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55 SEBIR BRI AT 23 2 2 Al B 4
(fa ) Mgty &

bW ERBRRAIGCDT VLXK —BWEBRBE=HF T I ~D
HEAMCET35HE

W7EfEHE & B EXRERKRT EP ERMET HEHER

MREE

AWFEIL, AbrwE (BHHE) BHRMEXE 2 50 FENICER R b TR ERZ XS
2, ALTFWERRE 166 PUARDT LAX —2Wr CIRET =4V 7T 58 A E R E
L7, RBRFF—ER, RPEIRE - 74, (bewE W) B SV EERESEE CTh
Do fRNT UTALZEIILL T O 12 FEO(LSEME Th D,

A7z /)= AT YU —5 L (BADGE) . MEK T ZLEE(PA), R -2,4-0A
VTR —R(DI), NFT7x2=L T I PPD), RALTATE RFA)., FAVEZLT
ATE RGA), 7Z7IUATIRM), =F LT I0ED), AP AFLUOA YT
F— K HDI), AHXZ VUNEEATFILMA), BEAK KU AU > NEE(TMA), A X7 ULERT Y
TUNGMA)  (RZPHEIRE - FAMFSEIT 6 FFEOAME : BADGE, PA, FA, AA, MMA, TMA)

— AR RS - BEE R IUNTER 191 4D 95 6 1834 (Bt 101 4., ZtE824) &%l
G LT, AL EFE~OIMEHREORIE 217\, FukoAi & B4 25 55 - B 2K
\ZOUWTHREE L7, FRERAHUARMN 2 E U7z 12 B PR b UM R @ h - 1= E
IZPA T, WRUWTTMA, TDI, GA, HDI TH-o7=, ZTNUANDILFHEIZHONTE, 1FEALE
DORREIT, FRERM 1g6 FURRRMEDOHE TH -7, BE L TgE HUARNIZBMRFRD H i
oM, B 1eG Pk & A B 72 EFREAZE O SN D EEEIBIZ 0 - 7=, PA OfF I
I, BHEAERICBIT 2BREREICL D EEICOWTASBROBMBLETH 5,
KEPHMRE - 2AEMED : M AZXGE LT, BEAEFRICE T 2P ERTE O B0
BRI & 7 LV —IER, # 1g6 36 L ONA TgE Hufk & ORI a2 lrifisE 42 & & Bz, 1
A%, 3 ABOREECERIET 22 E 2 HIE Lz, 20 5L Lo 80 4 D chE: (R
HWRE L FAE) gl L, TUAX—HEOAE, HEEEORE - FE ol mE o
BEOFES, ZNa, Ta—Lt s AREBICE T 2BEOAE, = LT, MKk
FIER O A EE L TgE 38 L U%R TG Hifk & RSN 2 Kk L7,

Z ORGSR, FWIFZEIZIB VT, 7 VX —HEEOFBEIZIBW T, ¥ 1g6 Pikix 7 Ly
— RN B DEEN R WEEC L EVMEMNC 8 o 7o, ATE BB T, SO0 E IO 1 LA
Igk HUARICEE# 238 7=, MEWrAFZE TlX, # 16 I2B W T, X"—2 T4 1 » A%, 3 »
H#% ORENCBIfR . TUAXF—REBREZFOLOOFNARIZEH N EWIFERTH ST,
—J7i. K IgE FURIZ W TIE, RN, EERAOWTICOW T A RREZRD RN T,
CLENG | BHEP 1B, TeG FUADIRGEZAT O BRI, ERlbT 57, 2K ERN %2 A 74
ERVETHDL EEZ BN,
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IeG PUARIE (6 FE) 24TV, HHIRIE 16 HFUARRIEMEOBEME 2 MG LTz, A VT
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PURTEEE 2 E L7230 T I b s 2ICE BB LIXER D e o 7=, ARl OEHI B0
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THETIT I XA WVIHERT 5 LUV OIRIREAC S B & BAEES RS (B E)
R TeG PUALRA & ORICBIENMEITRRD bR o7z,
BRI D P WFEEFTHESE - (b FE (IR B VMEEEZ 251 8 DOFEF L XRIC
BRI D P MEEREFE & — N DAL FE R D 16 URfEZ I LT, £725 b1 F
SEFTICEE LTI 7 AERT O ML & AR FEERER U 72 MLk & FA U TG HUE & Feifie U, 2 AT
BY U CIZSIEM:~ — 7 —mRNA F$EL &2 & L7,
LA URIEOEENCH S TDI 0 HDT 2 H LT % a FHFEFTIE TDI, TMA, GA RFHLAY 1gG
PUMED —f% N & HlE L CEidso 7o, TMA X R U BHIES 7 L Z Ut OfELA £ 7213k
BHHE L TAHTH A2 a FEFTRIKHIMEH SN TW D ATREMEDREWVETFE Th 5,
CA LT T 2F v 7 DEBEFNHEHEN S, TDI R HDI &V o7-A VT x— MNEFERA) 16
PUEAMNZN O DOIRFEOIEEEIZ/D DD Z ENHEINTWD E WS BT L BIET 5 &
a TP RE DALY E R M 16 B _EFITRRZE EOBRE N L T D ATEEMEA E W,
c FEMIIARY 7 I FEIE, AV 7L UG, AU =F L UBIE. U L& RISk~
RBE AT LT 5, o FEFTRISEIL HDI F2A 1g6 HiE 12.55 u g/ml LA EDE
HDT-TgG BEDEIG N —EAN LV @< 2 2MHAMBFRD LD, & HIZZ OE HDI-1gG BETILT
VL =R OXMREDEEROMNRE LD £, Zo@Emx ™I THLRETH D, F
7= TDI R TgE TR L 0 b E <, SBBEMERGE L 7 LA X — 0GR EH
BETDHMNEOHDFEEMZEEZOND, { FEMIELLTHRY e L UgE. R
TFLUUBIRZEH L TWD, [ FEFGGE T M & iz LT BADGE & ED FFHAY 1g6
PUAE N L @ MER 23388 H 4172, BADGE (X=ARF VBRI E LT, ED [T=ARF v
BHEORLFIE L THA S TWD, TR VBIIBITEN b, SaEME, matst
FEolz, BIAVHBTHEHRINTWS, TaxBBEEIY Lz f HEFBEBRENOIXTR
XUBIIEDME AN H 5 LT E HE TV, LxLaRns { NI E B f g T
ThY, =ARXFVEENABEART ¢ BEBESCEEAE L THEHA I TOW D ATREMER &
Do
BEOALFWETRZRET 5 Z & T, Ik FREOA ECIRERIROHEE DR EN EAT
Do WEHEBORFEZIREF - HHET 72012, BEBERDOHER] - 7 LA —FIEZ TBIT 5
7D — & U TP E R R 16 FUAMEICER L, EHOIL T E R R 186 Hiik
EEFERZ LI —F—AA FTHUET DI EITHFHTOD EE XD,
BB TF R ELISA OREFE : AWFFETIX, AR D DA U7 e R ) TeG frik
ETDHRy h7ay MEEAZKE L, ZME%ZFERER CAETX % ELISA (Enzyme-Linked
ImmunoSorbent Assay) ST 522 HME Lz, BEMLEWE E LT, AR =11k
AW, FA, PA, TDI 23R L7=, £9. b MLIEFT VT 2 2 SALFEWE O IR D ST RS
Ze AL ARAT L. tkm@7»7 v EAEFWE L ORUSIZOWT, MR EEE LA S =
BT EWVn D A RMEY TN Lz, 7V BEEOMKE, v MET7 L7 I
DY U FRIED, 1K%¢@TTE{3@7’7/1/T%/I/%E}§FE¢5 EMHLMNE ST, B MR
TNT 2 LS &®HM%%%wTMﬁm%ﬁﬁoh& AL —IBERSHEINE
(EBoMmEFR o e MIET VT I U ALFEWE E RS 5 g6 it S vz, Z ORI
IREE SNTALEME OV &b —HITe FljE T L7 /kﬁmb\%mﬂ#ﬁ&&o
THUANREAINTZZ L2 X7 5, RICEMEZET -0, VI vEEsEie M
BT NT 2 VER T F REREF L. BVR=bBWE ) oo & OO Z T~
T2 Z A FAFA I %, PAIZSHRT S U2 LCU VU REAEMidT D Z ENH LML
7ol —RAER & BHE L5 EE O iEREF OF FA-t MG 7 VT I T TF R
Ie6 BELOWILPA-E MIJET VT X U7 F R gt &%, ZhofbFEWEE e MLET
VT I UG LTF R OMIMAESUR & L7z ELISA T/ L 24, —RER S gL
TLEHEFE OMEFIZEmWIUREDNTE O biviz, 1o T, $«7%L&BAifm%m
OIEFARDGEHHICHND Z N TE D B2 b5, A%IF. 22 CIER L7 ELISA 234
wf%wmA%®% &R R | %mé:kﬁ?%éﬂ\éEK\wWﬁ:wMQWKi
57vw%%3 WCHWD Z ENRTEDMITONT EEIZIHARELISA 2 S BB LT,
RAEBNIZW O THEATE 5 X0 fiECHEDOREW, 16 MHEDHEEL HIET,
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DI R E D 2R D AR TRIET 5D Z & 1T
L, F72. T LXK =W OB REE T
SNTWDENRNYTTRAEIRLTY v 77 A ML+
DIREDOT LV 2l IR RN S 5
TORWERNBIBZD 557217 T 7 A MZX
DHFHTRBIERRE T ERNHHEENTVD,

AW TR LI Ky b7y MNEGEEEFR
KTFPEFEA A 7R e CHRASE) 1 3BEfF DOMIEE & Lt
L, Z<ABEOMETHEAMESH D, & HIZHI
TERDR 72 e SCEIL TV A AIFFRIZ B
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WMEEE B FENIEEE R b I —iE
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—ZWr BT =X ) IR A A
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T (P - TS 1 B A BBk s L ONEEN R e &) |
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Diglycidyl Ether: BADGE) . Mk 7 & /i
(Phthalic Anhydride: PA), hlx -2 4-TA
VT x%— b (2, 4-Toluene Diisocyanate: TDI) .
N T T |
(para—Phenylenediamine: PPD) . 7RV AT /LT b
K (Formaldehyde: FA) ., Z Vv Z /LT /L5 b K
(Glutaraldehyde: GA) . 7 7 U )L 7 N
(Acrylamide: AA) , = F L v U 7 N2
(Ethylenediamine: ED), ¥ A Vo7 e~
A F L2 (Hexamethylene Diisocyanate: HDI).
A 47 U L A F L (Methyl Methacrylate: MMA) .
HAK MY AU > FEE (Trimellitic Anhydride:
™A . A % 27 U v oz U v v
(Glycidolmethacrylate: GMA) T&H 5,

T EBROFER L AT E OPRERMIE, W
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DO R2FEETHD, SFEILIE LI T NVEA L
PCR 1% FWTRIEME~— 7 — @ mRNA F&HL &%
HIE LT,
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IRRIIKENDS AR
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(TNBS) 12k e -T2/ EoEk
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DYTE

MR OEREL & i D 5y B

v AT ARG TeG DOFERL
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10. Ellman’ s reagent AW TF Ry

AT A FRFEDIE

11. Cys &£ HSA 4[5 FXTF K& 72 ELISA
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(f B~ DAL JE)

T U — MR X OVAERRE OB EULEZE
ERRFmEE s R R FPEFHBmEE R
=, BT RFORBEETITORL TS, £
71\ FilZ T - T, Rk 1447 Hlosks
NI EATEE &SGR FE DARZEZEBRRIC
% 2B 2 mEfest) 285 L TITV, /&
Rz LTI T 7 A4 R — I+l E LT,

C. HFFMER
(1) —WRELEHNRE LLHE

12 fEE AR L PURREMESR (FLLE) BEho
7oA EIE PA (89%) T, ¥RUNT TMA (39%)
TDI (20%) . GA (14%) . HDI (12%) Th o7,
TN D T ODALFIEIZ O TITIEEA L
DRIRFE T FFR 1g6 PrRZMEDOHIE Th o 72,

12 FEE T R TOLFEMEI OV T R TG
PURM OFERHMREL 2 BRE LT & 2 A FHBIRE A
b o7=DlX TDI & PA (Spearman fHESFREL
0.47. Bonferroni F§8&#% d P fl<0.001) & DFH
BTHY, WTTMA & TDI (p =0.45) . HDI
& TDI (p =0.45) . TMA & PA (p =0.43) . GA
& IDI (p =0.43) . TMA & HDI (p =0.42) T

D, WITNLHEHFENICERE CTho T,

A AETTICB W TRRRA 16 PUIREIC R %
FAE TR 1372 Do Te o, —EB DAL E T FHIEE
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FNEAL W OfE R O W T E I BE S
HHEBIFRLS . ZOBRBEEZHLMNCT LI EIX
T“% o To, %I, BB 57 EH]

B DRERPURSA & 35 Z LT &
U W7y A THEORENRETH D &
EZz25,

Q) AZEIE - FEZHRE LD
*ﬁUﬂﬂH {LFE Z & DT 2 ToTo & 2 A,
HWSRRE AR, Yk, ZhFl o[, ZEIRED
ﬁﬁffﬁ IgE, %{L\\ IgG %MKLZ %’%fcﬁ%ffnm &biﬁi))
ST, RN TOLFEWE OMRFE L LT, A
FILH /L LT VT B R IR & W o b FEWE IS
BREINTNWDEDRIETHSTZN.ZENLHLDH
ML H TgE, 8 TG PURICH B2 =2 R 720 -
77
MEWTIFTE - X—=2 T A > 1 7 Atk 37 HZD
THua—T v TN TERRBEIL 384T, EY
IR 22. T3, 11 Th o 72, %8 1k Pk L O
IgG HURDRIFEALIZH B R ZEZRBD 2o T2,
ﬁ%%mmm7vw#—r$®ﬁﬁfﬁmﬁ#
BERORMN T2, R 1gG PRIz BV T, N— A
TA v 1y A, 3 r A% ORI,
TULANX—HEEROLODOHFNARIZE W E
WO FERTH o7z, —F7 8 IgE HTRIZ OV T,
EEN BRI DT HUICHO W T S BB S5 3RD
hote, ZEMEOHMET, A IgE B LU
LG BURICHEE R 22RO T, BRIz BWT
b 2 BER CHERZZRO RN T2,

) AZEIE - ZEZHRE LD
FANVE TBIEL T DEE (N=42) | TEARTRA
NELTWEREN=32) ] & xAMVE LI &
DYIRWEE(N=T) ) D 3 FEMIZIBWT, #R IgE - #4 -
FEELE TeG PURMEIC A B R EZEZRBO R -T2, L
DU 78H3 5 FALAA MMA iﬁi BN NIk
TERE LTS HE ) DR 2 TeG B AMtLoD 2 i K
DEnote, o TBIEEH L TOWDHE) @ 42
2 R AV RBELOE BRI O AL E O
B TG HUAMIZEE U Clid. TMA OO f5 F A A
m <R DITHEN Tg6 A S =< 72 o T,

(4) BIHEIR D PRy MEFEREFZ 2 X R E L TEMEIE
A EIOMFE T, — N & PR3 ORF A 1g6 HLii
i % b U, TDI. PA, GA, ED, BADGE, HDI, MMA,
TMA 5 520 TeG HUAE AR ZE ORI /20 H 5]




REMEN®H D Z L R HFERN S BT,
Wv&/ﬁh%ﬁ%

7L X URHEDFENCH D TDISPHDI 2 L €
WHEZEZLNDHEEFNT a,b,c,d FEFTH
5. 2D a FEEFTIL DI KR 1e6 HUARE A,
c FEEFTIXHDT FEEAY TG HUARMEN —M ALV &
VMEBI 23388 BT, & 512 a FEFTIE TMA Fr
1 1g6 PURMEDFRIRFICARE CTHLRHEHETH
Do TMA IZ=ARF URIHEC T U & MR O iE LAl
FFWEAE L CTHERATH D70 a TR
I STV S ATREMEDS BV LS E CTH D,
E BT a FHEFTTIL GA B 16 HLiRfE & —fix
ANEVEW, GA X7 T AT v 7 OEAFNHEH
SNTEY, BEEMEREDND,
e e i) | R W
BADGE (Z= /R g DJFUEE L CLED 1R %
VEHROBLAIE L THEA S TWS, TR F v
BIEZHEH L WA HETNT b, d e FEFTH
Do LMLARND b, d, e FHEFTITARL, [FHE
FTZi VT A & bl L C BADGE & ED FEHiiY
IgG #ﬁg'fﬁﬁ) umb\fﬁﬁﬂm&')?)ﬂﬁo i‘j—v“f‘
SRR I T L, HEE R, RS 2R
72D MRBIAWVHBR THEHA I T\ 5, Fox BEE
B U= H2EF RS ) DIX =R Vg O
ANd 5 LITEEHETHRND, L LR |
FEIIABEFEFENTHY | =KX Uil
IXEB AT ¢ BAEBRESCHEAAE LTHEHS
NTWDHAREMER & 5,

A H 7Y VEE % # A
WA XA X 27 UNAsE (727 VKR OFRY <
—Thb, fFETBNTRALLEKLT
MMD 5L TG HUAME LN i ME A 235860 H 7=,

AL 7 U VEIIR IS EH BB ORISR IR <

TIAF I OEELFINDOBIETH D, FEH
HERBIET ChRbm <, WET, MLLe3<,
EFL LT W D BB TS O EH

W, BEH A S g, £ 0RE
MHa A XM FICRA BRI B A I T
wé B ORIRRE PRS0 B2 R M, S D RE

mEEWo e EXIERIEE A X 7 VLR E DB
1%«@753‘%&% INTWD, F FEFIIFFIZT LLF
—BEERESH © O O0RXGE ORI (46%) %
HOTED 4% MABREE T LV —JEROR
REFMICRET 208N D D,

AU = AT VR &

PA (3R Y =27 URlE. 3K, FEEEIA <
FHENTWD, RN =27 UftlEE £ & LT
AL TWAEEAIL c FEMTHY, cthiFPA
FRELHY TG HURDS —MR N & HelE L, Los L7
236 HE T HEREEN SV EICE LT

H & ATE EOREEIRDL A 082 L7 iU, 16 23
IR COREETH D LISV HES (A5 %ITS L
SO BHEH IR — MR DRE ARG D 4
ERH D,

@ JEME~— B — & D%

A EIOMFFETIL, a th & ¢ thox%RE DB A
M A~—H— RIEICEHDD~—H—17 FiSE
@ mRNA ZJIE L7,

2 #H B O & R U 7oA B R 5 16 Hifk
EHE~—D—OBRIFLL T D@D Th 5,

TDI: IL-8b 1

FA: CXCL3 7

PPD: IL-8b 7

AA: IL-1B8 1

IL-8 [ZRIER D~ —H—T, FTATHERIZEBNT
TDI W& L B H D Z LB fE ST 5,
PPD & IL-8 DR b HE SN TS, /2 AA &
IL-18 &£ DR HE SN TE Y ( Fex OWFE);
TEOMFIE R & RIENE~ — 71— DOIEAVE D HERS
TELEERD,

(B) (L ZBEHERRG 126 #1115 ELISA BFEHFSE
BEEFICHIERELE LTRSS TV
—HFCRIEMEZFE T2 R LN TS L
A= tEW. FA & PA ZHER & LT, HILR=
IMEEEAEET I Vo ThH Y v uorkkkl
T HZENTHIESNS, 22T, Uik
Zate HSA #35y_7"F R&#EH L, vl =ik
B ) v R E OROCHER T TR 2 A,
FAIZA I %, PAIXSHRT I A2 LTY vy
BRIEZEMTHZ ENAbNE ol —RER
& RHRE T35 57 183 o i i A (A 1 D HT FA-HSA 55
ARTF K 1g6 3 L OPL PA-HSA #3537 F K 1gG
i IO & HSA H 5T F R L of)
A ZHUR & U7z ELISA TR & 2 A, — %
Rk%@bfi%%@%@ﬁ%ﬁﬂ%wﬁ%%
MNRD BTz, > T, AXTFF K ELISA IZ, FA
X0 PA OBEFEIRPGHBHICHND Z RN TE D LE
bbb, £, MiFHOHLFA-HSA Hi 5 ~7F
K TgG 33 & UL PA-HSA #3557 F R 1gG HLiaff
DIE VR D HRITIX AT LV X — A3
JE L7ZWRBRE N E E Tz, - T, Mgt
FA-HSA ¥ 537" F K 1gG &3 L OWL PA-HSA #1455
NRTF R 1g6 BT LIF— L OBEENRE X
AV, S BITEEMIZR R DL ECh 5,

