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BB PT FHA PRN Orbitrap Bo¥HRIEEIERIE

BB (DTP, diphtheria tetanus pertussis ) 2—fh&tHR
iZERItHRRE= KRR, HERESE. WEX
XERBEHZE=AR, BFmpaE. BaEXMNEHE
Z=FfEK. o, BEEEAENEER (BERE-Hib)
. ABEE (BAE-Hib-IPV) MRBES (BAE-Hib-
IPV-Z B ) NEZEERIS . A, BEEREENRES
2R )LENREEERX. EXEAKEEEEHRL
EMERERIEIF1, ERHERNAREDATIROMEXIE
=, BE—LEEMENRRIBX, 2H4ARRSHI/LE
EMEOREEENRREBEEZR? TFk, FAHREHREA
RFFHBEHZEE2,3, B, BHREEEEFH?
B RMHEFTZ, %é@f&EED?FEHLQEEIWH
EAREE, R13dIE. #®if. B BRELSRKEGRESE
PT ( pertussis toxin) . FHA (filamentous hemagglutinin )

PRN (pertactin) . ACT (adenylate cyclase toxin, 3%
WEE) . FIM (fimbria  subunit, SFEH ) 45EBHR
EQMHSFEOEANERREY, BEHS—Eltax
}:%UEEEEU?FEEO HArBHHZEEBIEBZTE
REE, f13tEnth, D3RR EEEERSHIPT. FHAR
PRN, J—J_%& ELLBISERERIREEHRED B B &
H. NEARTZOLIEY, LiCRESBHREEEEIED
WEREZZESE, PT. FHAFIPRNERFEMRERER. A
I, #&HIPT. FHATOPRNIYREXN B HIZEm REEH 15
B5E, a ERFIESEREOEXNYNEEZERERN. B
£2008F TummalaZE5 FRE®BIERIEHRIE 7k BTohama
ERIPTIIRERFS . BHZIECMMiREBFHAR]
PRNESABNERERERFS, BOENMIRERBEEH
1Z& e AIFHAFIPRN S E IR F5 .

FES

OrbitrapEEHERIE UL RERENE . DHFEMR
8=, BFRED IS LIRS 2 IERAVIL I A AL
E’x‘E’\WﬁiﬂU, BN TIRSHMERERE" 7. A LAOrbitrapAF
8, XECSEHRSTohamaEkEFRIPTRERFY; ML
REREPTHRER T B EEMERMASEE, HPTX]
RmimtiREIES®,; B AERRFHATIPRNIIZE
BRF5 SRS FRIIRIXIEL, o E BT EEFRIFHA
MIPRNEJBERVE ERR 5 o

2. 3 ERsY
PARELT

=1 BHENRES TR

HEoEsS J =X A ﬁl_%i’"\ RE (pg/ml)
1 E iR CS 1000
2 E N CS FHA 1000
3 ElNiram CS PRN 1000
4 I &1 CS PT 1000
5 I &1 CS FHA 1000
6 [ &1 CS PRN 1000
7 | %2 CS PT 1000
8 = CS PT 1000
9 | %3 CS FHA 1000
10 ] %4  Tohama PT 392
11 ] %4  Tohama FHA 1289
12 ] %5  Tohama PT 1290
13 EHFrtraal1  Tohama PT 1000
14 EHFrtram2 Tohama PT 1000
15 EHFrtram3  Tohama PT 400
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HNERZEN EREQFREFER100 b, MABFARR
0.1%Rapigestidi&, 60CHEE15 min. SIAN10 pL 500
mmol/LBY Z A ¥EES A, 60°C/RMN60 min, SEHEZE
im, JIA10 pL 1mol/LEVMME ZBigiai, =imE R i
30 min, AOAN765 pL50 mmol/LEREES $%/Kia&mF110 pLhE
EOMAR (HEBBEAAR) , 37C (MIREEELEA
&, REGEEN25C ) RMZRK, IANS uL=@ MR IR
fi#, 37°C/R30 min, 14000 r/min, 210 mingB_EiE®&
FIFLC-MS/MSH . CSEFITohamaiE 4 F=AIPTXI 8RR k&
THBREOMBEELIN, TRBEEOMEER, ZEmEN
SRR EERTRERFIIBEENNILL,

2.2 (X BRI
RIZINEE. Q Exactive plus (FEEAKH/REHY, EEH);

BIE{Yes. Vaquish FlexRIBEIERS (BRI KIH/REHY, =
&);

B®iZiE. BioC18, 3 um, 2.1x150 mm (A& ) ;

. TIREBFK, 2B (FER) , FEE (FER) .

