-R8: PIC-TKMe2QTAR MS/MS

scan: 2300 (18.6min) 2+ 426.2403Da

*o

Experimental spectrum

scan 2300
retention time 18.6min
precursor m/z 426.2403
precursor charge 24

edit peptide

© (pIC)TK(Dimethy}QTAR

P

4
6
¢
4

T T
400 500

4

Theoretical

M H2+
MH Apass Da
MH Apass ppm

align

700

800

426.2403
-0.0001
-0.1

2

60.
111.
189.
253.
303.
B39
417.

b++

53
05
il
14
67
18
24

120.04
221.09
377.22
505.28
606.32
677.36
833.46

o

2
[}

i X —

3
&
5

> 40

732.44
631.39
475.26
347.20
246.16

175017

34

Y4+
366.72
316.20
238.13
174.11
123.58

88.06



id list per inj.
i= 20130708_293THistone

iE 20130708_293THistone

6e+6

4e+6

2e+6

35

H3 T3-R8:
TKMe3QTAR

peptide

H3K4Me3 [prop_d0]

H3K4Me3 [pic]

1+

802.478 —-

865.489 —-

2+ 3+
401.743 =——rr— 268.164 - m——
433.248 ——--——- 289.168 ===+ =————-

20130708_293THistones_prggl 2xvspropLpicL_H3incl_TMM

oy .

10

12

14

16 18 20



H3 T3-R8: TKMe3QTAR

Quanti event: 9.9-10.9min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

Quanti event: 17.9-19.1min

injection

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

peptide
H3K4Me3 [prop_d0]

H3K4Me3 [pic]
H3K4Me3 [prop_d0]
H3K4Me3 [pic]
H3K4Me3 [prop_d0]
H3K4Me3 [pic]

peptide

H3K4Me3 [prop_d0]
H3K4Me3 [pic]
H3K4Me3 [prop_d0]
H3K4Me3 [pic]
H3K4Me3 [prop_d0]
H3K4Me3 [pic]

charge

[y

m/z

802.4781
865.4890
401.7427
433.2482
268.1642
289.1679

m/z

802.4781
865.4890
401.7427
433.2482
268.1642
289.1679

auc
0.0e+0
0.0e+0
1.0e+5
0.0e+0
0.0e+0
0.0e+0

auc

0.0e+0
0.0e+0
0.0e+0
3.9e+6
0.0e+0
0.0e+0

1.5e+44

1e+4 1

2e+5

1e+5

36

./

'18.0

18.2

18.4



H3_ T3-R8: Prop-TKMe3QTAR MS/MS

s
21
13
it
58

Experimental spectrum Theoretical
scan 1271
retention time 10.4min
precursor m/z 401.7427 M H? 401.7427
precursor charge 24 MH A5 Da 0.0000
MH Apass PPM 0.0
edit peptide
° {Propionyl} TK{Trimethyl}QTAR align
[scan: 1271 (10.4min) 2+ 401.7427Da b++ b y
Fropion 746.45 373.
T
79.54 158.08 K 645.40 323
164.62 328.22 Q 475.26 238.
228.64 456.28 T 347.20 174.
279.17 557.33 A 246.16 1237
5 314.69 628.37 R 175.12 88.
6  392.74 784.47
&
> © o
o A Al ¢ 9 d i
) Ly 1 TR | . P | [ 1 i | | l I |
' v . : . .
200 300 400 500 600 700




H3_T3-R8: PIC-TKMe3QTAR MS/MS

Experimental spectrum Theoretical
scan 2258
retention time 18.4min
precursor m/z 433.2478 M H2* 433.2482
precursor charge 24 MH Apass Da -0.0007
MH Apass ppm -0.8

edit peptide
© (piC)TK(Trimethyl}QTAR align

.scan: 2258 (18.4min) 2+ 433.2478Da
K

N
3
" » < @
<& $ df 6} & g & >
M | iy L ¥ gl | i 1 : I |
00 200 300 400 500 600 700 800 900

60.
skabiks
196.

310.
346.
424.

53
05
12

.15

67
19
24

120.04
221.09
391.23
519.29
620.34
691.38
847.48

g

D> - 0L

x 3

3
8
g

i

746.
645.
475.
347.
246.
175.

45
40
26
20
16
1y

38

y++
e
323.21
238.13
174.11
123.58

88.06



H3 T3-RS:

TKACQTAR

id list per inj. peptide 1+ 2+ 3+
i= 20130708_293THistone H3K4Ac [prop_d0] 802.442 —- 401.725 =—s=m—— 268.152 "o —
i= 20130708_293THistone H3K4Ac [pic] 865.453 ——- 433.230 = - —— 289.156 .- —
20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
4e+6
3.5e+6 L
3e+6 .
2.5e+6 ‘
2e+6 : :
1.5e+6 q “
1e+6 : ;
5e+5 -
r, - = 1, A f ‘
12 14 16 18 20 22 24 26 28

39



H3_T3-R8: TKACQTAR

Quanti event: 14.0-14.5min

1e+4-

40

injection peptide m/z auc \/
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [prop_d0] 802.4417 1.2e+4 8e+3 ] \
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [pic] 865.4526 0.0e+0 6e+3- k
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [prop_d0] 401.7245 8.8e+4 !
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [pic] 433.2300 0.0e+0 e /’ K
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [prop_d0] 268.1521 0.0e+0 2e+3+ ; s \_
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [pic] 289.1557  0.0e+0 Oe+0- / 4 ,\-\ i “j\_ .
141 14.2 14.3 14.4

Quanti event: 26.6-27.3min

injection peptide m/z auc /\
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [prop_d0] 802.4417 0.0e+0 1.5e+5 / "
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [pic] 865.4526 4.2e+5

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM
20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM

H3K4Ac [prop_d0]
H3K4Ac [pic]

401.7245
433.2300

0.0e+0
1.1e+6

2 1e+5-
3 268.1521 0.0e+0 Se+4 : / .
3 \

289.1557  0.0e+0 ____4
26.90 26.95 27.00 27.05

20130708_293THistones_propL2xvspropLpicL_H3incl_TMM H3K4Ac [prop_d0]

20130708_293THistones_proplL2xvspropLpicL_H3incl_TMM H3K4Ac [pic]




H3_T3-R8: Prop-TKAcQTAR MS/MS

Experimental spectrum Theoretical
scan 1711
retention time 14.2min
precursor m/z 401.7243 M H2* 401.7245
precursor charge 24 MH A,,ss Da -0.0005
MH Apass PPmM -0.6
edit peptide
° {Propionyl}TK{AcetylJQTAR align
scan: 1711 (14.2min) 2+ 401.7243Da
$
$
&
9
v“'
g
< - .
& > 4 ‘ &
(MR HL\ 1T . ‘H\ | | |
200 300 400 500 600 700 800

126Da diagnostic ion

79.
164.
228.
279.
314.
392.

54
60
63
1’5
67
72

158.08
328.19
456.25
557.29
628.33

784.43

Propionyf

T

ix

§

D> -0
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H3_T3-R8: PIC-TKAcCQTAR MS/MS

scan: 3706 (27.0min) 2+ 433.2293Da
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