D. &£
—fRER AR SR & LT & R EWE -2
Bxfge b UT-AF9E C AL e F BRI TR I 2

— 5



HHZDAHEMOH D AEER T2 EBE Lz %L
R IRRT T D BRI E I AN D LE D B 5
Ko EWz D, & OMEESSBML, 7 L /L —RE
N 1g6 [ZHBEHEXHZ LDV EREET
Do

Hu CIL<BHESN TWAILEMEICE LT
IFIR BRI OHEE D EHETH 0 Ik & RIREIZ H
WATEORENERII D EEZ LD,
BE O FEWETRZRIEST 5 2 & TURERO
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Allergy Clin Immunol 82, 126-33, 1988.
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K10 BleGARBODOMEEE (Spearman BEERED EE% : Spearman 18E3HREK TE: . Pf& (Bonferroni fAIE#%)
BADGE PA TDI PPD FA GA AA ED HDI MMA TMA GMA
BADGE 1.000
PA 0.008 1.000
1.000
TDI 0.203 0492 1.000
0412 <0.001
PPD 0144 -0058 0086 1.000
1.000 1.000 1.000
FA 0274 0087 0.221 0317 1.000
0013 1.000 0188 0.001
GA 0134 0.206 0429 0.065 0187 1.000
1.000 0.362 <0.001 1.000 0.795
AA 0146 0.096 0.159 0.053 0047 -0014 1.000
1.000 1.000 1.000 1.000 1.000 1.000
ED 0.130 0.069 0.063 0126 0170 0078 0357 1.000
1.000 1.000 1.000 1.000 1.000 1.000 0.001
HDI 0.066 0.330 0453 0108 0248 0324 0264 0273 1.000
1.000 <0.001 <0.001 1.000 0.053 0.001 0022 0014
MMA 0.143 -0.071 0.004 0263 0319 0072 0162 0384 0184 1.000
1.000 1.000 1.000 0.023 0.001 1.000 1.000 <0O.001 0.899
TMA 0073 0430 0454 0119 0114 0275 0097 0253 0423 0.106 1.000
1.000 <0.001 <0.001 1.000 1.000 0013 1000 0.041 <0001 1.000
GMA 0.055 0.097 0.007 0.100 0.096 -0142 0142 0099 0078 0.091 0176 1.000
1.000 1.000 1.000 1.000 1.000 1.000 1000 1.000 1.000 1.000 1.000
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®12-1 FKIYIE (PA BEONEBODITEMBERERIUETEIE - REERE DESHE

P for trend = 0.134

P for trend = O. 754

P for trend =0.714

P for trend = 0377

PA 280141
A (%) <6.25 26.25 7w ZL* OB5%IEFEX A* P &

s

St 101 (100) 27 (27) 74 (73) 1.38 0.72-265

pog s 82 (100) 29 (35) 53 (65) 1.0 (ref)
EEE (BMD

25 K 123 (100) 41 (33) 82 67) 1.0 (ref)

25~ 60 (100) 15 (25) 45 (75) 1.53 0.76-3.11
PAEILIE (meg/dL)

150 X 144 (100) 40 (28) 104 (72) 10 (ref) P for trend = 0.191

150~ 20 (100) 6 (30) 14 (70) 083 029-234

200~ 19 (100) 10 (B3) 9 47) 0.32 0.12-087
HDL JUXF70O0—)UE (mg/dL)

40 K@ 16 (100) 6 (38) 10 B63) 065 0.22-193

40D E 167 (100) 50 (B0 117 (70) 1.0 (ref)
LDL DU RFO0-=J)UE (mg/dL)

140 KE 145 (100) 42 (29) 103 (71) 1.0 (ref)

140 M E 38 (100) 14 (37) 24 (63) 0. 75 0.35-1.61
NEZJOEY Aic (%)

6.2 Ko 180 (100) 55 (31) 125 (69) 1.0 (ref)

6.2 MLk 3 (100 1 (33) 2 ©7) 1.01 0.09-118

- FIEHEHE ULCZEE0IRT « v IORDITIER
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®12-2 HFKIYIE (PA) BEVAEBODHEMBRERIUEEEE - REBERCDESHE (ME)

P for trend = 0.234

P for trend = 0.867

P for trend =0.214

PA 15E2805K(D
AE (%) <6.25 26.25 7w XLk O5%(ERAX fE* P f&x

BRIEZNE

ISy oyANA 109 (100) 34 (31) 75 (69) 10 (ref)

DI 39 (100) 12 (31) 27 69 0.73 0.27-193

53] 35 (100) 10 (29) 25 (71) o.72 0.25-2.05
RBEEIE

VAN 32 (100) 10 (31) 22 (69 10 (ref)

HEELEE 68 (100 20 (29) 48 (71) 093 037-2.38

1-4 0/8 43 (100) 11 (26) 32 (74) 0.94 0.31-282

50 LE/B 40 (100) 15 (38) 25 B63) 0.51 0.16-1.55
YD RP

1 Kig 39 (100) 13 (33) 26 67) 10 (ref)

1TUE2XKE 47 (100) 16 (34) 31 (66) 0.83 032-2.14

2 E4K®m 41 (100) 12 (29) 29 (71) 1.01 0.36-2.79

4 E 32 (100) 9 (28 23 (72) 1.01 0.33-3.10
fRRIBERE (1 Bbdr2D)

3 MK 79 (100) 19 (24) 60 (76) 10 (ref)

SMUE 104 (100) 37 (36) 67 (64) 0.66 0.33-1.33

- FIREHEHE ULCZEE0IRT « v IORDITIER
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®12-3 HFKIYIE (PA BENAKBODTEMBRERIUEEEE - REERCORSE (S

P for trend = 0407

PA 15E2805K(D
AE (%) <6.25 26.25 7w XLk O5%(ERAX fE* P f&x

J—E-EBlRE (1 B®HED)

HFOI]RFELY 72 (100) 20 (28) 52 (72) 10 (ref)

3 MK 87 (100) 30 (34) 57 (66) o067 0.34-1.35

SMUE 23 (100) 5 (22) 18 (78) 125 0.40-3.89
Y2 —REDH VA

VAN 127 (100) 39 (31) 88 (69) 10 (ref) 0818

1K 42 (100) 13 (31) 29 (69) 0.78 035-1.75

2 KU E 14 (100) 4 (29) 10 (71) 0.81 0.23-2.90
EFENE B2 BIME. 1 Tk

210) 41 (100) 14 (34) 27 (66) 10 (ref)

AN 142 (100) 42 (30) 100 (70) 124 057-267
=3I 0—)LDiEHE

210) 70 (100) 21 (80) 49 (70) 1.11 057-215

AN 113 (100) 35 (31) 78 (69) 10 (ref)
SIMEDIER

210) 29 (100) 9 (31) 20 69 107 0.45-2.56

AN 154 (100) 47 (31) 107 (69) 10 (ref)
P UIF—1EEREBROREE

210) 68 (100) 19 (28) 49 (72) 1.20 0.62-2.34

AN 115 (100) 37 (32) 78 (68) 10 (ref)

5t - FEEHEHE ULCZREOIRT « v IORDITIER
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®12-4 HFKIYIE (PA BENAKBODHTEMBRERIUEEEE - REERCORIE (HS)

PA 15E2805K(D
AE (%) <6.25 26.25 7w XLk O5%(ERAX fE*

IRFRRZERIDERA

AN 117 (100) 32 (27) 85 (73) 10 (ref)

2Y0) 66 (100) 24 (36) 42 (64) 082 037-182
R REIDEA

AN 133 (100) 40 (30) 93 (70) 10 (ref)

210) 49 (100) 15 (31) 34 (69) 112 0.54-2.34
PREAIDIER

AN, 147 (100) 44 (30) 103 (70) 10 (ref)

Hov 35 (100) 11 (31) 24 (69) 1.01 0.44-2.34)
ZRDfEA

AN, 124 (100) 34 (27) 90 (73) 10 (ref)

210) 59 (100) 22 (37) 37 B63) 0.81 037-1.76

- FIEHBTHEUCZEEOIRT 1« v O ORDHHR
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®13-1 F|KFUXDy B (TMA) BEUAKEBODHEEMBRESIUEEEE - REERCDORSE

TDI 5 E89I A

P for trend = 0.057

P for trend = 0.685

P for trend = 0438

A (%) <6.25 2625 7w XL O5% S FaX A+ P i&*
e
Bt 99 (100) 87 (83) 17 (17) 069 0.32-1.49
poges 82 (100) 65 (79) 17 (21) 1.0 (ref)
EBEsE (BMD
25 KiiG 122 (100) 99 (81) 23 (19) 1.0 (ref) P for trend = 0. 701
25~ 59 (100) 48 (81) 11 (19) 1.08 048-243
DMRERTE (mg/dL)
150 XK 144 (100) 112 (78) 32 (22) 10 (ref)
150~ 18 (100) 17 (94) 1 (©6) 022 0.03-1.73
200~ 19 (100) 18 (95) 1 (5 022 0.03-1.76
HDL DU XF0—)UE (mg/dL)
40 Kim 15 (100) 13 (87) 2 (13) 0.70 0.15-3.29
40D 166 (100) 134 (81) 32 (19) 1.0 (ref)
LDL DU RX5O-I)UiE (mg/dL)
140 Xi® 144 (100) 117 (81) 27 (19) 1.0 (ref)
140 MUk 37 (100) 30 (81) 7 (19 1.05 041-270
NEZJOEY Aic (%)
6.2 Kb 178 (100) 145 (81) 33 (19) 1.0 (ref) P for trend = 0.885
6.2 Mk 3 (100) 2 67) 1 (33) 1.71 0.14-210

- FIREHEHE ULCZRE0IRT « v IORDITIER
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®13-2 FKEUXDUy B (TMA) BEOAKBODHEMBRERIUEEEE - RIEBERCDEHE (S

P for trend = 0.446

P for trend = 0.659

P for trend = 0457

TMA 5289 R
AE (%) <6.25 26.25 7w XLk O5%(ERAX fE* P f&x

BRIEZNE

ISy oyANA 108 (100) 86 (80) 22 (20) 10 (ref)

DI 39 (100) 31 (79 8 (21) 1.21 041-3.55

0> 34 (100) 30 (88) 4 (12 0.54 0.15-2.04
RBEEIE

I EVAA 32 (100) 25 (78) 7 (22) 10 (ref)

HEELEE 67 (100 53 (79) 14 (21) 0.86 030-247

1-4 0/8 42 (100) 34 (81) 8 (19) 0.86 0.25-293

50 LE/BE 40 (100) 35 (88) 5013 0.56 0.14-223
FUYDRP

1 Kig 38 (100) 29 (76) 9 (24) 10 (ref)

1TME2K® 47 (100 38 (81) 9 (19) 0.78 0.26-2.34

2E4K®m 41 (100) 34 (83) 717 0.68 0.21-224

4 E 32 (100) 26 (81) 6 (19 0.78 0.22-2.78
fRRIBERE (1 Bbdr2D)

3 MK 79 (100) 64 (81) 15 (19 10 (ref)

SMUE 102 (100) 83 (81) 19 (19 117 051-267

- FIREHEHE ULCZEE0IRT « v IORDITIER
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&£ 13-3 FKFUXUy B (TMA) BEIAKBODHEMBRERIUEEEE - RIEBERCDEHE (S

P for trend = 0816

TMA 5289 R
AE (%) <6.25 26.25 7w XLk O5%(ERAX fE* P f&x

J—E-EBlRE (1 B®HED)

HFOEARFELY 71 (100) 57 (80) 14 (20) 10 (ref)

3 MKia 86 (100) 69 (80) 17 (20) 0.98 044-219

3MUE 23 (100) 20 (87) 3 (13) 0.65 017-257
Y21 —REDHVERHD

VAN 127 (100) 101 (80) 26 (20) 10 (ref)

1K 40 (100) 32 (80) 8 (20) O.74 0.29-1.94

2 RUE 14 (100) 14 (100) O ©) - -
EFNEIE B2 BIME. 1 Tk

Hov 41 (100) 33 (80) 8 (20) 10 (ref)

AN 140 (100) 114 (81) 26 (19) o.rr 0.31-1.93
=3I XF70-)LDiERE

210) 69 (100) 58 (84) 11 (16) 082 037-1.85

AN 112 (100) 89 (79) 23 (21) 10 (ref)
S MAEDIETRE

Hov 29 (100) 25 (806) 4 (14) 0.73 0.23-2.31

AN 152 (100) 122 (80) 30 (20) 10 (ref)
PUIF—EERBORRE

210) 68 (100) 60 (88) 8(12) 0.40 0.17-0.96

AN 113 (100) 87 (r7) 26 (23) 10 (ref)

- FIEHZHE UCZEE0IRT v v IORDITIER
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& 13-4 FKRUADy B (TMA) BEUAKEBODHTEMBRESIUEEEE - REERCORSE (#HS)

TMA HRIFATE
A#L(%) <625 625 Ay OB%IEHERRH

ERREER DS

AN, 116 (100) 95 (82 21 (18) 10 (ref)

o210 65 (100) 52 (80) 13 (20) 118 0.45-3.11
RRAIDEA

AN, 131 (100) 108 (82) 23 (18) 10 (ref)

»Ho 49 (100) 38 (78) 11 (22) 1.72 0.73-4.06
PREIO(EF

AN 145 (100) 118 (81) 27 (19) 10 (ref)

B0 35(100 28 (80 7 (20) 152 056-4.12
SO

L 122 (1000 99 (81) 23 (19) 10 (ref

B0 59 (100 48 (81) 11 (19) 112 043-293

- FIEHRBHEUCZEEOIRT « v DOIBDITHER
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MAEEE
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FLLE—tES% 16 439.3+860.1 1207.0+246.0 64 3822823 1 1236.0= 200.7
TEMME 15 3034+ 680.5 1305.3+180.2 65 3936 860.0 1235 0 2158
7 RE—tEEES 11 7757+ 16356 1329.5+200.1 69 3327+ 608.9 1235 3 210.4
FULR—tEsEIES 12 7123+ 15811 1270.2+185.6 68 337.3+609.5 1244 3 2154
BMT LILF— 6 3728+ 2727 124552271 74 39538557 1248. 4= 210.5
e 2 60.8+68.2  1286.0113.1 78 40218343 1247.2+212.5
BHD 14 720.2+ 1406.2 1240.3=176.3 66 324.3503.7 1249.9 218.0
FE R 1 2 5 114.8+ 101.6 1253.4=112.8 75 412.2+849.2 1247.9= 215.7
SYHNGRERE 0 80 3936+ 825.4 1248 2= 210.3
fe3 e B 1 242 1214.0 79 308.3829.6 1248.6+211.6
;gﬂwﬂ’”’j@_ 8 2172+ 3271 1356.9+203.3 72 413.2+862.3 12361 208.9

HYvsiElL, T1:p<0.1
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KI5 LZMEBREOFRELL IgE - 16 Hlk

&Y (N=56) L (N=24)
p fE
iy SD Fi5 SD
# 1gE (1U/ml) 420.2 + 911.0 331.5+ 591.4 0.663
4 1gG (mg/dl) 1213.1+ 183.2 1330.1+ 248.3 0.022
x1-6 IBERREZAFIDFEROEELELL I1gE - 126 HK
&Y (N=28) % L (N=52)
p {iE
iy SD iy SD
# 1gE(1U/mI) 392.2 + 710.5 394.3 + 887.8 0. 446
# IgG(mg/dl) 1223.6 =+ 145.9 1261.5 + 238.2 0.975
RI1-7T 2HOEHEOEELL IgE - 126 HlK
HY N=27) % L (N=53)
p fE
Eiy SD Eiy SD
# I1gE (IU/ml) 270.3 =+ 402.5 456.4 =+ 970.6 0.344
# 1gG(mg/dl) 1201.8 + 137.7 1271.8 + 236.7 0.264
x1-8 FEBEBFOFERADODEELL IgE - 126 inlk
&Y (N=6) L (N=74)
p {iE
iy SD iy SD
# 1gE(1U/mI) 329.0 + 293.6 398.8 + 855.0 0. 844
# IgG(mg/dl) 1188.3 = 144.3 1253.1 = 214.7 0.472
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x99 ARBHOERADOHELK [gE - 126 fnlk

&Y (N=20) % L (N=60)
p fE
Eiy SD Eiy SD
# 1gE (IU/ml) 490.7 = 1237.8 361.2 = 643.9 0.547
# 1gG(mg/dl) 1262.2 + 223.8 1243.6 =+ 207.4 0.735
£ 1-10 RILLTZILTE FOEROFELL I1gE - 16 Sk
&Y (N=b) % L (N=75)
p {iE
iy SD 1y SD
# 1gE(1U/ml) 85.1 + 101.7 414.2 + 848.5 0. 391
# 1gG(mg/dl) 1251.0 = 234.8 1248.0 = 210.3 0.976
RI-11 BIEOEROFELL IgE - 166 ik
HLY (N=3) T L (IN=TT)
p fE
Eiy SD Eiy SD
# 1gE (IU/ml) 182.1 = 270.4 401.8 = 839.3 0.654
# 1gG(mg/dl) 1310.7 =+ 103.0 1245.8 + 213.4 0. 603
x1-12 ZOMOIEEYEDEROEEEL 1gE - 186 ik
HY (N=2) %L (N=78)
p fE
iy SD iy SD
# 1gE (1U/ml) 21.9 + 9.5 403.1 + 833.9 0.522
# 1gG(mg/dl) 1158.5 + 178.9 1250.5 + 211.5 0. 545

-41-



®I[-13 BELEFETOLEFMEREZEORREL [ - 186 flk

HY (N=47) % L (N=33)
p fE
Eiy SD Eiy SD
# I1gE (IU/ml) 343.5 + 609.1 465.0 =+ 1067.6 0.520
# 1gG(mg/dl) 1204.1 + 137.7 1311.0 = 273.9 0.024
xR 1-14 BEHINIERATOILEYEREORE S 1gE - 186 ik
&Y (N=23) % L (N=57)
p {iE
iy SD iy SD
# 1gE(1U/ml) 441.4 + 1158.4 374.3 + 657.8 0.744
# 1gG(mg/dl) 1270.2 = 225.6 1239.3 += 205.2 0. 556
FI1-15 RAIDEELE IgE - 126 Ik
L TLy% (N=42) LLRIT L = (N=33) £ L (N=5) -
p &
iy SD iy SD Fi5 SD
# 1gE (IU/ml) 435.9  + 1064.0 352.9  + 433.2 306.7 +554.8 0.887
1256.2 =+ 209.4 1199.0 =+229.4 0.854

¥ 1gG (mg/dl) 1247.8 =+ 213.3

H21gE (1U/ml)

-1

DI HIERE LHBIgE

FIVEDITDEEE

BERAINELTLNSADDITZHEE L8186

(mg/dI)

-1000

RAINEDITHIEE

WAERAINZEDIFT TS ADIEE £ 1gE - 186 fufk & DR
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TV E#IgE

#31gE (1U/ml)
#1gG (mg/dI)

FAIEDIF T

-2 LIBIRAILEDIFTTUOEADNRAILEDIT TV -EEI & 1gE - [gG A & DREE

x1-16 ZEREOHEEH IoE - 126 fulk

FAIEDIF TR

H Y (N=30) 7z L (N=50)
p fE

Ty SD Tty SD
# 1gE (IU/ml) 574.0 + 1203.1 285.3+ 458.0 0.131
“ 1gG (mg/dl) 1267.7+ 226.4 1236.5+ 201.5 0.524

& 1-17  BEKR & 48 1gE - 166 Hulk

TW=ADRAILEDIT T =B &#1gG

JERRIE (N=76) BEBUE (N=2)

IRELE (N=2)

5 SD ¥t SD Tty 8D e
% 1gE (IU/ml) 336.8 = 583.4 25,1+ 15.8 2921.0+ 3873.5 <0. 0001
8 1gG (mg/dl)  1250.7% 213.1 1269.5+ 149.2 1132.0+ 196.6 0.730
BELE vs JERLE - p<0. 0001, EREZIE vs iBERLE : p=0. 0004
& 1-18  BUEIKIR & 48 1gE - 1gG R
P& Tz (N=2) BRFE 2L (N=57) R (N=21) -
N T35 SD 5 SD 5 SD
#& IgE (IU/ml)  2930.0=+ 3860.8 280.6 = 372.0 458.8 + 935.0 <0. 0001
4 1gG (mg/dl) 1241.0+ 350.7 1254. 5+ 209.1 1232.0+ 213.7 0.917

PO vs BRFELRLY 1 p<0. 0001, & 7= vs 8L - p<0. 0001
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& 19 MFRIEIR & 1B - 186 ik BIh