2.3 IUEHE
eESRFEG. BERIER;
=1 BN eIE R

AMB (%) :

BB (%) :
0.1% BEg-Z 15

0.1% BB ES- Ik

TR ((ml/min ) 0.3
FiE (C) 35
BIE%E AF18) (min ) BIEIRE (%)
0 3
2 3
50 40
55 90
60 90
60.1 3
70 3

FRgE D irse: BIRIIER2;

H

FEEE 3.5kV

RETE m/z 300-2000;

DR —4[70,000/—£%35,000
KEET dd-Ms2

NCE 28%

AGC —%3eb/_F1eb
EMAENHEE ~ 320C

FE5/ES 35/10

S-Lens 50

2.3 BERER I

Thermo Xcalibur Qual BrowerE XY 28

BioPharma finder 4.08M2#E, S#HREWT: BEEE
Ificarbamidomethylation, @& {&IfEDeamidation ( NQ )
. Oxidation (M) , HZE&FZMhigh, EETE AN ZHK
BE, AFZRRERZE10 ppm.

3. ER5iTie
3.1 BRPTIRGBSEMNPTIRGS BB FIIEL

BALUREOEER Rt 4AMER . EARPTIRG, %2
Fimme NEITERTLIEER, LiCeREMREREMNPTIRGR
SANEEBRBEENRS, S1-SSHEEMBBEEET0%LL
+, BSSTENIEREEZEEEZESRR K. HPERPTIRGR
1SS T ESEHBRBEEE IR98% LA £, MEMPTIRGRIX
41%, B T MRS T ENGEREESE . $
—, Zie(AMRBEIPTIRRAEIRE BB P AREZIYSPA-
DVAGLPTHLYKFONFTVQELALKIY 2 i 2589’ 5% BAER
ZERSZAIRENPTESMRE—H8. £, BNEAN
PTirmm. ERPTIRGRIFIERPTIr@2AIMENERIREIT S
1000 pg/mL, {BRKERIYSPADVAGLPTHLYKFINFTVQELALK
N ZES8R K, BfRPTInGR1 SERPTIMREXAEESM
ES FRINENABRT—3, EFRPTIRm2BKEENFTVQELALKAYIG
B B2 FEMAmMIRG. ERPTIRmIBATMRANRE S
400 pg/mL, B EERERMAEE®F L E=FPTiR
. AL, MERMEFTESERNEMRELA, THIEPT
ISSTE ., £=, HRKEBAEERPTIAG PTG
7, BEERZEWAENFLL ERERERESE. ENSHERN
PTirmSO T ESERBESERENERG1) SSILEMN4I8S
F07TSHERSRERIIEMR KRB RIENNEES,
WM LRI S S1E5E; 2) PEIrMSSIEZD EX
43- 107 SR ERZRE, SHYTErRPIZESD S EREEXT
R AYBRES R ELLE PR R E K.

R2 BREOBERASERPTIIRESERPTI IR BERERE

== SHEHBEERE
RS S S2 S3 S4 S5
PT
.4?:, 85.1% 73.4% 85.4% 96.4% 41.1%
JANYu|s]
=PT
13 :TBT:, , 85.1% B84.4% 89.9% 100.0% 98.1%
ANs[s]
RPT
14 :TBT:, , 92.3% 824% 86.9% 100.0% 68.2%
yaAYs]s]
SPT
15 :TBTD 5 923% 925% 86.9% 96.4% 70.1%
JANyu|s]
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Color code for signal intensity

PLNGTCE
BL1e08][3 6e-07][p 126073 3e06]F1 3e+08]

EN TCT—HRiESEFnE (a) FEIER (b)

