Supplementary Figurel. Interface of Citrullia, showing each page from the program, where home page, analysis
page, validation page, and quantification page can be picked from the left menu, while sub menus can be picked in the
top of each page. From the analysis window, the following subpages can be accessed, general, parameters,
modifications, and options. Furthermore, all the parameters from the X! Tandem search engine can be accessed by the
analysis page. By selecting a peptide from the validation page, three windows can be opened, one for analysis of paired
citrullinated peptides by the citrullinated peptide, one for analysis of the paired citrullinations by the arginine

containing peptide, and one for single citrullinated peptides.
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A g Citrullinations Arginines Lonely
" . | |
Search Query: Search Result:
Subject Spectra Protein: ScanlD: Ewalue: Seans: Sequence:
T Type: Modified sp|B2RMO3|CPG1_PO... 3986  0.00073 2 IKEGLTETTYR
_' Name: Citrullination 5p|B2RM93|CPG1_PO... : 5 2 IKEGLTETTYR
Residue: IRl splB2RMB3]( 2 IKEGLTETTYR
Mass Change: + 0.8845 JRR— R [ ——
{From an identical unmodified peptide) SRIBSENE - - o
tr|B2RHKI|B2RHKI_P... 2 LIDHLLSNYESDPR
Complimentary Spectra 1 KLIAVPYGATPVVR
Type: Unmodified tr|B2RIMS|BZRIMS._P... 1 KINVQSLHVIPGR
MName: Arginine Containing .

. tr[B2RMC1[B2RMC1 ...
Residue: [R]

Mass difference: - 0.9845
{From the subject spectra parent mass)

tr|[B2RHKS|BE2ZRHKS_P...

Parent Mass Error:

Validation

Spectrum ID: 3282 et B lons B-18lons Ylons Y-17lons Y-18 lons Unidentified
Citrullinated Peptide:
ID / Protein: 3282 / B2RMC1 Previous
Parent Mass:  14597.689
Charge-state: 2
Sequence: GSHEPVADNSTVAGR
E-value: 14E-07
Retention Time: 727 sec. L
File Name: QEHF1.10226_DNL.mzXMLMGX =
Arginine Peptide: Z
ID f Protein: 3173 / BZRMC1
Parent Mass:  14%6.706
Charge-state: 3
Sequence: GSHEPVADNSTVAGR
E-value: 15E-06
Retention Time: 711 s=c
File Name: QEHF1.10236_DNL.mzXMLMGX
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Quantification

Validation

n
Spectrum ID: 5241
Arginine Peptide:
ID / Protein: 5241/ B2ZRMS3
Parent Mass:  2410.13¢
Charge-state: 3
Sequence: SDQVYGQIVGNDHYNEVFIGR
E-value: 47E-10
Retention Time: 1177 sec
File Name: QEHF1_10121_DML mzXMLMGX

Citrullinated Peptide:

ID / Protein: 5508 / B2RM93

Parent Mass: 2411131

Charge-state: 3

Sequence: (SDOVYGQIVGNDHYNEVFIGR)
Retention Time: 1235 sec

File Name: QEHF1_10127_DMNL mzXMLMGX

{NB. The Sequence is in this case the potential sequence!)

203.066
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Citrullinations

Search Query:
Subject Spectra
Type:

MName:

Residue:

Mass Change:

[R]
0.0

Arginines

Lonely

Urmaedified
Arginine Containing

{From an identical unmodified peptide)

Complimentary Spectra

Type: Medified
MName: Citrullination
Residue: [R]

Mass difference: + 0.9845

{From the subject spectra parent mass)

Parent Mass Error:

| 055 |/ps

Previous

Remove

y-17
575.343

y-18

476.275
329.206
216122

158101

Search Result:
Protein:

tr|B2RH25|B2RH25_P...
tr|BZRHHS|B2RHHS _P...
tr|BZRHHS|BZRHHS_P...
tr|B2ZRKY7|B2RKY7_PO..,
tr|B2RKY7|BZRKY7_PO...
sp|B2RM3|CPG1_PO.

sp|B2RMI3|CPG1_PO..,

trlB2RMCT|B2RMCT ...

sp|B2ZRMO3|CPG1_PO...
sp|B2RMO3|CPG1_PO...
tr|B2ZRIDD|BZRIOD_PO. ..
tr|B2RLEE|B2RLEE_P..,
sp|B2ZRMO3|CPG1_PO...
tr|B2ZRKSE|B2RKS

trlB2R

56|B2R
tr[B2RLP4|B2ZRLPA_PO...

S
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5.4E-09 2 SDOVYGQIVGNDHYNEVFIGR

1 55VPGR
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B lons B-181lons Ylons Y-17lons Y-18 lons Unidentified
2
]
£
L T L L L R
miz
MS1 Scan of Unmadified Peptide MS1 Scan of Modified Peptide
Retention Time: 1176 sec. Retention Time: 1235 sec
z 2z
o o
g g
Ll Il
T Y o2 a4 & s To& & 1 i 1 1



Citrullinations Arginines Lonely

| |
Search Query: Search Result:
Subject Spectra Protein: ScanlD: E-value: Scans: Sequence: -
_— Type: hodified tr|[B2RKGS|B2RKGS_P.. 2847  0.00085 0 AGRIPK
Home . T
Name: Citrullination tr|B2ZRIQ1|B2ZRIQI_PO... 0 GAVNSHEHLIMPTIAMR

Residue: [R] tr|B2RIQ1B2RIQN_PO... 0 AHOTGAVNSHEHLIMPTIAMR
Mass Change: + 0._9845 _ tr|BZRHHT|BZRHHT P... 0 AMNALVAEIESLR
{From an identical unmodified pephide)
tr|B2RHHTIB2RHHT_P.. 0 AMMNALVAEIESLR
splB2RMS3|CPGI_PO.. 6021 00079 0  DGKPTGTVAIASTINGSWAS..
splB2RMS3|CPGT_PO.., 6180 000026 0  DGKPTGTVAIASTINGSWAS..
splB2RMS3|CPGI_PO... 6206  0.0002 0 DGKPTGTVAIIASTINGSWAS...

sp|B2ZRMS3|CPG1_PO... 5991 0.00036 0 DGKPTGTVAIIASTINGSWAS...
trl[B2RITOIB2RITO_PO.., 4149 0.0095 0 GKDTAGCYGEGLDLKR
sp|P59 4815 0.00011 0 HFGCTGIFR
tr|[E2RIO|EZRITO_PO.., 3082 0.0015 0 HLANPDGTR
sp|B2RITO|DPPS_POR... 0 HSFELPDDLYR
sp|B2RITO|DPPS_POR... 0 HSFELPDDLYR
sp|B2RITO|DPPS, 0 HSFELPDDLYR
tr|B2RKE1|E2RKET_P... 0 HSSLVHFDGR
tr|B2RKE1|B2ZRKE1_P... 0 HS5LVHFDGR
Validation
ra Validat Lonely Citrullinations -
Spectrum ID: 2847 B lons B-18lons Ylons Y-17lons Y-18 lons Unidentified
Citrullinated Peptide: |
Parent Mass:  £42.391 T )
Charge-state: 2 |
Sequence: AGRIPK 1
E-value: 0.00085 =
Retention Time: £33 sec. 27
File Name: QEHF1_10237_DNLmzXMLMGX =
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