HY (N=32) % L (N=48)
p {iE

Tty SD iy SD
# 1gk (IU/ml) 406.9+ 609.9 384. 7+ 948.5 0.907
 1gG (mg/dl) 1274.3+ 211.6 1230.9+ 209.9 0. 369

%20 PMREORSSAEIR & 48 1gE - 186 ik O
&HY (N=4) L (N=7) BRI EFDH (N=69)
p fE
Ty SD iy SD ¥t SD

# 1gkE (IU/ml) 360.4 + 317.3 815.8 + 1266. 2 352.7=+1790.9 0. 371
# 1gG (mg/dl) 1165.8 + 208.4 1276.4 + 199.9 1250.1 + 213.2 0.694
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I R ORRE

x -1, AREBOFEE N=38)

i SD  pfEEAKA : group x time)*

Fin 22.17 3.1
& TgE(1U/ml) 0.114
RN—=RZ54 Y 449.6 1019.7
17 A#% 4217.6 910.7
345 A& 460. 3 957.5
¥ 1gG (mg/dl) 0. 468
A S b 1239.2 191.0
145 A& 1248.7 204. 1

3o A% 1240.3 189.7

*[RAERIE DR

RI11-2. ZUILXF—KEBORNR

e

K[EXME
TLILX—EEH
TEMME

7 hE—HRER
P21 % £ 1
BYMT7 LILX—
£

ERT
PR BT I 2%
LW E BEYE 1
ZOMOT LIL¥—KE 6

w O N o1 © Wl =2

u—y

w  ©
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KIS FULX—REDQFEEK [eE # 16 ADRREL

&Y (N=27) AL (N=11) P p (&
Ty SD Ty D (EARRD* (E{KK : group x time)*
#& 1gE (IU/ml) 0.512 0. 589
R—RF3A4Y 523.1 1192.5 269.3 315.6
14 A% 496.2 1062.5 259. 1 299.6
3y A% 517.1  1111.2 320.9 389.1
# 1gG (mg/dl) 0. 030 0.117
R—XS54> 1285.4 188. 1 1125.7 151.8
17A% 1294.3 201.3 1136.7 171.2
3y A% 12771 190.9 1150.0  160.8
* RGBT
1100 - A
dl)_1m
-1, PUILX—HEEOFELE 1t AOREBEIL
FRII-4 7rE—MREXROERERELL IgE, # 126 ADRBHEL
£ L (N=31) HY N=7) P p {E
Eiy SD Eiy SD (f&{KFE) * (E{RMA : group x time)*
# IgE (1U/ml) 0.157 0.036
R—R54> 3246 586.3 1003.3  2062.8
17A#%  326.4 582.6 875.6  1769.5
3, B#%  370.3  693.7 858.8  1737.9
# 126G (mg/d) 0.511 0.299
R—Z54> 12257 182.9 1299.0  229.5
15B% 1239.4 201.6 1289.7  226.6
3, A% 1233.3 188.8 1271.4  205.9
* I RIE BT
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x7L
200

[1-2. 7 FE—MREXRDFELE IsE ADREREL

K II-5. LEVERBOFEEM b, # 16 IADEREL

7 L (N=9) LEMEHY (N=29) p {E p {E
1y SD iy SO (fE{RRED)*  (E{AR : group x time)x*
# IgE(1U/ml) 0.837 0.394
RN—XF4> 470.8 896.4 443.1 1069.7
14 Ht% 488.0 918.0 408. 8 924.0
347 Bt 555.2 1089.6 430.8 931.9
# 1gG (mg/dl) 0. 050 0.220
RN—RXT54> 1333.4 240.8 1210.0 167.0
14 H% 1361.4 255.7 1213.7 176. 1
3o A% 1361.8 247.1 1202. 6 154.6
* R 1E B TE RS T
BEH Y
1200

[[-3. LM ERBEORELL (o6 NADEREIL

-47-



xII-6. SBREOHHEELL b, & G ADERELL (BEHIFRS L THET)

ZEEESH Y (N=11) SZENELIELT L (N=25) p p fE
iy FERE iy SHERE  (EARD* (8RR : group x time)x*

fa TgE (1U/ml) 0.230 0. 335
R—=RFqM4 > 363.0 548. 4 295.9 558.0
15 A& 356. 7 511.5 296. 6 566. 5
34y A%k 387.8 604.5 336. 1 676.7

# IgG (mg/dl) 0. 695 0. 250
R—=RFqM4 > 1281.4 171.9 1225.1 199.0
14 A& 1275.0 184. 4 1245.1 214.7
347 R 1276.5 174.5 1231.0 198. 5

* R 2RI TE 53 B AT

xI-1. WEEEOFEEK IgE, # 16 IADERFEIL

POl N=1)  BRERL (=25) R (N=12) . Y
(B{KW : group x

iy 8D FHy D wy g EARD time)*

# IeE (10/mD) <0. 0001 <0. 0001
R—R54> 5660.0 . 285.6  410.2 3572 769.4
1w B 4870.0 . 282.8  383.5 359.1 788.8
3,B% 47800 312.6  460.8 408.0 933.6

© 1¢6 (mg/dD) 0. 408 0.928
R—Z54> 9930 .  1246.7 215.3 12442 126.2
1 »A% 960 . 12588 227.6 1251.3  140.1
3,B%  996.0 . 12501 211.2 1240.3 134.5

* R8BI TE 53 BR A

x11-8. BUNDEELK B, # [e6 A0 BERZEL

Biihsm Y (N=15) BYIhi L (N=23) p fE p fiE
T SD iy SO (fE{ARE) * (fEfAR : group x time)*

fa TgE (1U/ml) 0. 645 0.191
R—=RFA4 > 512.2 780. 3 408.8 1164.9
14 R 512.9 775.3 371.9 1002.1
3y A% 583.9 923.9 379.6  990.7

# IgG (mg/dl) 0.225 0.995
R—=RFA4 > 1287.0 190. 4 1208.0 189.0
14 R 1295.5 220. 3 1218. 1 191.5
3y A% 1288.0 197.5 1209.2  182.1

* R AR TE 73 BR AT
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& I1-9. ZOEOBEEM [, # 16 iADEREL

H Y (N=3) %L (N=3) AROEEDH (N=32) p fiE p fiE
T SD T SD T SO (E{RRD=* (fE{KM : group x time)x*

& TgE (1U/ml) 0. 965 0. 804
R—XZ4> 476.7 264.4 280.0 421.8 463.0 1105.5
17H% 4340 238.7 291.3 432.8 439.7 986.0
34~y A% 538.0 384.1 333.0 512.7 464.9 1032.3

# 1gG (mg/dl) 0.924 0. 231
N—XZ54> 1187.0 249.9 1276.7 340.6 1240.6 171.8
17H#% 1188.0 269.6 1263.7 272.5 1253.0 199. 6
34, At 1235.0 238.6 1254.0 245.6 1239.5 188. 1

* R 8B TE 53 BR 93 A

& 11-10. RAIDOFFEFERFEDN [gE, # (26 ADEREE

AL LTS (N=28) LLRIT L T L= (N=10) p & p fiE
iy SD T SO (fE{KFRE) * (fEfAR : group x time)*

JEEERY [gE (1U/ml) 0. 840 0. 509
R—=RFqM4 > 438. 7 1149.5 480. 4 556. 5
17 A& 410.5 1024. 6 475. 4 507.0
34y A%k 430.9 1061. 4 542.5 615.6

# IgG (mg/dl) 0. 859 0.617
R—=RFqM4 > 1239.5 194. 2 1238.5 192.0
17 A& 1253.7 205.8 1234.6 209.4
34y A%k 1245. 2 194.5 1226. 6 185.0

* R AR TE 73 BR AT

-49-



-38-



VSR TR s g

() b Tems &

Ky b7 vy bEZRAWLZWE KR 16 TiiAlIE D EEE
-HEAEIZBIT 2ILFWE (RAVHEBE) BE CORE-

SERRGEE BB OEA EERERCREVHELEAY B

MEEE

PEEBL CHEH SN T AILEWEITEL I L2 L & IS CO(LFE Y ERE I
PE S BEA REREREENRD STV 5, BHOTFE P EICER L7 LV X —EREE (
KB R, T LIV ER) O U pE A S EICR D K& REREIC
STWNWD, LDLZEDAN=ALNIHLMNZIEINTELT, TV F U EZRIETHDICH
7 BAEEOMSI RO BN TS, FxDOHEETIEI Ny b7 ey MEEZHWTHRED
M35 AL R B0 1gG BURR & 2 S ZHIET 5 Hik 2 B LR BUS L,
ASHRICRB VT, BICRBAEERNRE L —RERICEB T L2 E OB &R 2 i
L. FRCARIFE TR E LIZFERH CTHEHA SN TWBHEENEWR A VHBENCER LT
. TOMHRMOREE Ry F 7oy MEEZ AW EERIEREE RS (LR WE) R
K IgG HiillE (6 ) Z4T\ . fEARI & IgG PUARIEEOBEM 2 BE Lz L 25
LT OREREMNME LN, RAVHERE O TFEEREE (T4). [HRIEEHRE (424).
DEEMARE] (324) ToO 3EEMOLEICBW T, MiEH IgE Hiik, IegG HUA Mm%
MR B LRI -T2, E12 6 OB 6 5 Fe 5 IgG HUi 9 &
3 HERE CHEEH R A BEITRO R o T0, &6\ THIEFERREE) oxgE o> 5, wlhlFE
BHRFTIZRA VBB 2B Ly »7- 134D, 1 7 A%, 3 » A% ToO# IgE Hiik,
IgG PUiRTEME, 6 FEOIL =R 2T TG BB 2 H7E L7230\ 370 b Fat#mic
HEREITRD 2o Tlz, LELY Ky b7 vy MEAZHAWIALEWE R RN IgG HU
RIS, —EICEEOTREZRE CE 28 ETH o=, SRIOBRHIE
WTRAVHBEHZE B Lz B ® AR CORRE S ERE & RWEMEBER Yy (b5
W) KRR 1gG PUIREEA & OREMIIRD B -T2,

SRR SR — A (KRB R, 7T LLX—MEEJER) O

JIUA 5L BESEERIR TR EERm LT WA U A TICRBIT D K& R

it BR EEERKRTEHEER AT FEIZ72 > TV D, L LZED A =X LTS

KH HEH &6 L1 KR ERS SCPRS A - fat NTCIH7e L ALEWEITERT D0 E 2 o
7R Wrik & N STV,

Al R JRERFRFEERE R SR T UV RO T O 7= DI IR K FUR

ITENVRL PR 5y IR A ge e DIEFERRBMINEE CH 5, 7 LV F—25Eb

NT-GAEFE LW 2 JIR IR 2 #6301 L RE

AMEER DO DREEAT I BIEAHE SN TNDT

1. Ry b7 avy bEEZHWALEYE RN LV VRIEBRBEICIZ A TFT AT v

IoG L 7T A, GURWAFERET A b, MIGEFRFEM

FEBS CH I SN TV DLW E 134 4
HMo—@&2 =0 Zhk & bicikg ol
W ENRTE A D kR A IR E SR S
TWD, BRI L E RN L= 7 L s

IgE filkE R ERAME S mA L LT
EFbh, WA T4 THHERITWD,
—HInoREOMBERE LTy FT A
TV v 7T AN PURBAFET A MET T



7 4 T X —DOHEER ERIWER OfEBRMED &
LT TE HDEENELN TS HZ & &
M DRI D T3 F¢ radicimmunoassay T
» % RAST (radioallergosorbent test) 7£<°
BER 2 WNZE O3 %2 M ET 5 ELISA {4

(Enzyme Linked Immunosorbent Assay) %
FWTAT o IIERF R IgE Huiima a7z
BAETH Db DDREHFEN—AZBWTHIER]
REZRPURITIR STV D Z & E LB 72
E DR T E DB TUROSG G R A IgE Fik
DR LIZK WEBLFbh TS Z Enbil
FWVE B RIET DT O FE 2 DAL O
SEDR O BTV D,

TRV DA )T F— b AT AT
LAY UT R —RE WS YU T R —
MEIZBWT, 7 LLF U ORIER L O
iR OFEIE & U CliERr A IgG fuikns A M
ThHDHEDRENRENTND, LI THA D
HE T OB ISR 2 Mg Fr R IgG it
RIZE B U E R R 1gG U Z R+
L5EE LT Ry b7 ay MEEHAO TR
L7,

Ky b7 vy MERE TR TE20/L%Y
BHIZPURME LA R 5720 b FE L &
MILET VT X 2 & S SRR TH 5

FMIMEZIERL L, EE A 7 L /|2 Blotting,

FOHMNBEHEDMIHEICA T LR L 8
L b9 D RERM IgG iRz /A LT
WAUE R PUE AZi# IR PUASOS A Z 0 3
¥15 (K1), Z0hEEZHWCTREEERS
OO LHEIEE & 72 Lo s EE o g a2 v
TVEBEFBBSE CHEHAL TV D 2o fEy
DJFEE 22 DA FWE £ ITHEZE DL O
AHUR & LT FRRE 1gG HUADOBH 21T - 72
& A LEIER D © O EERE T IR
WEW DR EI) 1gG HURDBEIER DS K FEE R 72
LOBEL Y bERICEWEREZ R Lz, 20k
END Ry b7 ey MEZHTRE SN
LR R IgG HUiRIZ T LV —JEIR &
SlEE - bW E 2 RIET HHER2~—7h
— TN E WD ATEEMED RIB S U7,
2. HEAEIETOWFYERE (A NVHE
Bl ) & EMES B R 1) 1gG Pk
A & OEEMICHOW T ORE
EREATHZEROERENS Ky T ay ME
WAL E R R 1gG Fuiko L,
L E OB EMRBE ORE . Z LT LAY
YORIEIZE L THMHZeMmAEELECTh 5 "laetk
DIRIE ST, —HF TH®EAER L)L TOLE

WyENEE L ORIEMEIC W TIEE S RE S
TR, F 2 TH A TIRIESEE CTh
B N x5 B ATE GEREEENE) Tole
AR E DL P ERE S Lo Ry M7
7 MEZ HWIZAL T E R R 1gG Huikfk
AL O E#EMEICOWTHRETT o2& LT H
WAIE EICB W T kA b2 B IR R S
NTWDR AENTHFEAE TS TS
{EHERD  FRIZ R A VB EHI » TIHRFTZ 1T -
o ALFE ER O —FE & LTI & 72 S5
Zhid R A NT — b O CHRICEH O BE &
BHITA (FOMA~OEET ~=% =27,
EDOIMNAOBEEF [T o F =27 L0 ) B
TEEODTIRAN] ET5) FLATDONT
B EHRBRO S D NLMEITZ D, ZOR
AVRABEHNZIZ. T 7 U VBHIER D L & g
EWV o mRERR Y E ERSE LTHERA LT
LHI0N% L FOMATERIOYE, FE R E
B2 A N E E N TV DS ITERA VS
B BAEICBAAT HE (R4 VAR AL
FANVHEBEZER L TWD NTBWTRA
NABEINRINE B b RERREDT L
N —IRBORERENH AL IND L OITR
ST, BEERA NVHBEHIE FN TV D7
X7 VAKX —% 5| ST EIERR D NS E
NTWBEEONEL T 27 U AKIEDEETH
HAR T YIVEER TR UBIEOEETH D
A7/ —)V ATV —T VT H
REEHE LTS O SR L UERIC
B4 A HEFRFFIS 27 A (GHS) | 2EDH 5K
VEMEE 3 BRI I WO TR IAENE, & 5 W I
W PREAEMED V & SN TV D, ELEAORRE TR D K
TWVIEE CIE 3 BHEICHI L TRE & Ze Rt
DELITWAEN, ERXTAL LTHEAENRE
T2 TVDANDRA NVHBEHI T 2 IREE D
BREST LAX—RAZER (B EowE
DT LI Lo TWND D) 70 EOFEMIZA
OMNTIERL FHRIR O IRENTH D, S HIZ
MEEIZIX TTIRES TV B R A LHEE L 0 [E
DMEHES~DELA ZEEIE L TV DR D —D
THAHRNVLT VT e RABREIZZ &N
MIREIZ 720 R A VHEBENT L 2 RS
ERVINGAY N

AN Z O R A VHEEME & IR A VH
RO RAEMER T T3t T D R R PLR A A L
TWDADOTIERWMNEDE ZDO T  AMED H
1% A VBB O (BER) IR & AENE
BRI (BPWE) FrRe 1gG SR fRE O
BAEMEA Ny 7y MEEZ WL 9E



KRR IgG HuRHIEIC L VB LNZT A Z &
L7,

B.WFZE 51

PUF A VBRI O (5ER) R & % E
PEEBE Ay ((BFE) Ry 1gG PuiRfRfA
& DBEMIZ OV TR O T iEZ R~ 5, Ny
F 7wy MEIC K 2L E R R 1gG Bk
HIEDHEIZHSOWNTEH ZDOHFTIRRD,
1. x5

XET 20 IR EL EOARTS OV HEMREE O
ATIEERE T h Dl i+ RFDFAER L OH
TkEC, RAFRICFRBEOH LN 814 (FiE
240, &MET94),
2. MR & AEREUEE (IniE) BRER

MRF T H AT L 2B M ERA & ik
B AEIT -7, BMZEIIRGE R, ERZETIX
EARBEMN (HE, KE, BEEE O varx—%
B L) | BKiE - BUEE R ) . R A OV HBEHME
FEE (fE IR, B, ®A4) . ook
FWVE~OWEERE Al BREAL ekt &
FREEAD - BEH, BEEMRE O ) &5
AT, BRI L 721k L 0 iy & B L. R IgE
i, ¥ IgGEZME Lz, 81 4 2B 2
ZEWTIZRETRA N ERIEALEZ L
N7RN ) EEE LT (LUF BEEMRED) &

[BIERANE LTS EEE LIRE (LT

(BITEFEARE)) & TDARME L T siTL
TR\ EEIZE LR (LT DA HRED)
257, 3 FEM COMYERE BEEEE (77 LL¥
—RE) FE. BLUW IgE 5. # IgG %
g U7, S BT RE MG Z AW T, 1A
JVHBENE G E R R 1gG il & HE
L 3#EfIClei L= (¥ 2),
3. Ry b7wvvy MEIZKE 2L FWE R R
IeG HLIAHIE

HERPURE LT PR L AERNEB O
IR ZAERL L Te, KR &3 Db E I LA A
NABEHIEENTNWDL I ERHDHERAT =
=V AT YT —7 )L (Bisphenol A
Diglycidyl ether : BADGE) | #/K~7 % L g

(Phthalic Anhydride : PA) . &V AT VT
t N (Formaldehyde : FA) . 727 U A7 X
K (Acrylamide : AA) . A X 7 U )LEg A F )L

(Methyl methacrylate : MMA) . 35 X UMK
U AU > Mg (Trimellitic Anhydride : TMA)
D6FHIEE LTz, 6 FEOLFWE DR %A 1
IZFRd, AERNEAIEE MIET LT I

(Human Serum Albumin: HSA) % v 7=,

EEX Y A F VA LARF 2 K (Dimethyl
sulfoxide : DMSO) Z# H\, b FWE & HSA
RS %1 DI T RIE Al U7 RS &
LTy 77 —0 pH &M% 10.8 L L, b7
WEORESRM% 11:1) (=HSA E/VJREE -
g viErE) . l1:100 . 1:100] ¥
FOHSADAHR(zy ha—)L) D 4AREL L,
bW E LT E-HSA A% ERk L
7o

ERE L 72t %98 -HSA &z BTB

(Bromothymol Blue) AR BEEERL, =
fetEre—2RREZ 1 T FRET2 71
v b L72 (X 3), 7= Standard & L C Human
IgG % 40.8pg/ml 2> HJIAIC 25pg/ml, 12.5ug/ml,
6.25ug/ml, 3.125pg/ml, Opg/ml &7 w v K
L7c,7ay Ma{Tol= kil rn—XFHEZ
78y X T EIEZRIN LT %, —IREURROG &
LTt MEEZ MW, IRFOME (Mg
100ul % Phsophate Buffered Saline with
Tween 20 (PBST)20ml THIR L7=H D) (2=
fete—RAEEZR L —RIURISZIT -
7o S HICHE R Lol e b IgG Htik (Goat
anti-human IgG) % MW\ T REURIS 21T
o7z, R Z &2 Standard OFAITHRE XV
R A VERC L AT E R ERAPUR DRI TIREE
ek (27 vy NoOYHE) Lz, 45E
TENCHWZIREIX11:10) & L, class1 (Opg/ml),
class2 (>Opg/ml. 3.125ug/ml <. class3 (=
3.125ug/ml, <6.25ug/ml). class4 (=6.25ug/ml,
<12.5ug/ml). class5 (=12.5ug/mDIZ class %y
A LA L 7=,