MABENM07T SR ERILE, FRIREOMEAFISEI2-31 B EE, HF48-75F078-107 BT 25N EFRIEEAKARER . KAK
ERAYRIE 0N 1B 3 LU S ARERAIRIE MO N B 55, FUKBRERAIG NN RIERBEBR KK S thoh, T BIFANRBIHKIKERAT
BBIHERRERAMER, KIKERIEUXFRENSHFERERBRS . OrbitrapfVE R BUENS D ¥R o] S KRN
HRIFHNMA, QNE2, Orbitrapal#&illEEFRPTARR2H48-75%EN N EIRM TeREN —REEE ., —HREE
b, yEFIELLE, Bm/zSECERRBERI . HTFERERRENERPTIRG2FIEINENSALER, FIHBRSILER
SHHEPTIrREERESEREK. HEUSHFEPTIrRSTESERE =ERENREZSSTEED E5K48-10755

£, SHREDBERTIZAERSNAIRERRERR, MAKRSSAMAEERULN

123456789101112131415161718192021 222324 35 26 27 28
ACLEDAGHEHDTYFDTNLGFAISAY AL K
b19+(1072, 2) (983, )

b1T+H(987. 90

blE++(922, 9} | F10(1040. 6)

blb++(872.3) 78 (836, 5)
5T (765, 6}
6 (652, 4)

bl2++(847. 8)
75 (5685, 3)

Color code for signal intensity
[FL1e+08][>5 6e-+07|[>12+07][>3.8e+06] F13e+08|

NL:
Predicted +4, Peptide=AULSDAGHEHDTWFDTMLGFAISAYALK 5.61ES
1003 147 1128 oo2.3668
a0 14 331.2340 494 2973
60
o 40 565.3344 | 765.4505
o
g 20 836.4877  1040.5775
e N \ \ | | 1193.4639
ul L L L L L L
E o NL:
<<l:) 3.56E4
= Experimental ID=5:A48-K75 = 3126.4215m, +4, Peptide=ACLSDAGHEHDTWFDTMLGFAISAYALK
o]
o
120.
100 - (120-0809 b12++ 16
647.7596 i b12
80 922.8700  1072.9456
60 y6
1  652.3670 10
40 147,1128 b2 va vés. 4501] Y040 5760 oy
—=2  232.0747
% | | phed.2eme | | | H ‘ 1153 6566
ol \H‘\HH VS S R | | . L \H‘ I — :
200 400 600 800 1000 1200 1400
m/z

Pradictad +4, Peptide=AUL

SDAGHEHDTWFDTMLGFAY

ISAYALK
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NTEEFEPTIRBPSSTERTEERIS-107SHEREIDER, HEEOMBRTFEPTIAG, F48-107S5LERE
FRRL SN BT . KEEEAEL . WESH~, BEELEE7EE T MR EPTIRGRPINEFrE SoIrE N N YR EiLi%
H, (B48-107 SR ERIEEXI N AR BRI RES . R EFTA, CSEMSTohamaEMERANPTEERRFSIERE, BRT
ST EZARE, SRR REENPTIEFES D EKR

NL:
1.57E6

Predicted +2, Peptide=QIUPLDGYUE
1 23 4567E89 10

0O ITCPLNGYC E

bS8 (947. 41 ¥2 100 5 1330430 308,091
[0}
S ETE 2 ) £ 50 5462559 706 2866
b5 (612 3) |v6(A43. 2] 2 oAbl i ] 1 8533397 10133703
b4 (499, 2) | ¥l 2 e
b3 I <7 (BE3, 2) Q Experimental ID=5:Q98-E107 = 1252.5216m(N103+Deamidation), +2, ’
2 Peptide=QIC PLNGYCE
2z e n 2 zytgmsss
y .
o0 148,0608 %00 1000
/ b3 y5
. 50 402.1803 |  643,2033 b7
C>031I;r gfi? f Drnff? sInzzn;l? 03 L g e
. + . + . + . + T T 1 T T T T T T T
P3:0=+0d]p 1. 4+04[p6. B=403][>3. 2e+03[ P Betg] 200 400 600 800 1000 1200

m/z

Prodicted +4, Peptide=AULSDAGHEHDTWFDTMLGFAISAYALK

E3 FEPTIFREELBERRONASE ERERE (L) MBI —RER (F)