4. Hewra A

A VBRI ORTE O & &AL E
KR TgG HURE ORI L Z B B 28T
L, TBEERE] OMRED S H, HE
FRAND 1 7 A1k, 3 7 AZICFEER O E R 25
TR LORMOFEMEIZFEE L AT, S 512
FIFAA D 8 » AREK TH E THZICHRA
VSR B AT L 7e o 72 18 4 & MW o
wfGel L, R IgE i, # IgG ik L OMLiG &
W oA VBB E AL E R 27 IgG
FUARME 2 1 LRI Z IZ DWW T BT
L7,

(R BRE ~DELE)

AMFFEILE R EFR R T3 L O &1 K7
DMEE BRI TRREHE T Thi, x5
[ZIEARAND B HEE TN 72N T ARWFSE
DEFE. BRY, ik, ARSI L OYERMEIZo
WTCRIASCEZER L XERB XA T



RHAEZITO FEE WP WEHE O L% %5
& Uz, AMEEE (iE) 1ok rleERE 4L L

FOREE CITBHIED 7 ) — Y — I LT
Do
CHIFERE R

1. BMEIZ X2 3 A VHEEME RO T

814 (BiE24., &Mk 794) ok UER=
HEEITHo T2, EWERIT 241 ETH -T2,
A NVHBEHERE (£2) 2o Ioh
FTCRANEBEEA L E037zvn) GEE
JHEE) DIX T4 (8.6% : 24D FBMETe) ., THL
EXANZ LTS (BIEEHE) O 42
4 (51.9%) . TLARNEZ L TV =45 1d LT
W (BUT T ESEREE) O 324 (39.5%)
TR I3 4 37.0 1%, 22.3 %, 23.8 % C
FEMRRER B Do T2 SRR I A B2
DI o T, FREOMYESE 7 L L X —R A
BEERIT#E 3 ICit LTz,

[BRAERERRE) D 424, FA VHEBED
fo AR EE 23 T2 LA
M2 @G 1A
[1722H 5 3 HIC
[32:A0 6 6 M HIC

18] 25 16 44 (38.1%) .
118l 728 12 44 (28.6%) .
1E]) 2884 (19.0%)
T2 1A 1 b o7z,
NEEERRE) 82 £ W Tl b UL CfE A
LTHEDL BRI EE L T\ D I
DT TT UL EFEHLTWRW ) 2311 4
(34.4%). 16 HAMND 1 R 2 5 4
(15.6%) . 6 2~HA K 28 16 4 (50.0%) &
6 /™ H AR Db S0 oi,
2. ik IgE PiiRfE, TgG Hriffio bk
[FEfE AL, TEU A RRE ), e A A
D 3 FECBIT Bk IgE bk, IgG Pk FEiyfE
1. TFEE L] T4 %4250 IU/ml). 1207 (ng
/A, TEHEE] T 436 QU/ml, 1248 (mg/dl).
NEEF AR < 357 IU/mD. 1250 (me/dl)
Toh | 3B CTHEIFIIA B ZITRO R0
7~ (£ 2), BEHTHWTHR IgE HrifE (hyE
i 173IU0/ml L) NEEEAEZ THDHAD
BIAT TIEEHRE) T34 (42.9%) . [ELERE
FREl T174 (40.5%)., NEMEHARE <19
4 (59.3%) ThoT-, — ik IgG FLiffiix 4
@ CHAEE (870—1700mg/dl) HNER LT,
3. bW REN 1gG BLiRHIE
FANVBEHIEGEBE SN TWDHHEEDE L 6
DL FW'E (BADGE, PA, FA, AA. MMA,
TMA) (kP 258 1gG PrikfE % [FEMEH
B (T4) & TBUEMERRE (424), BIW

118728 6 4 (14.3%) .

[ e (32 4) 4 3 BEDIMTE 2 W C
iﬁlan L7c, ik oo & 5 I2flE HPUR CHW Ak

LWV -HSA A INARLE 4 5tk DO BAL W B FE
TYERR L7223 A s B CRENT I W TR B 4R
ik T1m10) & L7z, T3EMEHEE) IR 5
IgG HUATEEIZ BADGE 0 (ug/ml), PA 9.23
(ug/ml), FA 0.07 (ug/ml). AA 0 (ug/ml). MMA
0.04 (ug/ml), TMA 0.73 (ug/mD) T, [HL{ES:
MR T 5 IgG HuiRE5){EIZ BADGE 0.01
(ug/ml), PA 12.73 (ug/ml), FA 0.86 (ug/ml),
AA 0.04 (ug/ml). MMA 0.13 (ug/ml), TMA
0.83 (ug/ml), TEEMMEE (2F1T 5 1gG i
AL BADGE 0.02 (ug/ml). PA 16.05
(ug/ml). FA 0.05 (ug/ml). AA 0.02 (ug/ml).
MMA 0.10 (ug/ml). TMAO 91 (ug/mDTH Y |
3 HEM CHEGHFMIICH BEZAITRB O RN o T2 b3,
FA Zfr< 5 E T F#fﬁﬂﬁij DM 2 FE X
DIRWEECH -7 (X 4) . TBAELAHE
& NBEFEARE o 2 BERICB WL TEsic—
TEDEFNI RS 72 o 77,

3T BT B E R 1gG PUAME D class 2338
BOFERZFR 4 17T, FFRAY IgG PURMHE D
BV class3 BLE (3.125pug/ml LA E) 7272 A
@il X TIEEARE] TIXPA 7T A (100%)

BT HL Do BADGE, FA, AA, MMA,
TMA EWFnG 0 AN TH o 7o, [BEM FARE)
ZEITD cassd L EZE s ADOFE T
BADGE O A (0%). PA40 A (95.2%). FA2
A (4.8%). AAO A (0%), MMAO A (0%) .
TMA 4 A (9.5%) Thv, LEEERHEE I
BT 5 class3 UL E72 572 ADEIE 1T BADGE
0 A (0%). PA32 A (100%). FAO A (0%).
AAO A (0%)., MMA O A (0%). TMA 2 A

(6.3%) ThH-olz, 3 HfITH FA, TMA |2
BT 5 class3 UL EOEIGITHF A B AT
WD 7IpinoT,

[HERERRE) D 42 4%, A VHBEO
il BEEE R DO BAL S E O 1gG HLiiE
#5119, TMA 28, ERBEENEL 72D
IZREVEE S & < oo TV,

NEEFEREE) 32 4. R A VHBE O
HEAE FH 7> & D AAd AR B D FAL 4B D Ff
B 1gG HUiMMEZ R 6 (R T, FFl—E DM
ME RS 2o Tz,

4. JEBIHLE
Ef 1 (K 5)] 22 itttk KP4, *A v
FREME Rk BR 72 U, WRJERE : 72 L
BEFERE © 7 LV — PRI S
MIEHUAE & IgE HiikfE 638(IU/mD). # IgG



LA 1589 (mg/dl).
b F BB 1gG HURHIE (class 735H)
BADGE : classl. PA : class4, FA : classl.
AA : classl, MMA : classl, TMA : class2
UEf 2 (K6)] 22 mekclh, K¥A, AV
kLA ZEH, A VHBE A OSHEWE
3 6 IZFREE, MABEE T 2 WiED 1 2 H
(2 118,
WRJEE - 72 L
BEAERE - AERE
IMIEHUASE : 4 IgE HUikfE 638 IU/ml), ¥ IgG
PUAME 1589 (mg/dl),
b E R R 1gG HURBIE (class 535H)
BADGE : classl. PA : classb. FA : class2.
AA : class2, MMA : class2, TMA : class4
5. RANVHEENERE L bW ERR R 1gG
GLAE ORI BEE M (HGEIT i A5
TBUERERRE) OxXtGE D 5 5| FIEEFHAD
5 3 » AMFIIC R A VR E B L)
-7 184 (M7 Zx5ic, YEFHHE, #E
A1 » A%, 3 » AR O RIZEIT 518 IgE
B, # IgG fa (X 8) B ILUMIEE HV =3
A VB ERE B E R B 1gG HUAME (X
9) OFEREZRT, # IgE i, # IgG fEV T4
HHIEL 17 A&, 3 » AL CHEMFIIICAE
IRIAVITIR S 72 o 1o, B RE AT DAL E
By IgG YU TEEMECTH 5 B3 W)al—1 » Atk
—3 » H# T% 4% BADGE 0.01—0.12—0.05
(ug/ml), PA 10.16—8.25—8.73 (ug/ml). FA
0.44—0.68—0.88 (ug/ml)\ AA 0.08—0.001—

0.02 (ug/ml), MMA 0.26—0.02—0.14 (ug/ml),

TMA 0.76—1.09—1.01 (ug/m) TH Y . \WT°h
HHIEL 17 A, 3 7 HRRIZBWTHEEH TR
A B RBACIEER D Do T2,

D.E%

Ak Ry b7 vy METZX VU RTEEER
KEh7e EIC LW BT A2 /e = bk
10— A 57 SICEE L BRI UR R & T
VR ERERFRNCERT D LA ERE
& LI HETHY Fax NAE TRy b7
7y MEEZHAWZHBTH D MG IR
IgGHUARTH D —IRIURD B D5 G D Z F
THLDEITR D, F-RTIgETURD B G-
LCWABHIBER Y L)L —D T L LA U [EE
L LTRRPESEMICEEND X X
G BRIUKE THBEL A 7 L R G % R
F G R OIgETUANKE G T D & /X7 BN
Y REBRHETAIAL ) Ty T 4 THE(T

RE Ty T 4 ) OFRAEIZONTY
WEINTWS a7 NMIRy F 7y R
EEFBETH DM, Ry M7 ay METORR
MIgGHUAHIE & IXESIKEIOA K, B O
IgEFUA L IgGHURTH D Z ENFHIESTH 5,
AL T yT 4 U ERT LA —EY
BNORRGUR T FIRIED =D& LRI E
Koy E BRIKENZ LV BT A Z LT EDT
LV s a v R—3 2 MOEE, KIS LTW
DO LN TE L0030 Th D03, EX
VKEND BB 21T 9 T2 OIZ X /T ED
SEARREEDNEVE U SOGTEAME 92 mraerE &
S TWnWbd, Ry b7 oy METX /T
HOEMAEE L OBERKE 2 1Th 3 HE
THOREREbELS . £R1HEHT1
Zvy b (1pl) THIETE 5720, 1D A >~
T LU TEL OPURZFHET 5 Z &£ A FIEET
HoT,
SOHMETIE Ry v ay MEEZHWT
DAL E R R IgGHUARIE %2 H % AETE L
~UVITEIT 2 KR EIRER I B W T T
Too BICKFAEERRE LT RERIZBIT 2
L E OREEIRNAZTE L AL E o T
BRI DREFEBEENTFETED SN TS Z
&L E T B R ARTEIC IV T RIS B Al B
HETHLZENOLRANVHBEHIEH LTUAR
ETHE L LTI CHEHAIN TS EEE
DO R (IBRFEORE) L EAF
W R B9 TgGHUIR & o B 2 > TRE
L7223, BB RBEEMEI TR bl o Tz,
W E PRI Lo S b % 6%
E LT, A VHBEHTIZRIEE A (= b
ntru—2A 77 VVEHR, TR SRR,
RY AZ T YRR F VI ) FEREMEVEH (HE
ferF L, BT F7p &), K (b7
N, U ATV KT VIS, K R
UAY y Mgl ), Bl (Y 7 a8 —
)T ALA] RS L8R 7 £) | SR OB
FEEERE, MR . o X— LA CRIRAETE .
AR S— VA . B DTN 2R LT
(hy7a—RMNRELOIFWENEEN
TWNWDZEMBBEIZOWNTZE DY D
EDEEL < BIEMENTRD Si7e o 7B H T
HHAREME LT ETERD TN AR LY
Ry b7 a vy MEZFAWTOLFEYE R 2T
IgGHUARIE T B % ATE L~ L ORI LR R
EXRRETH I BREEME L O &R
ERRGE CORMEICHEHTH D Z EBRIBEI N
776



IREEFEIE & L CORERMNIgGHURDH HME
WZOWTIERIRD LS b v oA v T
= F RN RATF LI T R— &
Wo oA YT 32— NED THTO R
RETHDIMEEBRZI BV TORETH D
25 B AETE LoV T O Y E R ER T OWE

L7200 AR R A VBT - THRFT L 7223,

FRIZ 31 A VS EME I X 2R EREIC W
TIXEFRTONBWE 2 HE L2 mENH
% OO NgEFE DR PISENEIZ RN &
D EA R BIEROMREHE Clixe <, i
MR CcoRBIIR#EETH -7~ bbb, £
T3 A VHABENCE DL T HAR (£
/=) TE . W OPOHEEKRTTE
B TAEEY (R ~—) & LTHEETHI L
W5, S CHW-MEA T 2 LEE (PA)
LMK NY AU v Mg (TMA) b aRl~—
ELTFHEL TV D JERPUR E LTAEID
X O ICHEARTIIZAR L X B IZHEEL L7
FEETOMRFNHLMLETHD & EbnT,

— 7 THIEHBUR & LW =6fEDL T
BHD7eC, FA (ERNEO R A VHBEHZIX
FHIE £ T en) 2R SWE THEZIX
Wb oo TIEFERRE) 2 THEFERRE . 1@
ERERRE) LVIRWEBETH -T2 b JE
Bk (B FEFEREE ) 70 d, EBIC
HEZ T T ONITH =R AN S S5 A EE
HHEZ b,

TEWTIRE OFE Bz SOV TIEIEE %226 3
i AT 7o A VR 25 L 72\ CFF
HTgGHUAMEDMK T35 & Mat L7223, #)
bl 17 H. 37 HOREREAEZRD 2>
770 FEWTRHAS IS DO\ T OITHFZE L 22, A
72 & A EALO W TR R A TIgGHUIAE
WIEEB LW DFED Ny 7 ey METHE
PENR B EWN T E DB BT o T,

SRERTIIRANVHBE 22—y e L
T RAEMEEB Ry (B E) ORI EEREE T
DFRFTZATOBEME TR D2 o T3 VIE
BIEL OB INCRNE A BURGERE O g, ([F—o
A NVHBE EEHT 572 E0) Hige i A%
T9.HD5W0NTZFOBENICE ENTLFEWE
ORI 1gG HUAZRIET 5, R EDORES
L7 ETHLd THFT 52 & THIES
G ARIR SRR £ THLR T 20085 0% Hlbr
THMEND L &b,

E.f& 5
Ry F7wy MEZ WAL E R

IgGHUARIIE DG 23k~ B H TSR 5
LYV ERR & 2 A VBB 25 & L TR
AU 7o BT FERE T2 < Ofi &
IS5 2 L SFTRE T HBMEOmWVRA TH
DTZIR AA NVHBEHIAE H L2 AR AEIE TO
R EER BE ML B R A IgGIUA R A
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= 1. HEIZH W= t3 b= 'E
GHS BAEMDEX 7y (#)
b8 4 A VR T D 7 ik
S & R &

5‘571/—/% /7 U NT—F ) mﬂfﬂe\‘//ﬁfﬂ'ﬁ 57 L 1

Bisphenol A Diglycidyl ether (BADGE)| (FZIEAZEH)
MK T H VR

Phthalic anhydride (PA) TR 1 1
FIZUALT IR 77 U RS o

Acrylamide (AA) (B i) oy7s L 1
A A7V LER A F )L 77 VKE 1 1

Methyl methacrylate (MMA) (BRI A
MK FYU AU > Mg N

Trimellitic Anhydride (TMA) TR 1 1
RIVLT VT e R (%)
Formaldehyde (FA) LA 1 1

kR AT VT NI bbish %) CFRK 18 4F 4 A 1T : EA9@8E) I CENEOST
OALFEICEE DI STV 5,
# GHS EAEME D EE X 5y
X731 : & MIx U M5 E DR B 72 N g BURE <0 B2 FE B2l 2 X 2\ BUE 2 5 & e =3

nft%i)) & 555 iEl/\
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3. A7 Ly (= habruo—RE) ~O/LFWE-HSA ik
DT YT 4T

- B%PGE ! PA | FA
o T ) T )
cont e o o o o ©o e o
, {C—
11 ® O
T ) C ) T )
1:10
LA o o P P
1100 @ @ B AA MMA TMA ]
T ) e o T
JIELZ 1pl 47> o o o o o o
A=A ave/i o o o o e o
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S ) . . S L e o
Y D i Stadard ® ® ® ® ©® © !
Lo ‘“‘“‘T'“‘"‘“J | 0000

40.8 25 12.5 6.25 3.12 0 (ug/mD

BADGE : EA7 =/ — VAT 7)Y Lo—T)L
Standard (Human IgG)® 7 PA : k7 % LR

=R A AV e/ FA : RV LT LT E R

AA 727 U7 IR

MMA : A% 7 U )LEgE AT )L

TMA : K R U 2 Y > g
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K 2. A VHEEHI RS 5 B RS R

&L ERARD T4(8.6%) | = [3kf AR
BUEMH LT D () 424(1.9%) |—=> [z \
2 WELLNIZ 1 [1] 6 % Eﬁ{iﬁﬁﬁj
2 WS 1A 1A 16 4
1A 5 320 HI21H 12 4
3/MAMNS 61 A 8 4
LIATE L TV R4 T LTuven 32 4(39.5%) | —> [iEEMEHE)
(B k& > & D AAek FH HARE)
180 E 11 4
6 7> H ~1 R 5%
6 7> F Kl 16 4
£t 81 4
# 3. R NVHERMEREIZ X 585 0T
FEME R HIAEAE AL A R p B
Ik 74 42 % 32 4
(B 24, %b54) (4 CTActh) (4 CTActh)
AP 37.0+6.0 7% 22.3+0.5 7% 23.8+1.2 % 0.08*
I % & 0 24 (28.6%) 44 (9.5%) 04 (0%) 0.169#
T LR o 0 0
BE PR B D 64 (85.7%) 304 (71.4%) 154 (50.0%) 0.041#
MiE# IgE M 250+176 TU/ml 436+164 1U/ml 357+78 TU/ml | 0.320*
Mg IgG FIMHE 1207+83 mg/dl 1248+32 me/dl 1250437 mg/dl | 0.734%
Mean*=SE
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* : Kruskal-Wallis test
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4. ALFWVE R 1g6 HUIARTEE (3 B

(ng/ml)
0057 BADGE
o | =0.195
0.03 A
0.02 A
0.01 A
JEFEFHEEIL O I
O T T
SEp B B4 R B I
(ng/ml)
20 A PA
=0.051 T
15 |
T
Ii
10 A I
5 .
0 T T
Sebe R BN B A R

Mean+SE
Mann—Whitney U test
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(pg/ml)

] FA
p=0.570
1.5 - -
1 .
0.5 -
0 —Tt— .
g BUTEG A RE ENLOiiLis
(ug/ml)
0.1 7
—(0.361
0.08 - p=
0.06 -
0.04 A
op | FEUEHRE O T
0 1
FEGE IR BLEfE I RE S fel
Mean=*=SE
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Mann—Whitney U test



(ug/ml)

0.25 1 MMA
p=0.963
0.2 A T
0.15 A
. [
0.05 A { \
0 ]
(R BLEfE I RE A R
(ug/ml)
1.4 A~ TMA
1.2 1 p=0.299
- |
0.8 1 [
0.6
0.4 4
0.2 A
0 )
FEfE R BULESE RS 0 R
Mean=+SE
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Mann—-Whitney U test



# 4. SFEOALTF W E R A 16 HURRIEM D class 5355

BLNRNcelass3 L EOEIGOMmE (bW EREE 1:10)
FEMFRHEE (N=7)

BADGE PA FA AA MMA TMA
classl 7 (100%) 0| 6(85.7%)| 7(100%) 5 (71.4%) 5 (71.4%)
class2 0 0| 1(14.3%) 0 2 (28.6%) 2 (28.6%)
class3 0 1 (14.3%) 0 0 0 0
class4 0| 5(71.4%) 0 0 0 0
classb 0 1(14.3%) 0 0 0 0
class3 UL b 0 7 (100%) 0 0 0 0
% (%)
BIEMEHEE (N=42)
BADGE PA FA AA MMA TMA
class1 39 (92.9%) 0] 31(73.8%) | 33 (78.6%) | 29 (69.0%) | 17 (40.5%)
class2 3 (7.1%) 2 (4.8%) | 9(21.4%) | 9(21.4%) | 13 (31.0%) | 21 (50.0%)
class3 0| 716.7%) | 1 (2.4%) 0 0| 4 (9.5%)
class4 0| 14(33.3%) 0 0 0 0
classb 0| 19(45.2%) | 1 (2.4%) 0 0 0
class3 UL b 0| 40(95.2%) | 2 (4.8%) 0 0 4 (9.5%)
% (%)
A (N=32)
BADGE PA FA AA MMA TMA
classl 26 (81.3%) 0| 26 (81.3%) | 24 (75.0%) | 22 (68.7%) | 14 (43.7%)
class2 6 (18.7%) 0| 6(18.7%)| 8(25.0%)| 10(31.3%)| 16 (50.0%)
class3 0| 1 (3.1%) 0 0 0 2 (6.3%)
class4 0| 12(37.5%) 0 0 0 0
classb 0| 19(59.4%) 0 0 0 0
class3 UL b 0| 32(100%) 0 0 0 2 (6.3%)
4 (%)

BADGE: ERX7 =2 /) — VAT —T )L

PA : k7 ¥ Lk
FA: ALV AT LT E R
AA 727 U7 IR

MMA : X% 7 U VR A F v

TA: BAKRNY XU > Mg

class1 (Opg/ml)

class2 (>Opg/ml, 3.125ug/ml <)
class3 (=3.125pg/ml, <6.25ug/ml)
class4 (=6.25pg/ml, <12.5ug/ml)

classb (=12.5pg/ml)

e FHRE | BIEMHEE | WEEHRE P&

FA class3 &t 7 40 0 0.386
FA class3 LA L 0 2 0

TMA class3 A 7 33 30 0.696
TMA class3 UL | 0 9 2
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2 5. BITEMEHRAIC R B A VB EHE FHEE B
bW B R Y TG HUREIME (b FE 1:10)

il AR BADGE PA FA AA MMA | TMA
~2 i

(N=6) 0 11.538 0 0.094 | 0.051 1.217

2~4
(N=16) 0.132 12.569 | 1.883 | 0.073 | 0.082 1.116

4~12 1
(N=12) 0 14.449 | 0.058 0 0.302 | 0.701
12 JE_N 0 11.364 | 0.639 | 0.075 | 0.021 | 0.021

(N=8)
(ug/ml)

K 6. WMEMAREICR T 2114 VB &G
DA AR B F 0 Fr Y TeG LA (b7
W IREE 1:10)

FEAHIRK | BADGE PA FA AA MMA TMA
1(@%5 0.017 18.295 | 0.030 | 0.020 0.167 1.175
0 }f(ﬁzz; 1 0002 | 14515 | 0242 | 0.037 | 0.052 | 0.405

6  H A
(N=16) 0.295 14.992 0 0.006 0.062 0.894
(ug/ml)
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5. ALFE R TeG PUi iR K DR (ES] 1)

DEG 1] 22 ettt K54, A VHBEMERABRRZ L,
WRIERE - Ao U BETERE 7 L LR —PERS IR
MIEHUAME : ¥ IgE HiAfE 638AU/MI). # IgG HiikfE 1589 (me/dD)

BADGE PA

Standard 40.8 25 12.5 6.25 3.125 O(ug/m]) BADGE : B2 7= ) —JLAUF YL UNT—F )L
Human-IgG PA : #EKk 7 % )VER

FA : R")LAT LT E R

AA 77 U7 IR

MMA : A% 7 J)LEEAF )L

TA : K MY AV v MEE

Cont : HSA @ #4
1:1, 1:10, 1:100
—HSA E/VIRE  (bEWEENVRE

bW E R B0 1gG HURHIE (class 79%8) BADGE : classl. PA :
class4. FA : classl. AA : classl. MMA : classl, TMA : class2

class1 (Opg/ml). class2 (>Opg/ml, 3.125ug/ml <), class3 (=3.125pg/ml,
<6.25ug/ml), class4 (=6.25ug/ml, <12.5ug/ml). class5 (=12.5ug/ml)
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6. (LFE R A TG PR IEAIC K DR (ES] 2)

[JERF] 2] 22 ittt KA,

FANVHEE A 2 (AT, AT 2 #BENS

1 22312 18,

WRIEEE - 72 U BEAFRE . JEME

MIEHUAE : # IgE Hiikfl 638 AU/m)). # IgG Hiiifil 1589 (me/dl)

FANVHEBE B OEHF M :

FEf—F L. BEE T FL, = haberin—R, KNIV AL A VTN — il
Tav)n, S UBRTEFIVRN)TF AT T I gAY A, R TRF
L ReX ZREEFER T ==L T T 7F )L, PPG2 U AFay, PAFary T, Y
vAfE, YAy VU H . ARV 1, R A A EE(CalAD). U U, K. PET. (7
CEURIAA R TFNT ) a— VKN A MR)aR) v—, SGREeER, T,
~A N, BibTFH, v F Ly b, mUTSAB(Ca/Na), Vo ay, arya
v.h—Rr T T AL AR, DA v sk, AT T IO AT NT A B,
VEBEBR NV AFNSLH DA RYTFLoT LT HL— b, BT Va—, R
Vo L&o-11, 7% 7 —)v, Filig Ba, 7% 201, 7% 202, 54

Standard 40.8 25 125 6.25 3.125 O0(ug/ml)
Human-IgG

b5 E R B0 1gG HURHIE (class 43%H) BADGE : classl, PA :
classh. FA : class2, AA : class2, MMA : class2, TMA : class4

class1 (Oug/ml). class2 (>Opg/ml, 3.125ug/ml <), class3 (=3.125ug/ml,
<6.25ug/ml), class4 (=6.25ug/ml, <12.5ug/ml), class5 (=12.5ug/ml)
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X 7. HEWTRHA DX SR

20 LA E O RFAEL L ONKRZH®E 81 4

- TR S AL PR @

| Rt VR I

[ g ]

4

[IEEEIRE) 7 4 BT A 42 4 MR 324

[J?/f/vfﬁ%%*4ﬁﬁfﬁ%%ﬁﬁiﬁI/ ] [:;?/flvﬁﬁ%%*4ﬁﬁffﬁﬁﬂﬁqu [ iﬁ/f/vﬁﬁ%%*4ﬁ%aEbzﬁﬁﬂH}

(B R 424095, PIEGEENS 1 » A#

3 A% I[BB8 I ORI oD i 12 H% .
3D
FEFRENS 8 » AREKR TR E TH I
IANVHABE B Lo A

e N\

<134 (& Thth)

 SEHJERS 21.8£0.5 %

- BUERE S V) 1 4

- T LA —EEBBTRESH D 10 4

< EE D R A IV B A
~23 : 24
2~4 3 : 4 4

K 41';1235 ;lzu /
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8. IMiF#e IgE fil, #& IgG fEDORRKRFHIZEAL

(IU/ml) felgEfHE
250 - p=0.583
3001 “ p=0.780 j
250 A
200 A
150 A
100~
50 A
O T T 1
Il 17 Atk 35 H %
(mg/dl) BIeGfE
2000 - ‘ p=0.433
| p=0.388 |
1500 ~
— —— —e
1000 ~
500 ~
O T T 1
GG 17 A% 37 A%

Mean =SE
Wilcoxon signed-rank test
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9. ALEWE R R TeG LA EME DORERFHIZAL

(ug/ml)

1.00 ~

0.80 -

0.60

0.40 o

0.20 -

0.00

(ug/ml)

15 A

10

BADGE

p=0.285

“ p=0.465 |

e

G 17 Atk 37 At

PA
p=0.382

“ p=0.552 | ‘

—_

e 17 Hi% 37 H#%

Mean=*SE
Wilcoxon signed-rank test

72



(ug/ml)

2.00

1.00

0.00

FA
1=0.398

“ p=0.173 ]

(ng/ml)

0.50

0.40

0.30

0.20

0.10

0.00

#E 1, At 3 Atk
AA
il p=0.345
| “ =0.465 |
T T — 1
PG| 17 A% 37 Atk
Mean=*SE
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Wilcoxon signed-rank test



MMA
1501 =0.345
“ =0499 |
1.00 A
0.50 A
0.00 T ]
G 17 Atk 37 At
(ug/ml) TMA
1=0.345
2.00 A
“ =0.499 |
1.50 A
1.00 A —g
0.50 A
0.00 T ]
G 17 Htk 37 At
Mean+SE
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Wilcoxon signed-rank test
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CHOEREXEENAFERFEFBLE - BHLFAZERIEFER - BREBVEOH
BHATHD [ Ry FT0y MEZERVCIEFMEHRN IgE. 1eGMFAIECBEEEL
NIVIEBII DAEEMBEBRER LU P UILF—EREDESELCDNTOIRFE] NCSZ
WEEEHDHEDTSNET,

SEVNEEKOBEN BN TERSNDCEEIRLU TS NEE A, BEIRIZCD
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BEEEAB ¥ & B B

H&aEl ( i) (B - 20

ESE (FEDESI #4E] C5ED
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3. BRENMRE. KOPOESEH. ABEOEART, FEBICHOADWSZHI/INID
EERSHEN1BEDODH, ENKSNHDFEIN? (1 DEFOLCFT v D (L))

C OFEEAEREN OB18<50 OE2~38 OB4~68 0OE8

3_1_ EYODRICTF T v DEANETIOBRBEZ S,
ZDXDOBHBE. OADWSIEH/NDIDEZE. HRLEARDEEIE1 BDDO5,

c‘ih<bb\’C§"73"? (2o Foy o (L))
O1BEXE O1~2K8<50 O3E/[EME

4. CESOWRICONTHEFRALET.
@T@&é@gwﬂL?IJD(U)EDUT<T3M
54—« BE4BRIC, CO<DERICEINERUELEN?
: OF->=2<@UBN>E DOHERUE DOESESRUE
OFEAENDERUE  OF>ERUE

42 w&urt% SORBENHECED, CNETICHOFEIN?

O—E€ O FICREIBOMDRBERECOD D IZESIET
01 73‘%0)56@8 O1BEOSHB. BEAEEB
O&8

L 4—3. BE12NBOCHSICRELSTIEZOEERATI LS,
WIRICRSEN' D DD, MEIICHANTER LR B,
DFSRKZIB/OAL  OZSBOBL OFEESZEN
02585 DETEZSBS
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5. HEBEEICONTREFRALET, (BERIOBEFRD 6] [LEATLIZES0),)

5—1. ELCACEEE=EIN? L1

5—2. 1 BO¥EBHEESEIMISE TID P EREEEBESHTHRS AT,

[ [ esrg

53, MEEMITETTN?M ERBOAL 1 EECRATEL, ) L&

6. RAI (RFFaPESE) CONTHEFALET,
BlEEsEENUICT I YD (L) D0 C<IESb. e,
F B—1 CNETRINELECEDDBDEITN?

O2< LECENEN —BLT7A

OMEIELTUVEDASIEL TR =622

guvcnd —B@L\6-8N

6—2 IEILTCUVVEAICRBRALET, LWDIIEBFETLTWELED?
O1 FEUEF] O6 7 Ans18&EXKH 067 BXi®

6—3IRE. RTILZLUTNDACRBRALET, DITDIBELSEDISNTIN?
FEEAPORTIVOEBEZE AT,
O2BEMANIC—O O28@H25178IC1Q@ O178053578IC108
O37Ans6sBIC1E@ O67BMEHNTND
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7. SBICONTRLEIFNALET,

- —BHUIFEBOICTFTvD (L) 2D TSN,
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HWEERE
RHEDESDH

FMBTIZERATVNEDNMESDIZ | FIDHH

FMBUIEBRATUVNED LESDTE .
\ MRESRAT
7— 1 BEIEBRATOEDIEDEACBETRALET, FEERAChS) o

rorEoREEosz=TIn? L=

7—2. MRIFBRATUVEANEDE, IRETBRATNDEBRTCAICRIZFTRLET,
RBIENSSVOIEETRAFTIN? (BRAZEUIED ?),
—BHIFDALCF v O (L) ZEDFTIES,

OFEACERESNoZ OB1~38 OE1~28 OBE3~48
ES5~68 O&8BBRATLIZ

7—3. HBRIEDISNDERBEIN? (BRHFZULENT?)
1 BICERRBE > EEEBOHEEZEA T, HTIFEDACFT VD (L) U
TLEE0N,
Bl QEAE—IVEA RRRAIZEIC, BRBZ2GRTBS, E—)U 1K)
EBXRBD N2861 ICFz v D),

-BARB1E80m) : 005 &K 018 028 O3 048 O58ME

- YA - RS O05&XE 018 028 038G 048 O58ME

-E-ILREY 1 ROG33m) 005 % KE O14& O24& O3FX O4AME
*PEVFZE 500mI EZE 0.8 A, INWEVEZL 350mI &% 0.6 &
cmaLTrEal,

- D4 RAF— YVT)LEBOM):O05 MARw O1# O2#4 O3 O4MME

-D«Y J3X@0m): OO5 MK O1#M O2% O3#% O4%MUE
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gz=cAosEny (1 yB%EH) or (3 781EHR)

CHOEREXEENAFERFEFBLE - BHLFAZFERIEFIR - BREDEDZD
fEsRHRMRTHD [ Ry FT0y BEZRVZIEEMBREN IgE. eGMMAIECBE
EFUNVICHIT DEEMEBRBER IO P UILF—EREDEREEIC DN TOMREI NC
SNEVNCEEHDHNEDTSNET,

SRV EEKOBENENATRERSNDCEEIRLU TSN B A, BERIZCD
MANME TR S FRMECRESNI T,

RRZWEZREEE I IEFBBICELI LU TECEBNZIEEE I LD LR
BULHITET., GERAISNDRBI/EIE1 ODTI, EECONR=—IDHDFET,)

BROCIERECSNZMNI D BEBEVNB LU LEIFET,

BEEEAB ¥ & B B

REHl ( & (B - 20

ESE (FEDESI #4E] C5ED

RUBRMEZANTNEIDT, ZOBROELICONWTEICCOBENCLEEET., Pz
SEICCOBLILEE),

BE1 . OBARE

B2  [{E BELTD] BEE. A¥=z0E
B3 : @B LTIES)

B4 : @B L TES)

BRS  2EMMNIEE LTI IESLY

BRE6 : OBdAE

BRE7 @B LTIES)
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BRIO : fiLNFE&ED SEEDHNIEEE LTI IEEL)
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L 4—3. BE12NBOCHSICRELSTIEZOEERATI LS,
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4053 Polyol DA (THE DOW CHEMICAL COMPANY)
BERFURH—520( 0= K%Aat). BEESEEI)I—V

F)a—IL FUEIy STR/—ILTIV E

@ XN&E 81 Z(BMT7 4. &it44)
® £ mean (SE) 386 (1.1)

@ FLILX—HEEBETRE AL 53465%) &Y 28 4(35%)

® BEBE
BT B 1 N=81 %
b7 18 22
o= 27 33
%> 36 44
® HEDHE
BEEE N=81 %
REL - LR 29 43
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B SRERE S (MF) hoFohi-faR

(1) #81gG {5, #8 Ik {5

lgG (mg/dl)

IgE (U/ml)

mean (S.E.)

1181 (29)

290 (102)

()7L LF—EBERER

FUILX—BEE # 1gG(mg/dl) 8 1gEU/ml)
mean (S.E.) mean (S.E.)
L (N=53) 1148 (38) 128 (31)
HY (N=28) 1244 (42) 597 (285)
7271
(B)FEM IgE &
SRR IgE
<0.1UA/ml | =0.1UA/ml
TDI 79 2
FA 81 0
PA 80 1

(DHERN G E & TLLF—BIEE
*BFRW IgCGME (ug/m) DUTRITELE*
class1(—): Oug/ml, class2(£): >0, <3.125,
class4(#): =6.25, <125, classb(#): =125

class3(+): =3.125, <6.25
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(B) "M 1gG ED—MEA -a tH B

TDI

HER IgGE (ug/ml) —M&AN=183)  a#t(N=81) OR 95%Cl P fiE*
0 44 5 1.00 (ref)

>0, <3.125 102 45 2.60 0.88-7.69 0.085
=3.125, <6.25 19 15 6.99 1.85-26.3 0.004
=6.25 <125 7 10 10.8 2.41-48.8 0.002
=125 11 6 3.39 0.74-15.5 0.116
PA

RrRI 1gG fE (ug/ml) —M AN=183)  a#t(N=81) OR 95%Cl P fiE*
0 6 1 1.00 (ref)

>0, <3.125 15 2 1.41 0.08-24.9 0.813
=3.125, <6.25 35 10 1.82 0.15-21.6 0.637
=6.25, <125 53 23 2.56 0.23-28.5 0.445
=125 74 45 3.42 0.32-37.1 0.312
FA

HER IgGE (ug/ml) —M&AN=183)  a#t(N=81) OR 95%Cl P fiE*
0 128 61 1.00 (ref)

>0, <3.125 53 19 0.65 0.33-1.30 0.222
=3.125, <6.25 1 0.48 0.04-5.74 0.564
=6.25, <125 —

=125 —

GA

RrRI 1gG fE (ug/ml) —M AN=183)  a#t(N=81) OR 95%Cl P fiE*
0 61 18 1.00 (ref)

>0, <3.125 97 47 1,78 0.86-3.69 0.121
=3.125, <6.25 19 11 2,710 0.88-8.32 0.083
=6.25, <125 5 4 3.97 0.72-21.9 0.113
=125 1 4.06 0.22-74.4 0.345
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PPD

HER IgGE (ug/ml) —M&AN=183)  a#t(N=81) OR 95%Cl P fiE*
0 140 67 1.00 (ref)

>0, <3.125 43 14 0.59 0.28-1.28 0.182
=3.125, <6.25 0 0 —

=6.25, <125 0 0 —

=125 0 0 —

BADGE

BRWIgGME (ug/ml) — M AN=183)  a#(N=81) OR 95%Cl P fiE*
0 133 47 1.00 (ref)

>0, <3.125 49 34 1.87 0.99-3.51 0.063
=3.125, <6.25 1 0 —

=6.25, <125 0 0 —

=125 0 0 —

AA

BRWIgGME (ug/ml) — M A(N=183)  a#t(N=81) OR 95%Cl P fiE*
0 118 50 1.00 (ref)

>0, <3.125 61 31 0.89 0.47-1.67 0.706
=3.125, <6.25 0 0 —

=6.25, <125 1 0 —

=125 1 0 —

ED

BRWIgGME (ug/ml) — M AN=182)  a#t(N=81) OR 95%Cl P fiE*
0 137 72 1.00 (ref)

>0, <3.125 45 9 0.31 0.13-0.73 0.007
=3.125, <6.25 0 —

=6.25, <125 0 —

=125 0 0 —
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HDI

HER IgGE (ug/ml) — i A(N=182) a #t(N=81) OR 95%Cl P fiE*
0 49 19 1.00 (ref)

>0, <3.125 12 54 1.06 0.562-2.19 0.858
=3.125, <6.25 12 0.59 0.13-2.74 0.504
=6.25 <125 8 0.87 0.21-3.65 0.846
=125 1 0 —

MMA

HER IgGE (ug/ml) — ik A(N=182) a #t(N=81) OR 95%Cl P fiE*
0 116 62 1.00 (ref)

>0, <3.125 63 19 0.37 0.19-0.75 0.005
=3.125, <6.25 2 0 —

=6.25, <125 0 0 —

=125 1 0 —

TMA

HER IgGE (ug/ml) — ik A(N=182) a #t(N=81) OR 95%Cl P fiE*
0 32 3 1.00 (ref)

>0, <3.125 78 37 3.98 1.06-15.0 0.041
=3.125, <6.25 37 23 5.02 1.256-20.2 0.023
=6.25, <125 19 11 5.23 1.13-24.1 0.034
=125 15 7 3.43 0.68-17.4 0.137
GMA

BRWIgGME (ug/ml) — i A(N=182) a #t(N=81) OR 95%Cl P fiE*
0 130 57 1.00 (ref)

>0, <3.125 52 23 0.79 0.40-1.55 0.493
=3.125, <6.25 0 1 —

=6.25, <125 0 0 —

=125 0 0 —

M FIELZHEL L EEAC AT VI EIEA TR
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(2) BREYA (U LEEHEDRER

*EEEM IgGE (ug/mh) OUTRHFTEE X

class1(—): 0 g/ml, class2(£): >0, <3.125,
class3(+): =3.125, <6.25 class4(4): =6.25, <125,
classb(#): =125

* HANhA 2 DFELE *

GCS NQO1 SOD1 SOD2 GPx1 Catarase

IL-6 IL-18 IL-22 CXCL7 IL-8b CXCL3 IL17A CYP1A1
IDOT D02 IL-10

@TDI

DI TDI TDI

DI o] . OI

TDI TDI
9
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2. bttt HRER RE -BERM
ABREDHERE