32 AR HRPTHRIIBREZELL

SEEERPTARRANE] RPTHRUIRIR. ANHEKENPTIHGEST-SATESEREBEZEES, | R1. 2. 31589551
ESERBEESTHERRM R4, [ RI1F RKIEHAMIPTSEMiFmAELL, FmPRLEERSHNERREREDE
A, EZERFPPTIAENNRS ES, 2R (RAMRE. i) B0 GEMA, NSERBIZEEMARLAMS IEEIR
BRLERNMETRKRE, | 1T ZRBFREM . HE—LXLXRM MR, EHENZE . EEFIEMMAERIEFR BT
,fﬂo

X3 EEOMIERMSENPTIASS N IE RPTHEGREREERENILL

= A TE o
g OREEE RORRAEERSSL
1 ERPTIREGR  85.1%  73.4%  854%  96.4%  411% 56.40%
4 &1 861% 76.4% 82.9% 100.0% 60.7% 19.10%
7 ["=R2 79.6%  79.4%  81.9% 100.0% 67.3% 43.20%
8 ["2%3 92.3%  739%  85.4% 100.0% 67.3% 17.90%
10 [“ZR4 91.9% 809% 77.9% 100.0% 42.1% 32.00%
12 "5 92.3%  729%  89.4% 100.0% 61.7% 65.80%




3.3FHAS EMESE

RORESTEE T =M ARRIRIIFHAE RAVRE D BEERR, R, ZHERIVENERII, TONEERAIARER (1G5
AXTF5.4e7) FEMTIBICFH1641-2340S T EMERE 28, ENFHAIRGR BRI ERER (RiBINLN5.3e5-1.7 e72(8) )
f71F89-1641LAK3100-3467, i&BMF1-88, 2368-3100F13467-3590RIFKERICH . | FK1RIFHAF mEERrmEH BT
E. | HRIWIFHAFRES100-3467 B EEICE . =MFRT, | RIWIEREBESERE. RIOUAASIEERRBESL
Rm. | RIFREENITRERA—H. BEEABHRTETRSINERSREQSEREN. WNERSHKEATIECE
511651-2347S S EERFE (8], BICF5184-16502 [B/BEI D IRERIGE, BIIMNESS (5.365-1.7 e7) o LZREFmA, #04
FIMTCSHE A S EINFHAZR B RA TIICFYIM84-23492 [BINEEER . i —SMEIZFIAEBESSERD . Bik
=B FERNEFEREEHIR

x4 BREOMBIHASEANFHA. PRNS RERRERBSE

HaHsS KRR FHASIEBERE SROUEMNSIFERE5LE PRN SIERESE SROLENASIFEHRESILL

2/3 EWirmm 61.2% 32.0% 57.4% 23.2%
5/6 [ &1 64.0% 26.4% 57.3% 15.7%
9 [ %3 54.1% 74.9%
3.4 PRNSEBMESE

MFRAFR, ERIRGEIN R1PIPRNEEREEE—H, B8] R1FGRPRLEASIERNESEER. ERRGFT XK1
AIPRNAE G HAVBRER RO X 15 —38, #PEPEIRICFS35-636S R EfsikE 2 (8], 1-34F1637-915S % E 2 88 B LRI
t. AEEOIIEHRENPRNIRG, SEERMNER, BIRERRHIIXIGEFRTIEICFS35-6365SaERLE (8], #1£
HIMTCSE A ESEIFIPRNE R RIA TEICF5IM35-636 7 [BINNRERR . H—SHEIZFIEZBESRERD . FBIXF
TS FERNEFRIZESFIR.

&ie

AR LAOrbitrap A E, RFLLR T HFEPTIRMRIIEMRPTIRGIIER . BITWEEESIERZH MTCSERIANIPT S X B R
EBAYTohamaERIARIPTFS—H. ERTFTAUTIZAE, SHABRRRNPTIRGAINITE (THES5 ) FEAERERA
BREKR. AOEME T PEPT RmSER. ERSA RIEHRAIPTHAR, &KI R RITBEBIFHIPTER, BEF
BEHIEXNX MR RIFATIL . B NEEE TN LEARRRIFERIFHAFIPRN, #1ENRTRRE NS ERF575 5
FEIEF5IAI84-2349F135-636E00 . EZEHILIFH, HMGBIDFERN. “REQNFFERIA—STLEARRERIR
HINRER, AirmimeiifraeESHERREBREMITI T ZRMEE.
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