DEf-2ER%HES: Lo ks, 7oULRES. TRFURIES EHOR/ES
@ & 43 &4 (BMHE42%, &1 L)

* SHMMKIRE 35 £
Q i mean (SE) 41.0(0.8)

@ FLUILEX—KEEERE 1L 384088%) &Y 54(12%) (AT

® BEEZE
BEZRE N=43 %
AR 11 25
L7z 8 19
%> 24 56
® HEBE
SKEEE N=43 %
BRFE - R EOE 22 51
[FEEBAKATND 21 49

B HREREHM (15F) hoGohfER

(1) #1gG A&, % IgE &

lgG (mg/dl) IgE (U/ml)
mean (S.E.) 1194 (33) 180 (33)

(2)7LIL¥—BE = ER|

FUILX—BE 1 % 1gG(mg/dl) £ 1gE(U/ml)
mean (S.E.) mean (S.E.)
7L (N=30) 1204 (38) 184 (35)
&Y (N=b) 1134 (45) 156 (104)
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()R IgE 1&

E IgE
<0.1UA/ml | =0.1UA/ml
TDI 34 1
FA 35 0
PA 35 0

(RN IgGE & PLILX—BREE

KRN IgGE (ug/m) DUTRPITEE X

class1(—): Ou g/ml, class2(+): >0, <3.125,
class4(#): =6.25, <12.5, classb(f): =125

class3(+): =3.125, <6.25

TDI PA

1 5 1 3 5
o s o [« u]
FA GA
e] 14
— 12 — ]
20
10
15 a
8
10 6
5
l" H
o Hm FIF [ m
1 1 3 5 2 3 4 5
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BADGE
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1
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1
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TMA GMA

(=]

|
FH
f
a

|
FH
|
[ ]
IH
f
]
<
(&1
f

(B)FHFER 1gG ED—EA b L&

1DI

FrEN 1gGE (ug/ml) — M A(N=183) b #t(N=35) OR 95%Cl P fiE*
0 44 5 1.00 (ref)

>0, <3.12b 102 22 1.38 0.45-4.16 0.572
=3.125, <6.25 19 4 2.05 0.43-9.87 0.370
=6.25 <125 7 2 1.29 0.19-9.06 0.795
=125 11 2 1.06 0.16-7.05 0.952
PA

HENIgGE (ug/ml) —M& A(N=183) b #t(N=35) OR 95%Cl P fiE*
0 6 0 —

>0, <3.12b 15 5 2.90 0.756-11.2 0.121
=3.125, <6.25 35 9 1.74 0.63-4.86 0.284
=6.25 <125 53 7 0.80 0.28-2.27 0.673
=125 74 14 1.00 (ref)
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FA

BRI GG E (ug/m)  —MAN=183) b#(N=35)  OR 95%Cl P %
0 128 23 1.00 (ref)

>0, <3.125 53 12 101 044-232 0976
>3.125, <6.25 =

=626, <125 _

=125 _

GA

BRI IgGE (ug/m)  —MAN=183) b#(N=35)  OR 95%Cl P fig*
0 61 12 1.00 (ref)

>0, <3.125 97 16 074 031-178 0507
>3.125, <6.25 19 6 161  044-587 0473
=625, <125 5 1 142 012-166 0778
=125 1 0 —

PPD

BRWIgGME (ug/m)  —HEAN=183) b#(N=35)  OR 95%Cl P fia*
0 140 25 1.00 (ref)

>0, <3.125 43 10 108 045-258  0.863
>3.125, <6.25 0 0 -

=626, <125 0 0 -

=125 0 0 —

BADGE

BRMIgGME (ug/m)  —HEAN=183) b#(N=35)  OR 95%Cl P fia*
0 133 20 1.00 (ref)

>0, <3.125 49 14 163 072-369  0.240
>3.125, <6.25 1 0 =

=625, <125 0 0 —

=125 0 1 —
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AA

WEMIgGE (ug/m)  —#AN=183) b#(N=35)  OR 95%C P fia*
0 118 23 .00 (ref)

>0, <3.125 61 12 082 036-186 0632
>3125, <625 0 0 —

>625 <125 i 0 —

=125 1 0 —

ED

REWIgGE (ug/m)  —MAN=182) b#(N=35)  OR 95%C P fil*
0 137 28 1.00 (ref)

>0, <3.125 45 7 063 024-164 0344
>3.125, <6.25 0 0 —

=626 <125 0 0 —

=125 0 0 —

HDI

RN IGGE (ug/m)  —#AN=182)  b#(N=35)  OR 95%C P %
0 49 8 1.00 (ref)

>0, <3.125 112 21 101 039-262 0982
>3.125, <6.25 12 3 120 022643 0830
=625 <125 8 1 047  005-466 0516
=125 1 2 365 071-1868 0073
MMA

RN IGGE (ug/m)  —#AN=182)  b#(N=35)  OR 95%C P %
0 116 17 1.00 (ref)

>0, <3.125 63 17 131 059-291 0504
>3.125, <6.25 2 0 —

>625 <125 0 1 —

2125 i 0 —
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TMA

RN IgGE (ug/ml) — i A(N=182) b #£(N=35) OR 95%Cl P fiE*
0 32 6 1.00 (ref)

>0, <3.12b 78 12 0.83 0.27-2.60 0.751
=3.125, <6.25 37 6 0.73 0.19-2.75 0.640
=6.25 <125 19 2.60 0.70-9.62 0.163
=125 15 0.57 0.09-3.60 0.550
GMA

RN IgGE (ug/ml) — i A(N=182) b #£(N=35) OR 95%Cl P fiE*
0 130 25 1.00 (ref)

>0, <3.12b 52 10 0.88 0.37-2.10 0.769
=3.125, <6.25 —

=6.2b, <125 —

=125 —

*E FERELEHELELEEBOC ATy IR ITHER
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3. c# EHEEERM (FE)
A BEREDFHER

DE=2ERABEE: RU72REE (Orgalloy® RS 66). RUZTOEL 4t s (NOVATEC-PP),
RIZFLURRE. DL 2V HlE%

FOMEETEMD ¢ £ THEHAINTNDEF RSN DS ALK S
@ W&RE 97 &£ (B) 3£ (L)
HEIERKEE(EAEE)
A Fip mean (SE.) 32.8(0.7)
@ TFPLILX—HEEREEARE L 61461% &Y 39 £(39%)

® BEZR
BREZIE N=100 %
R A7R0N 28 28
LTz 15 15
%> 57 57
® HEBE
SKEEE N=98 %
BRFB - R EUE 55 56
[FEEAKATND 43 44

B IR (IMB)hroEONER
(1) #1gG {E. ¥ IgE &

£ 1gG (mg/dl) | IgE (U/ml)
mean (S.E.) 1271 (21) 243 (53)

(2) 7UILX—BEEERER

FUILX—BEEERE | #1gGlmg/d) | #I1gEU/ml)
mean(S.E.) mean(S.E.)
7wl (N=61) 1161(28) 180(41)

HY (N=39) 1186(33) 340(118)
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(3) %21 IgE &

BFEN IgE

<0.1UA/ml | =0.1UA/ml
1Dl 93 7
FA 96 4
PA 97 3

(4) HENIgGE & ZULE—BFERF

) PA
35 25
30 — 20
25 —
N 15
15 H 10
1
1 1 3 4 5 1 2 3 4
g7 LAF-EiFLL prLAd—EiEs a7 LLEF-BEEFLL o7 LAE-HBEFH
FA GA
50 40
45 — 3 —
40 10
35 i
% 5
25 20
X 15
15 10
10
5 ]
- | DN ——
2 4] 4 1 ] 3 1
or 1A o7 HifEH ov iE a7 £
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a7 LAY-BHTBEL aT7LA¥-HaesY

ED

MMA

2 3 4 5

a7 LAF-BEELRL a7 LAF-BEESY



TMA GMA
15
1
, 1 mn H _
1 3 4 5 1 2 .
(5) HE I1gG ED—EA ¢ fHHE
DI
B IgGE (ug/m) — @ AN=183) ¢ #(N=100) OR 95%Cl P 1%
0 44 18 1.00 (ref)
>0, <3.125 102 51 085 034-212 0724
>31265, <6.25 19 20 235 067-825  0.181
>6.25 <125 7 6 075 015-382  0.725
>125 11 5 037 008-176 0213
PA
KR IgGE (ug/ml) —#AN=183) ¢ #(N=100)  OR 95%Cl P fia
0 6 1 1.00 (ref)
>0, <3.125 15 7 108  054-215  0.120
>3125, <6.25 35 18 738  048-113  0.151
>625 <125 53 31 971  065-145  0.100
>125 74 43 570  040-816  0.200
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FA

BRI GG E (ug/m)  —MAN=183) oc#(N=100)  OR 95%Cl P fig*
0 128 69 1.00 (ref)

>0, <3.125 53 30 079  038-1656 0528
>3.125, <6.25 —

=626, <125 _

=125 _

GA

BRI GG E (ug/m)  —MAN=183) oc#(N=100)  OR 95%Cl P fig*
0 61 32 1.00 (ref)

>0, <3.125 97 50 085 038-1656  0.656
>3.125, <6.25 19 11 074  040-178  0.644
=625, <125 5 4 106  021-013 0954
=125 1 200 0.14-283 0608
PPD

BRWIgGME (ug/m)  —HEAN=183) c#(N=100)  OR 95%Cl P fia*
0 140 84 1.00 (ref)

>0, <3.125 43 13 034  014-036 0023
>3.125, <6.25 —

=625, <125 _

=125 0 3 -

BADGE

BRWIgGME (ug/m)  —HEAN=183) c#(N=100)  OR 95%Cl P fia*
0 133 70 1.00 (ref)

>0, <3.125 49 28 100  045-209  1.000
>3.125, <6.25 1 1 157  003-743 0819
=625, <125 0 0 —

=125 0 1 —
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AA

BRWIgGfE (ug/m)  —HAN=183) c#(N=100)  OR 95%Cl P fia*
0 118 66 1.00 (ref)

>0, <3.125 61 34 104 051-213 0907
>3125, <6.25 0 0 —

>625 <125 1 0 —

=125 1 0 —

ED

BRMWIgGME (ug/m)  —HAN=182) c¢#(N=100)  OR 95%Cl P fil*
0 137 69 1.00 (ref)

>0, <3.125 45 31 104 050-218 0915
>3125, <625 0 0 —

=626 <125 0 0 —

=125 0 0 —

HDI

BRWIgGE (ue/m)  —MAN=182) c#(N=100) OR 95%Cl P fia*
0 49 19 1.00 (ref)

>0, <3.125 112 63 134 059-314 0472
>3125, <625 12 8 035  008-157 0170
=626 <125 8 3 041  007-259 0343
=125 1 7 563 0.09-35840  0.221
MMA

BRKIgGE (ue/m)  —MAN=182) c#(N=100) OR 95%Cl P fia*
0 116 58 1.00 (ref)

>0, <3.125 63 41 076  037-163  0.504
>3125, <625 2 1 026 001-467  0.358
>625 <125 0 0 —

=125 1 —
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TMA

KEM gGE (ug/mh) —f#&A(N=182) ¢ #t(N=100) OR 95%Cl P fiE*
0 32 2 1.00 (ref)
>0, <3.125 78 49 8.92 1.62-49.2 0.012
=3.125, <6.25 37 26 6.27 1.06-37.2 0.043
=6.25 <125 19 15 10.8 1.66-70.7 0.013
=125 15 8 5.40 0.75-38.9 0.094
GMA
KEW GE (ug/mh) —f#&AN=182) ¢ #t(N=100) OR 95%Cl P fiE*
0 130 68 1.00 (ref)
>0, <3.125 52 31 0.81 0.39-1.69 0.575
=3.125, <6.25 0 —
=6.25, <125 0 —
=125 1 —
*E FEIELEHELEESEENC ATV EIFAITRER
(6) a#tOFEREFEMEZRYT MRNA REEDHER

TOIIL-8b) FA(cxcld) GA(NQO1)

IL-8b

T1LM

CXCL3
500 1,000 1500 2,000 2500
L I L L L

'R

GA(GPx1)

15
L

IL-1FA

)
e
0
o

GA(IL-8beta)

PPD(IL-8)

giiiis-

5

"
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AA(IL-1beta)

AA(cxcl3) AA(IL-8)
8
s
8,
& N
H
< §, © 4 .
5 g~ 8 :
2 Ba 2 .
84 o~
i | IJ_;l
]
o o
1 2 4 1 2
ED(cxcl3) HDI(IL-1beta) WINALG)
ol o
9] .
.
<
° 3
- H
. 2 @
< 8 .
3 = .
| é i El :
] é
e [ od o
2 1 2 3 4 5 1 2 3 5

4. ot FAHE

A BEREDFHER

D Ef=2EHME: &L
@ W&EE 34 4 (Bi)
Q i mean (SE.)

4 2 (%)

19.3 (0.37)

@ FPLILX—EKBERERE 2L 18 447%)

HbY 20 % (53%)

® EZ{EZIE
L N=38 %
A7 31 81
1= 3 8
> 4 11
® #BEITIE
EEE N=38 %
e s $rid 37 97
(XFEHERATNS 1 3
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B HRERGM (I F) hoGoh iR

(1) #1gG {E, # IgE &

& 1gG (mg/dl)

IgE (IU/ml)

mean (S.E.)

1137 (32)

292(65)

(2) ZLILFX—BEERERI

FUILX—BEEERE | #1gGlmg/d) | #I1gE(U/ml)
mean(S.E.) mean(S.E.)
7wl (N=14) 1100(54) 242(97)
HY (N=12) 1171(36) 337(88)
(3) RHEW IgEE
KRR IgE
<0.1UA/ml | =0.1UA/ml
TDI 37 1%
FA 38 0
PA 38 0
*0.11UA/ml

(5) HFEM 1gG EDO—MA - FAHECNHEBELTERAREREL
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6. d#t RMS— BEXHWERESH

ABREDHERE

DEr=-2EmEAE: L2 ks TREFOBIES EHORE

Q@ ™NRE 39 & (B)

Q i mean (SE.)

LY REDNRE
SEIRREEZ(REEE)

375 (1.7)

@ TFLILXF—EKBERERE 2L 36 £4(92%)

bl 3 4(8%)

® EEZE
B 1 3 N=39 %
& A7 0 22 56
&= 6 15
%S 11 28
® #EEE
MEDE N=39 %
MER - SR 29 74
(EIFEBHERATLS 10 26
B HEER (MF) hoBohER
(1) #81gG &, #8 IgE {&
lgG (mg/dl) IgE (U/ml)
mean (S.E.) 1178 (32) 193 (41)

(Q)7LILF—BERER

FULILX—BE 1 FE % 1gG(mg/dl) £ 1gE(U/ml)
mean (S.E.) mean (S.E.)

7L (N=36) 1179 (32.5) 177 (41.5)

&Y (N=3) 1166 (159) 385 (187)
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()R IgE 1&

E IgE
<0.1UA/ml | =0.1UA/ml
TDI 34 1
FA 39 0
PA 39 0

DHFENIgGE & 7PULEX—BIGRE

RN IgGE (ug/ml) OUFTRDTEZEX

class1(—): O u g/ml,
class4(#): =6.25, <125,

1]

10

| I

0 (| m I l
1 1 3

ULE-REEL o7l -REERY

4

= W

1 l 3 4

ULE-BEEL o7V

-134 -

class2(£): >0, <3.125, class3(+): =3.125, <6.25
classb(#): =125

PA

1 3 4 5

VIUME-BEERL O TUNS-HAESY

PPD

2 3 4 5

TTULE-BREBEL o TULE-BEESY



i

=

BADGE

1 3 4

PTUNE-BAERL TULE-BRESY

)

1 3 4

VTUME-BRERL CTUNE-BEESY

i

=

M
5,
)
5
n
5
10
5
0
1 1 3 4
VTUNE-BAERL ° TUNE-RERY
HI
n,
5
10
5
0
1 2 3 '

*TUME-BEERL @ TUNA-REEY
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MMA

1 1 3

4 5

"TULA-HAERL T TUAE-HAERY

GMA

1 1 3

4 5

TTULE-EEAL O TULE-HEESY

(B)HEN IgG ED—EA -d #H &

1

TMA

3

4

VIUMA-BRERL O TUAS-BRER)

1DI

FrEN 1gGE (ug/ml) — M AN=104)  d#t(N=39) OR 95%Cl P fiE*
0 40 20 1.00 (ref)

>0, <3.12b 36 12 0.38 0.12-1.20 0.098
=3.125, <6.25 11 4 0.61 0.14-2.62 0.505
=6.25 <125 8 3 1.14 0.14-9.37 0.900
=125 9 0 —
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PA

WRKIEGE (ug/m)  —MAN=104) d#(N=39)  OR 95%Cl P fia*
0 6 0 —

>0, <3.125 5 1.00 (ref)

>31265, <625 7 030 003-314 0318
=626 <125 20 12 194  030-124 0303
=125 66 17 289  050-167 0503
FA

BEKIEGE (ug/m)  —MBAN=104) d#(N=39)  OR 95%Cl P fiEx
0 95 34 1.00 (ref)

>0, <3.125 7 5 114  0256-528 0868
>31265, <625 2 0 —

=626, <125 0 0 —

=125 0 0 —

GA

BEKIEGE (ug/m)  —MBAN=104) d#(N=39)  OR 95%Cl P fiEx
0 58 25 1.00 (ref)

>0, <3.125 35 11 069 025-189 0465
>31265, <626 7 083  0.17-401 0820
=626 <125 —

=125 _

PPD

BRKIEGE (ug/m)  —MAN=104) d#(N=39)  OR 95%Cl P fia*
0 85 38 1.00 (ref)

>0, <3.125 16 1 009 001-083 0033
>31265, <625 1 0 —

=626, <125 1 0 —

=125 1 0 —
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BADGE

FrEN 1gGE (ug/ml) — M AN=104)  d#(N=39) OR 95%Cl P fiE*
0 96 32 1.00 (ref)

>0, <3.12b 7 5 1.83 0.48-6.92 0.375
=3.125, <6.25 1 1 2.67 0.13-53.7 0.520
=6.2b, <125 0 0 —

=125 0 1 —

AA

RN IgGME (ug/ml) —f& A (N=44) d #£(N=39) OR 95%Cl P fiE*
0 37 32 1.00 (ref)

>0, <3.12b 7 0.86 0.20-3.85 0.843
=3.125, <6.25 0 0 —

=6.2b, <125 1 0 —

=125 1 0 —

ED

RN IgGME (ug/ml) —f& A (N=44) d #£(N=39) OR 95%Cl P fiE*
0 42 28 1.00 (ref)

>0, <3.12b 2 11 461 0.46-46.4 0.194
=3.125, <6.25 0 0 —

=6.25 <125 0 0 —

=125 0 0 —

HDI

RN IgGE (ug/ml) — & A(N=44) d #t(N=39) OR 95%Cl P {E*
0 26 18 1.00 (ref)

>0, <3.12b 11 20 0.95 0.30-3.06 0.939
=3.125, <6.25 3 0 —

=6.2b, <125 4 1 —

=125 0 0 —
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MMA

RN IgGE (ug/ml) — & A(N=44) d #t(N=39) OR 95%Cl P {E*
0 39 36 1.00 (ref)

>0, <3.12b 4 3 2.04 0.17-24.3 0.573
=3.125, <6.25 0 0 —

=6.2b, <125 0 0 —

=125 1 0 —

TMA

RN IgGE (ug/ml) —f& A (N=44) d #£(N=39) OR 95%Cl P fiE*
0 21 9 1.00 (ref)

>0, <3.12b 11 15 1.24 0.33-4.70 0.765
=3.125, <6.25 5 6 0.85 0.15-4.80 0.858
=6.25 <125 7 1.62 0.22-11.9 0.635
=125 4 2 0.67 0.08-5.61 0.715
GMA

RN IgGE (ug/ml) — & A(N=44) d #t(N=39) OR 95%Cl P {E*
0 39 32 1.00 (ref)

>0, <3.12b 5 7 1.04 0.24-4.45 0.961
=3.125, <6.25 0 0 —

=6.2b, <125 0 0 —

=125 0 0 —

M FIEHEHELEZLEEOD XTI EIRDITHER
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6. eft ESHBEERH
A BRZEDHKE

OE=2EABE: TRy BiE

e fL CHESRIN = FEAE
- TER—L(K8846F A) (Y~ —IL(%k)
FLRER EXT/— LRI REF DRI
RS ILT—TIL
-EPOXY RESIN XNR3114
FHEEREH EXTT/—IL A B TREERE
ING—=R—2 % TYFIIL Tz ZIILT)O DI T—TIL

Q HW&EF 35 A (B 14MH
SEIRERMEEZ(RREE) (ERREEE N=35)

Q i mean (SE) 347 (1.6)

@ FPLILX—HEEBEERE 4L 134137% &HY 22 4(63%)

® BEEZE
BEZRE N=35 %
R AR 11 33
LTz 8 23
%> 16 46
® KEBE
SKEEE N=35 %
BRFB - R EUE 18 51
[FEEBAKATND 17 49
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B HRELELAL (M1 7F) A

~sB~

bfsb

hi-#ER

(1) #1gG {E. ¥ IgE &

& 1gG (mg/dl)

IgE (U/ml)

mean (S.E.)

1270 (48)

245 (52)

(2) PUILE—EERFER

FLILX—BL & & 1gG(mg/d) | #8I1gEUU/mI)
mean(S.E.) mean(S.E.)
7L (N=13) 1270(95.0) 289(118)
&HY (N=22) 1269(55.6) 211(49.3)
(3) HERIgE &
SRR IgE
<0.1UA/ml =0.1UA/m
TDI 35 1
FA 36 0
PA 36 0
(4) HENIgGE & PLILX—BRE
101 PA

1 1 3 4 5

TTUME-BAERL 0 TULE-HEESY

'
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5

0

15

10

0

15

10

1 3 4

VTUME-BHERL T TUAA-REER)

PPD

1 3 4

VTUME-BRERL o TUAE-HEERY

A

1 3 4

PTUMA-BHERL ° TUAE-BEESY

o,

15

10
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GA

1 3 4

VTUME-BAERL * TUIE-BRESY

BADGE

1 3

PTUNA-BEERL o TULE-BRE

)]

1 3 4

STUNA-BEERL °TULE-BIRESY

4

B



(5) 1R 1gG ED—EA -e tHHE

HDI

1 3 4

VTUME-BRERL  TUNA-HREESY

TVA

l 3 4

VTUA-BEERL O TLAA-REERY

MMA

1 3 4

OTULE-BEELL o TUNE-BEERY

GMA

1 3 4

VTUIA-BEERL 0 TULA-BEESY

1DI

FrEN 1gGE (ug/ml) — M A(N=104) e #(N=36) OR 95%Cl P fE*
0 40 18 1.00 (ref)

>0, <3.12b 36 15 0.60 0.20-1.75 0.346
=3.125, <6.25 11 1 0.19 0.02-2.29 0.192
=6.25 <125 8 1 0.21 0.01-3.16 0.258
=125 9 1 0.09 0.007-1.20 0.068
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PA

BENIGHE (ug/m) —MAN=104) e#t(N=36) OR 95%Cl P {&*
0 6 2 1.00 (ref)

>0, <3.125 5 9 255 0.19-35.0 0.483
>3.125, <6.25 7 3 155 0.09-26.8 0.764
>6.25, <125 20 9 0.38 0.03-4.45 0.438
>125 66 13 0.25 0.02-2.68 0.254
FA

BENIGHE (ug/m) —MAN=104) e#t(N=36) OR 95%Cl P {&*
0 95 30 1.00 (ref)

>0, <3.125 7 6 194 043-8710387 0974
>3.125, <6.25 2 0 —

>6.25, <125 0 0 —

>125 0 0 —

GA

KRG IEGHE (ue/m) —MAN=104) e#t(N=36) OR 95%Cl P fi*
0 58 21 1.00 (ref)

>0, <3.125 35 13 0.84 0.29-2.40 0591
>3.125, <6.25 7 1 0.35 0.03-4.09 0.401
>6.25, <125 2 1 073 0.04-13.8 0.839
>125 2 0 —

PPD

RN IGGHE (ug/m)  —MBAN=104) e #(N=36) OR 95%Cl P fi*

0 85 33 1.00 (ref)

>0, <3.125 16 2 020 003-1.11  0.066

>3.125, <6.25 1 1 430 024-756 0318

>6.25, <125 1 0 —

>125 1 0 —
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BADGE

RN G E (ug/ml) —& A(N=104) e #£(N=36) OR 95%Cl P fiE*
0 96 32 1.00 (ref)

>0, <3.12b 7 4 1.13 0.15-8.30 0.905
=3.125, <6.25 1 0 —

=6.2b, <125 0 0 —

=125 0 0 —

AA

RN IgGE (ug/ml) — i A(N=44) e #1(N=36) OR 95%Cl P fiE*
0 37 28 1.00 (ref)

>0, <3.12b 5 7 1.13 0.25-5.11 0.876
=3.125, <6.25 0 1 —

=6.25 <125 1 —

=125 1 -

ED

RN IgGE (ug/ml) — i A(N=44) e #1(N=36) OR 95%Cl P fiE*
0 42 32 1.00 (ref)

>0, <3.12b 2 4 1.00 0.10-9.92 0.997
=3.125, <6.25 0 0 —

=6.25 <125 0 0 —

=125 0 0 —

HDI

RN IgGE (ug/ml) —f& A (N=44) e $£(N=36) OR 95%Cl P fiE*
0 26 25 1.00 (ref)

>0, <3.12b 11 10 0.76 0.20-2.83 0.677
=3.125, <6.25 3 1 0.26 0.01-5.96 0.406
=6.2b, <125 4 0 —

=125 0 0 —
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MMA

RN IgGE (ug/ml) —f& A (N=44) e #£(N=36) OR 95%Cl P fiE*
0 39 31 1.00 (ref)

>0, <3.12b 4 4 2.65 0.31-22.8 0.374
=3.125, <6.25 0 1 —

=6.25 <125 0 0 —

=125 1 0 —

TMA

HENIgGE (ug/ml) —f& A (N=44) e $£(N=36) OR 95%Cl P fiE*
0 21 10 1.00 (ref)

>0, <3.12b 11 18 1.72 0.45-6.59 0.430
=3.125, <6.25 5 2 0.35 0.04-3.20 0.354
=6.2b, <125 3 4 1.94 0.17-22.7 0.598
=125 4 2 0.56 0.06-5.11 0.609
GMA

RN IgGE (ug/ml) — & A(N=44) e $t(N=36) OR 95%Cl P {E*
0 39 34 1.00 (ref)

>0, <3.12b 5 2 0.67 0.09-4.77 0.688
=3.125, <6.25 0 0 —

=6.2b, <125 0 0 —

=125 0 0 —

*E FERELEHELELEEBONC ATy VRO ITHER
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7. f# HBERKHERH

ABBEDFERE

D T-2EFE%E: RUToeLoils. RUTFL RS

@ ™&E 26 £ (B 04£((&MH)
HETREfSEEEREE. LX)

Q i mean (SE) 347 (1.6)

@ FPLILX—HEEBEERE 4L 14454%) HY 12 4 (46%)

® BEEZE
BEZRE N=26 %
R AR 9 35
LHT= 4 15
) 13 50
® KEBE
SKEEE N=26 %
BRFB - R EUE 16 61
[FEEBAKATND 10 39

B SEEEAE (IMB)hoEohizER
(1) #1gG {E. ¥ IgE &

# 1gG (mg/dl) | IgE AU/ml)
mean (S.E.) 1141 (61) 568 (275)

(2) PLILX—BEEEER

FUILX—BEEERE | #1gGlmg/d) | #1gEU/mI)
mean(S.E.) mean(S.E.)

mL (N=14) 1093(66) 188(68)

HY (N=12) 1196(108) 1012(577)
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(3) ¥R IgE &

|2 IgE
<0.1UA/ml [ =0.1UA/ml

TDI 22 4

FA 23 3

PA 25 1

(4) HREWN G E & FLILXF—BRE

ol PA
6 [}
5
4
3
1
1
0

1 3 4 5 1 2 3 4

WLLA-BERL O7LLT-BEERY

1 3 4

VIUNE-BRERL o TUAE-REESY

TTUNVE-BRERL °TUALE-BAERY

GA

1 1 3 4

TTUIE-BAEGL o TUAE-BAESY
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PPD
5
10
5
0
1 1 3 4
VTUNE-BABAL °TUIA-REESY
M
5
10
5
0
1 ! 3 !

PTULA-GEERL ° TUIF-BEERY
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BADGE

1 3 4

TULE-BERLL v FULE-BRERY

ED

1 3 4

PTUNE-BRERL o TUAE-HEESY



HOI MMA
", U
0 1
10 10
8 3
6 6
4 4
2 )
0 0
1 1 3 4 1 1 3 4 5
VIUVE-BEERL ° TULE-BEERY STULE-HEELL o TUNE-TRERY
T Gl
10 1
1
3
10
b 8
1 b
4
1
1
0 0
1 1 3 4 1 1 3 4
VIUNE-BRELL C TUNE-BRER) UTLLE-BREREL U TUNE-BEERY
(5) BHEMW IgG ED—HEA - LB
TDI
BEMIEGHE (ug/ml) — & A(N=104) f 2£(N=26) OR 95%Cl P fiE*
0 40 14 1.00 (ref)
>0, <3.125 36 12 1.18 0.35-3.96 0.783
=3.125, <6.25 11 0 —
=6.25, <125 8 0 —
=125 9 0 —
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PA

RN IGHE (ug/m)  —MAN=98)  f#(N=26) OR 95%Cl P fi
0 6 0 —

>0, <3125 5 9 1.00 (ref)

>3125, <6.25 7 10 126 014-115 0915
=625, <125 20 3 0.06 0009-045 0007
=125 66 4 003  0004-022 0001
FA

RN IGHE (ug/m)  —MAN=104)  f#(N=26) OR 95%Cl P fi
0 95 22 1.00 (ref)

>0, <3125 7 4 162 027-865 0635
>3125, <6.25 2 0 —

=625, <125 0 0 —

=125 0 0 —

GA

BEMIGME (ug/m)  —MAN=104)  f#(N=26) OR 95%Cl P f*
0 58 16 1.00 (ref)

>0, <3.125 36 8 071  021-240 0580
>3125, <6.25 7 2 085 011-656 0874
>6.25, <125 2 0 —

=125 2 0 —

PPD

BN IgGfE (ug/m) —#AN=104) f#(N=26) OR  95%Cl P fl%
0 85 24 1.00 (ref)

>0, <3.125 16 2 030  005-181 0200
>3125, <6.25 1 0 —

>6.25, <125 1 0 —

=125 1 0 —
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BADGE

RN G E (ug/ml) —M A(N=104) f2t(N=26) OR 95%Cl P fiE*
0 96 22 1.00 (ref)

>0, <3.12b 7 4 6.88 0.83-56.7 0.073
=3.125, <6.25 1 0 —

=6.25 <125 0 0 —

=125 0 0 —

AA

RHENIgGE (ug/ml) — i A(N=44) f#£(N=26) OR 95%Cl P fiE*
0 37 25 1.00 (ref)

>0, <3.12b 5 1 0.19 0.01-2.55 0.211
=3.125, <6.25 0 0 —

=6.2b, <125 1 0 —

=125 1 0 —

ED

RN IgGE (ug/ml) — i A(N=44) f#(N=26) OR 95%Cl P fiE*
0 42 23 1.00 (ref)

>0, <3.12b 2 3 4.93 0.33-73.6 0.247
=3.125, <6.25 0 0 —

=6.25 <125 0 0 —

=125 0 0 —

HDI

HENIgGE (ug/ml) — M A(N=44)  f $:(N=26) OR 95%Cl P fiE*

0 26 18 1.00 (ref)

>0, <3.12b 11 20 0.27 0.04-1.77 0.173
=3.125, <6.25 3 0 —

=6.25 <125 4 1 —

=125 0 0 —
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MMA

RN IgGE (ug/ml) — M A(N=44) f $:(N=26) OR 95%Cl P fiE*
0 39 22 1.00 (ref)

>0, <3.12b 4 4 20.7 1.63-263 0.020
=3.125, <6.25 0 0 —

=6.25 <125 0 0 —

=125 1 0 —

TMA

RHENIgGE (ug/ml) — M A(N=44)  f $:(N=26) OR 95%Cl P fiE*
0 21 9 1.00 (ref)

>0, <3.12b 11 13 1.48 0.32-6.74 0.616
=3.125, <6.25 5 2 0.55 0.056-6.22 0.633
=6.25 <125 3 1 0.27 0.01-5.06 0.381
=125 4 1 0.60 0.04-9.60 0.720
GMA

RN G E (ug/ml) —m A(N=44)  f 2t(N=26) OR 95%Cl P {E*
0 39 22 1.00 (ref)

>0, <3.12b 5 4 1.12 0.19-6.71 0.905
=3.125, <6.25 0 0 —

=6.2b, <125 0 0 —

=125 0 0 —

M FMERLRBELZZRE

2O ATy BRIEDITIER
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57 SEHIR HRIR AT 23 2 2 Al B 4

(W) Sy Hamr g &

IBEHEMAIMCE B NUET VT I U EEETL OB &
L ERERFE L FEE T VA —2 e L
MEPILFEHERERE 1g6 EBDT- D DEHHX7F K ELISA DL

SHMTTEE AR BZE REBRE RER A PR BhE

MEEE

AT, ARG DME LI bW ER RN 1gG B2 RET D Ry h7m v B
HEEWRE L, ZMK%Z2EREE TP C& 5 ELISA (Enzyme-Linked ImmunoSorbent
Assay) #HHERTHILEZHENET D, EMLFEME E LT, IR = LG, HL
LTINT e R, KT HNAEE, ML T % — b 2@ L7, £9°. b by
TNT 2 EALFEWE O IR O SL ARG 2 5EMIC T L, & M7 V7 X v sk
WV & OFSZ DWW T MR EE L Z2 5 S 300 & W ) ARITE S 2 Y CTTHT L=,
T2 EEEOME., b MILET VT I UHD Y U UFRIEN ALEWE RO B VR = v
HERIETDHZENHALMNE ST, ZOIGIZE Y & MIJET VT 2 2 OB 72 IR
RGN AL 5 2 & aEmRUkE), H arEA~<7 L, BIOEOE AT FAVHIENDS
IR LTz, RS2 D, B MIIET VT X LM E ORGSO EZA LT 5 2
X TE oz, ZRHORERL Y, b MILET VT 2 3N TT o TH HILFEWE
ERUR UTHRIIMEZ TR L, & OfE%, SiffEE 22 b 385 2 &1 L - TREENEZ 5
BTosLEZON5,

b NIET VT I EALEWE & OFIMEE FIWT ELISA 21772 -7 2 A, —fi%
FERSSHEFEEEOMBET O FET VT 2 AL EWE 238551 2 1gG 23
Xhim, ZORERIT. BREINALEMEO LR L Lt NIET AT I v LK
L, ZFRRPUR EZp o THIRDMEA SN Z L2 T 5, LrL, & MLET VT
UL ATEE & OFHINEE V- ELISA 1T ERRZEN K E < lBEBREICSHT S
WITIEMEMEICRIEN B D & BTz,

FIT Vv Uk EEEGee MIET VT 2 VED T T REiREl L, VR =1k
EME ) VUL ORISR EZTARIZE Z A, RV LAT T e RidA I 0%, KT
ANBRIL ST I 2 LCY VU BREAEMT L2 ENRHOMNE otz —RERE
B T @E OMisHRET oAV AT VT K-8 NILET VT I VT F R
IgG BLOBHIEK 7 X VEE-b MIJET VT 2 U7 F R 1gG &%, 265
Hee MFET VT I T T R EDMIEZ PR & L7z ELISA T~/ & 2 A,
— AR R & bl U C L5 E o iiE P E WA RN RO bz, iEo T, AT F
R ELISA |%, R/ LT LT b RROMEK T Z VR OIEER I WS Z LR TE S
EEZOLND, T2, MIETOHANLLT VT E F-8 MLIET VT X VBT F K
IgG B L OPEEK 7 Z LEg-t MG T VT 2 R~ 7 F R 1gG Hiilhns @ i
OHIZIX, RARIZT LILX—ZRIE LIBRE N E T, - T, i+ ik
VAT AT R R-b MIET VT I ST T R IgG B LOTHEK Y ZLiR-t i
BT NVT I VEDRTTF R IgG &7 LAX—L OB EPRIBR I N2, S BIZEEH
IR DI TH D,

A1%0%. T 2 THERL L7 ELISA 23 4 VAR = WAL B ORE R I A VW D 2 & A
TE D0, EHIT, WVR=ZIUUEEIZ L BT LIV =2 WD Z N TE B0
DT, EEIZIH, ELISA # X bIZBE LT, MESLWITZEOS THEATE S &
D ECHREDOEW, IgG BREEOHEE LY BT,
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SHEEE
BALAS

WHoet 1%
Al ORERT: BB SRBA%E
2 — B EBREM)
R R (R RT: R a2t 7esh)
NWIA feal (PERERIRT: R M ES

)
TR A (EREERAY: BN PENEH
)
ABIZEH B

BIfE, 10 HRZEIC OB LM mE N T3
PINCAEPES AL, PEE, RESEREIEIER
SHTHERIN TS, —FH ALFMEZTY
W O W C O T B MR T O Bk & 7Rl
FELME SN TVD ALVAT LT b R
EHI, B BiER e O TH Y | Zlis
e 7 = ) —VER. A7 I B, IRFEHIE
e EDJFENE L TEMIZIEK HNn T,
LU ARV AT VT B RITREIC X o TR
~OREEZ L E L2 EBEERH 0 KR
MR R B DR EORIELZ G R L,
KBRS~ DEMIZ LY | REDORIENET D

(Alexandersson and Hedenstierna 1988,
1989; Fowler et al. 1992; Ritchie and
Lehnen 1987; Wantke et al. 1995), [+ v 7
N ASEMERE ] DX & U CEUE, BEILUETE
WX DRV T VT v RE BT 5 EEME
OAEHFIRAGH T HiL BENOKHIRE & L
T o R R B BE BH ( World Health
Organization: WHO) RCEAET7@EIZ LY
0.08 ppm DIEFHENEH LN TND, S BT,
BRIV LT T e RITEERS ABFEREEIC XY
IN—"7"1 OACFEITHRE S, RN
BHLEEEINTND FRLLAT LT E RITH
KRPEEXEFETFEZDED DINEEME 5 FE TR
ERAEVEMVE S 2 BE. EREVEE S 1 B
I SN TV 5, S E Sl e e R 1k O & E
PESFEIZ I TR R ENE X 4y 1, BRI E
P LIS TV D,

O
I

_C

~
H H RVAT AT E R

BT ZVERITEE AR ) Bl = VL K
DT ARG OREFI L L THOW SN DM, 7 ¥
VISR (K 7 X Vg% iR e T 5T 1
X NEHE 2B ER T 58K & LT
OB ON TN D, Fo, ZRF v
BIEDOMELAIE L TOFTESLH Y ARFEXEE
EPEBNREREHERIC K D & Rk 25 ik
TARATIZ 160,153 > DMK 7 X )VEEHAE
PES N7z, MoK 7 Z VBRI, RrE b FWE I
FBEIITWARY, L, IR, FJE. PR
SUTHRE U THIBEMEZ A L ZAUSER L7z .
BEREXRDRBO I, Fio, FEHEAIC
K DRBMEME S A5, BERLE THICHB W T
K 7 VIR TR L= @E s Rk EROE
RIE, QB S E FEER 72 & DIERDFE D b
L TEY (Wernfors et al. 1986; Nielsen et al.
1988; Nielsen et al. 1991) . #E/K 7 ¥ V2L H
RPEZEMAEFDRDTE D DAY E 77 ¥ TR
HERAEMEMES 1 8 (NEIC LT BT
BAFED & 2WE) IS T 5, BUEY
822 i B TR O RAEME 3 BRI 35 U TR 2Rk
PEMEX 73 1 (B M3 U XS 52 B 03 Ry B0 72
W g B EOE 2 5| Xk Z 9 RELS B DA T
) 22 'R L 0 R RN B LTV D
Bre) . RERAEER 3 1IZaEI TV 5D,

O

O

O mik7xrm

Mz TF— NIRRT L&
BIIEDFEE L CRHBIEHDOY — 7 v ia
VRBHOBLEICIEIASFERAIN TR Y 5%
HEEOHEAKNTFEIN TS, b= oA
VT F— N ORI OW TR E R
BEORIFIER R BV, b7k, B,
IRICERBETAULIEIR, KIE, AN R EE (—
W AEE) 24E 520" 5, WAL
SEIRE, e FeiE, HdE, MR IR EED B D
Fh, EEARG A I KELZS Rk
DD, SOICHKEE - KEBREERSH O | HE
ERAEISED, Ty hEHWEERICED ., B
NN TA YT F— ME ME I
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74-87T%734i L. £ 5D 97-100%75% 10kDa
PLEDAEKRE 1 & D IMEEZERER L TV 5
ZEDBHBLMI > TS (Kennedy et al.
1994), bz DA VT F— MGETIH
RU DL 74— NEE T E 28T
LIS GE NS, hV VA T F— b
LMV A YT 32— MR &R D0
RUERZSI &2 L, £7-. PAZEMMHEREZEL
DJFRK £ 722 (Diem et al. 1982; Omae et al.
1992; Pisati et al. 1993), hl=> A V¥
T X — NORERBIZL DT ) AT ITHE
O BTV (Sorahan and Pope 1993),
H AR PEERAF DN E D D IBAEEYE /3 FE T
SOEBAEEEE 1 B, FEEAIEEWEF 2
FEAMIZH L TBE LS BIEERH 5 LB 2
HIVDHWE) TSN TV D, BUES )24
T AEVE O AEME 4y FE I 3B U TR SRR R X
oy 1. BSRAEIE Sy 12 S Tund,

2,4- ML P V2T H— b

o XS G b EICER LT v
X —E (RE NS, 7 LV — MR
70 8) OMENEI LFEEMEAEBHICK T 5K
ERPEE 72> TWND, LD LEDA T =K A
FA LTI ALFEICER T 5008 9
DOEWHE BFESL SN TV, b R MBS
B RBT D &SR I THUAN
FEEIND EEZEZLNDINALFEMEZDOH D
FNT T ThH Y REREZRNT WD T2
PURPEAZRIPL L2, —J5, RNIZED A &
NI BOSED B E X & T DX x Y
TEUNTEEREETH T LI X0 R
EHOL 0D, BIE, B NIET VT I
NETBE Y, FTTF U 18, I — A
xR IE TIF, Fa—T )l
RN TR E DA 72 X X7 E LA
KERT D 2 ENHESINTWVDH, ZDR
AP ERIIAFTHS (Day et al
1996; Lange et al. 1999; Wisnewski et al.

2000; Hettick adn Siegel 2011), #xiT, JIIA&
ittt ET VT R v AW & OFN
KERHWE Ry h7ay MEIZLY | miEHb
TE 1gG ZWET L LR L FFTE
5757519 7). Z D ik%E W T EE O ik
H b E 1gG LML FMEIC L DREER L D
RE 4~ L7= (Kawamoto et al. 2015), Z @
WA, Mg b E R 2 1gG ORIE %
AEE & LT DR 72 63, (b FWERER IgG
PMEFEWE T LAX—O2WcfEH x5 &

DOFREMZ R LA TERNIH S, Ny 7

v MEZZFEEOHUR 2 H T 5 8 CHEAL
WRH LN, EEMEEZRE, £, ZRIEOL
BIZIZM 72V FE TRV 9 2{LFWE
T LR —% T T D0t IR
BEICH LT, BFHEFTHRBEL D D (LEW
IZHWTWS, HDHWVIEERKR L TWD) L5
NS e R IR N EaY A E AN S N SO ot oY e
WL BRI T MR RS 5 T v A IERY
EHThDH, &I, ML E Fr R huk
ETULNAF—LDOEREH LN T DD
AT E R RASUAD “ERE” BARRIRT
b5, £ T, RUFZETIE, Mrx=r-24-2
A4 Y7 % — b (2,4 Toluene Diisocyanate :

TDI) . #Kk~ # L% (Phthalic Anhydride :

PA) . A" T T B R (Formaldehyde :

FA) O 3HEOLFWE ARG E L, miEHF o
b G R B IgG 2 B D IEMEICE & T
& % ELISA Z{E8 L, 57f8% o ik H k574
g IgG 2 EL, —MRFERE KT L EIT
X o T, ELISA DAL =WE T L v X —2lic
BIAARMZHLNNCTLZZ AN E L
Too TORIEREE LT, B MILJET LT I U0
IBEE L ROt 5 2 &I X 0 EES AR
L RS Z LR LT,

F7-. 8 MILET LT 2 % plate ITFEA S

H T ELISA #1792 %& . T OR ALK
MAIAAER CTH 5, BKMEMAAERIZ, & M
BT N7 v L WE & ORI ARIC &
DFHEZTHEZELZLND, £Z T, N K
Sia A F U TEBMiLIEE MLET VT R v
DESGYRXTF REARN LT R T EY Y a— b

plate |ZHE 5 S/ TIT 9 X7 F N ELISA Of%
HKHLOHETITH, 79 K ELISA CTiE, X7
F R E—OE AT plate IZFEET 5
72D FERONT DX DI 72D T LR HIFE
ENns,
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B.WFZE 51
1.t MG T VT 2 v EAREWE L ok
DIEHK

IR IRE 2 E DAL EIE, 0 T2/ S0
TEOZNHRETIIHR L 26 (NTT ),
RN TH R TE EfEA LTI THURM:
ST HEB XD, NIRRT, ALFWE
b MIJET VT R (HSA) & ORIED,
b MR L FEWE 1gG OfEHIC riﬁbﬂ\é
Z L HHE L7 (Kawamoto et al. 2015),
2T, AW TIE, ALFEWE & HSA %}iﬁﬁé
7= HSA{L#WE R 2 LTz,

R LT HIEWE T V2404 Y
7 % — b (2,4-Toluene Diisocyanate: TDI) .
ik 7 # V% (Phthalic Anhydride : PA) |
ANV ALT VT B R (Formaldehyde : FA) @ 3
fE L L7c, WL S BHRIRERO RTEEAI & L CTA
SHOWBNTWDILFEME THY | 7>, BIv

RNV EF L TWDTEOX 78R D Y
ORISR EZI T 5 BB
%5 (X1) , HSA | Sigma fE6A LD
Dz AWz,

LA IAIRE 1M, 0.1IM CTY A F /LA
LR F ¥ R (Dimethyl sulfoxide : DMSO) (2
MR L7, HSA ITHREE 2mM TR KICHE
ﬁﬁ# L7, LW & HSA & O GE 3 FEED

SfE. 3 HEHOLFMHE & HSA OE /LI
LCJ: D172 o7, Al U VBT N U » Ak
# pHB.0 & 8.0, WMET ~ VU U LKEEIK
pH10.8 Zfff L7-, HSA Mt?%%ﬁ@tmﬁ
1:1,1:10, 1:100 &5 KO ITIRAE LT,
FOSTRIEH D HSA OF&HEE X 1mM DMSO
DIIRFEIT 10%., FEER OKIREEIL 100mM
& L7, HSA L1ib=E L oiREE % 37C
T 1 BEfA ¥ 2 _X— bk L7tk 0o kL.
i % HSA- (LW E M IR KR & LT,
HSA-{LFEAIEER LT vy X F 2 —7
WL, ERICHEM T 5 £ T-80CTRIFL
77

2 .  2.4,6-Trinitrobenzenesulfonic  acid
(TNBS) I2L57 X/ HoOESR
TNBS 127 2 /K EET D EHAIC
THFEWETHY | BEAEKISET 2 /ﬁéﬂ)%
HEIZHHT 50D,V 00T
B CHREREERT L Z LIk s
E@@UVV%%%E%#%:&ﬁT%%
(Sarantonis et al. 1986) ., ¥7-. TNBS iZ.
Tl RRE T ST SRS LN

&5 (Brown 1968) . TNBS |3 HSA-{b%
WYE AN & OFRJRIZHBWTIE, U & iR EEIC
RIS THDLEEZXDZENTE D,

0
\__OH

0=S

O,N NO,

NO, TNBS st

HSA 6.6pg % & e HSA-{LEWE K
100pL 2 4% REEKFET b U 7 LIRHK 50pL &
Mz 7-1%. 0.01% TNBS /K& % 50pL Iz
T 42°CT 2 KA F a2 ~— I\ L=, 1M
fez 50pL Iz 72, 340nm (23T 5 W&
ZHlE L7, 10, 30. 100, 300ph4 y ok
WRAEER L, MERE L TER L, £/,
T F R AT 256 AR EOS% O
RTF R 50pL 2 e gt L,

3. SDS-PAGE

HSA- b= E A% Laemmli’s loading
buffer ([Z¥fi#E L. 100°CT 5 4rfEmE L 7=, i
% O % 10%WN)RY T 27 VLT I RS
JAZT 7T A4 LEEILHE > TERKE 21T -
7=, ERIKEN% D7 V% Coomassie Brilliant
Blue (CBB) TY«fal 7z,

4 . Native PAGE

Native PAGE Tl % o /"7 B NER O E
RS ToF £ CEKIKEN I LD 720, vkl )
STEERDD ZLITTEROR IKEED
EWEEEOBEWE LTHIRT 5 2 L3 AEeE
ToHbd, 3 TrLTSDS-PAGE [ZHoW T, #%
A5 SDS #krE, X 5T, Laemmli’s
loading buffer 7725 B-A )V 71 7 h =& /) —)b
BLOIREZROMEZERW -7 1 f a—/1|Z
X b Native PAGE #1772 572,

5. H 29t (CD: circular dichroism) JH|E
2K DRI 2 IRKEEZEAL DR HY

CD &%, ZAMRYE & A MmEITxr LTt
FEIZEZNELDBGTHY X7 NLBME DM
HT2FIETHDL, ZOREERZ 37 BT
AT B E, an~U w7 A BEE, NEAE
EDOENLEIVTEINHIL TD AT F LR
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H— b CD RENRI2 D20 XX TEHD
QRIEEEWET T D Z ENREL 12D, AR
V7 B THODLIRI LIV I BHDH 0
ARV -L-Y D72 8Tk pHEZE X2V N
AT HZLICL) IKEENEDD, TN H D
CD A7 hVTIE, a ~VU v 7 ZADEAEIC
208-209. 222 nm ([ZE DK, 191-193 nm (2
IEDOR K, BHEETIE 216-218 nm ([ZE DK,
195-200 nm (Z1E DMK, A HRAE S TIX
195-200 nm (ZADMAIBEIND (FX,
Greenfield and Fasman 1969) .

Curve
I 100% a Helix
2 100% 8
3 (00 % Rondem Chain

[2Tx107% Oe-ree cn®/ Decimain

120 200 2lo 220 230 240 250

Ain mu

% 2T, AMFFETIEL, CD A7 FVREIS
£ 0 HSAALWE A MR D IRk 2 FEAm
L72, CD HIEIZiX Jasco J-715 (H A
ZEM L7, HSA- (bW 8 T IR ik %
10mM #EfEE (1 1CFCdk) CTHIR L., KIRE
0.2mg/mL \ZFHH U7z, HlE S K 185nm
~250nm . 7 fiEAE 1lnm. A ¥ v o HE
100nm/min, f% 8 [H], HT %+ 405V T CD
AT MVERIE LT,

6. BwHAT MARIEIZ LD X X7 BN K
HEZAL ORI E

BN BEERT DT I JBOF T, MY
T T7r ATENERT D, Fle, NI T NT
7 OENIE MY TN T 7 IO FEFHOER

BICEBIND, {toT, 228D (FVY
TRT7y HRO)ENERETHEITLD,
&2 NI EORUN e EE bR A 2 b
MNAFETH S (Pham et al. 2009),
HOEHE I EaOE R F-7000 (H A7
NAT I A= R) ML, HSA{L
WYE ARG 2 50mM fEE% (1 12304)
TAHAR L., IR 20pg/mL ISR L7, HIE
e M E 231nm, @ E 250nm~
400nm., A% ¥ V#EE 240nm/min. L A Y
v b bnm., ¥ AY >~ b Bnm, 7 # <L
e 500V I THEARY MAVERIE LT,

7. AXIMA CFR plus MALDI-TOF MS
MALDI-TOF MS % fvy, HSA-{b=='E
Ko rEZNETHZ &L, HSA L1k
FWE OIS DE NI E FERRINICRD D Z &
ZHBIE LT, o7 L7 L— M2 HSA-{b
WEATINA 0.5pL 2 F L, T~ hU >
7 A C% 10mg/mL sinapic acid % 0.5pL i ™
L7co TIUVD ORI % BEL S 7%, JlE It
Lz, UVIET VT I ATy Y 7L
— 3 UEITV, BLFO&MTHIE Lz, HlE
i 10,000 ~ 75,000m/z . #| & € — K
MS/positive/Linear,

8. IR OEE & ifniE D5y B

fEm RO REFEER (BB TR @E)
BIOERSRO—REREZXSREL. A7
+—h Rartey Naet+olldT/e- 7% Bt
U MR (s, MR, TRFE, A, MRS,
T UL — PR BRI & RIE R A S T) &
MK ORI E T/~ 7=, Mik%E 37°C T X
B7=0 B O AyEE L g A 1572, ML i1%-80°C
TIRIFE LT, E72, — o Mk i3kt LSI
AT 4 T AITER LR IgG &3 L O IgE
BOWEZEL LI,

9. &K HSA #fiv 7z ELISA

<X Y —7 96 well A4 plate (Thermo
Scientific) ZfEH L7=, ~F YV —7 1%, well
DIEHNBKMEICI TS TR ¥ X078
ZBUKMA AR TRA S5 2 N TE 5,
Plate {ZE Lk 1:100 TG S 72 HSA- bbb
T-24-TA YT R— MIAMA L HSA-IE
K7 X NVEEEZINZ TEIET 1 FFEA o2
— b L72,0.1% Tween20 % &7 PBS T plate
PO LI-tk, 7a vy X iR EINZ, |BIET
1HEA % 2_X— b L, 1 RBUIRER (B
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NiLiE) A% T=ERT 1 KA o F 2 —
~L7%#., plate Z¥i¥ L. Anti-human IgG,
HRP conjugate (Thermo Scientific, 20,000
EAAOR) AL T 1 RRREEE L 2,
SuperSignal ELISA Femto Substrate
(Thermo Scientific) % 3EE & L72® At %
FlexStation 3 (Molecular Devices) THiH L
Too T, L IRPUA L 2 R$TIKIT Can Get Signal
(PR Z2HWTHIR LT,

10. Uy rahe M7 /v 7 2~ (HSA)
H o ELAI DR BT & A Ak

Hettick S5 HD b oA Y VT 3%
— b & HSA % & S8, EESW g+
5HZ EIZE - T HSA Hd Lys351, Lys413.
Lys414, Lys524. Lys525 @ 5 5DV 2 78
Moo oA T R— kN EBRIKINT D Z
LA BN LT (Hettick et al. 2012) ., =
DD EN B DD U 2 21, 2 TR H i
L2V U BEEND, ZORIZEB L, IR
O 2 FEFAD HSAH 5y _7'F R&dkat Lz (K
2) .

HSA Peptide Lys1 :
Biotin-ALLVRYTKKVPQVSTP-COOH
(MW=2026.45)

HSA Peptide Lys2 :
Biotin-ERQIKKQTALVELV-COOH
(MW=1881.24)

. HSA ~X7F KD N Kiiid biotin TELf
LAV RTEYya— k7 L—RMIRELT
Bl CREE S bND L OITERE Lt 2
5DOXTF RENEI 10mg Z2—1 7 (v
V) I AREREEREE L, XTTFRIE
HPLC (H3inA 7 7)) THELZLDEHEH
L7z,

1 1. Lys &4 HSA 0 ~_7F R L {bEm'E
& DIMED IR

HEK 7 VIR L IRV LT VT b R R
100mM TY A F I ALK F T K (Dimethyl
sulfoxide : DMSO) (Z¥&fit L. DMSO T& 5
2R LT 5mM DMSO ik ZHsl L7,
HSA peptide 1mg % PBS 100pL [Z&f# L .
10mg/mL (5mM) peptide &R Z i L 7=,
K7 ZVERIY pH8.0 DV U R U v LkE
@R T, RV LT VT B RiL pH10.8 O R

TN U U ARRERR R T T E & RS S/ T
HSA peptide DRI 0.1mM, {LFH'E &
D /VHIE 10100, FEEHR ORI 100mM
& L7z, HSA peptide E{bFEWEHIRGTRIT %
37°CT 1 BRfA v % 2 — b L7 04y B
L. &% HSA peptide-{bZ=WE AL L
72o HSA peptide- (bW EfIMEIT = v~
Fa—TIThEL, FERICHEHT 5 ET-80C
TRAE LT,

1 2. MALDI-TOF MS f##TIZ K57 F K
Doy F-BEDPTE

HEEBEOXF YU 7 L—3 3 ViTiE,
ProteoMass™ Peptide and Protein
MALDI-MS Calibration Kit (Sigma-Aldrich)
A L7=, % v b d Angiotensin I ((M+H)*
= 1046.5423 ) & ACTH Fragmentl8-39

((M+H)* = 2465.1989) % 0.1% trifluoroacetic
acid 200uL (R 50pmol/mL) (ZIEfiE L., A
My 7B EER L, ANy 7 RKE
0.1%trifluoroacetic acid : acetonitrile=7: 3 &
725 KO ICHRE L 72T 4 pmol/pL (AR L,
U —X% VR EH LT, Acetone LW
methanol /A% ({AF5It methanol : ZK8 K =1 :
DZEANT, T2 15 53 O E TR T &
SVt DY /a2 ) e PRl N A gl N R
L T 10mg/mL 2,5-dihydroxy benzoic acid

(0.1%trifluoroacetic acid : acetonitrile =3 : 2
DIRWIZIEAR) % 0.5uL i F L7z, &Iz, U—
XU UWIRE 0.6nL B~ b v 7 AU D L
O F L7, 2NOIEKEZ BRI, vV
TL—varfr7uE Lz, BE/KRATOS
TRATRFE AV S5 i AXTMA-QIT (SEEHRUE
A7 L—FEfAL, L — FEEZEI RS
72 HEE— KX positive, HIEE &#iH I
750-3000m/z ZFXEL, o7l —¥F—%
B L7, W, b= —/\U—]% 80~120 DO
TH#H L7, Angiotensin I & X 8 ACTH
Fragment18-39 OHIEIZ LV HEoNT—2 %
ZI T 1046.5423, 2465.1989 (T34 E L7z (X
3o

MALDI-TOF (Z X 2B &S5 Tix, 7
HIZEENDA T I KV PERS S T DA A
MAepHHl S Z ENMLNTEY Fx DT
i EBRIZ X D L, 100mM Y > ERFEER 2 & ey
YINMFEAFT AL RN A A R E A
10mM £ TFIFDEL—P—ICLDA A 1R
ARE L 72D, T DO PARAIA R 2B E 2 T, A5
TITAFFE 751 1 TERL L 7= peptide-{bF¥'E
IR Z 7K T 10 AR L, JIEIcft L7,
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P77 L— MZ HSA LW ik
0.5uL % i T L . # W T . 10mg/mL
2,5-dihydroxy benzoic acid 0.5pL Z i ~ L7=,
JAEHS 7 % . AXIMA QIT plus MALDI-TOF
MS HIEZHE U 7z, HIEHEPH 3 200~5000m/z,
&€ — KiZX MS/positive & L7-, &5 7=
— %%, MALDI-MS Application ¥ 7 b7 =
7 (EERERT) & VW TET LT,

1 3. EAF 47k 1eG DR

ELISA (2 X % IgG DEED =D, ik
WIERO DD e FF o Esn-t kb 1gG
NMNETHDH, & Z T, Biotin Labeling
Kit-NHe (FM{=fb0F%EnT) -\ Tk k IgG

(Human IgG, Whole Molecule Control,
Thermo) % v A4 F Ak L 7,

t bk IgG 200pg % Filtration tube ([Z¥RIIL |
MS Buffer 100puL #/1%7-, 8,000g T 10 %7
fili L5 HfE L 72 %% . Reaction Buffer 100pL &
NH: Reactive Biotin 10uL # /il z., 37°CT 10
A V¥ 2 X— kLTt BRd & ARk = O
478 L7-, Filtration tube # WS Buffer T 3
[A7Eys L7-1%. Filtration tube (2 WS Buffer
200uL ZRMML, Xy 7o o7y es
FotEH -t b 1gG RN L7=, BCA %
WXV Z R EREL IgG EEEZRE L%,
SELT-80CTHRIE LTz, M, AT A%k
bk IgG OIERIT T3% ThH - 72,

14. Lys &5 HSA 5y~ F RE MWz
ELISA

HSA peptide % PBS (Z¥fi# L. 10pg/mL %
i L, ZoOwiE% 100pLiwell & 72 %
IR ML T RTEY U R a— hEanTE
B 96 well plate (IMMOBILIZER™, Thermo
Scientific) (ZANZ, iR T 1 K FHE L7,
% 72, Background & L C biotin Zff ] L 7=,
5mM biotin % ZAR /K T L, PBS-T T
1,000 %A R L 7= . 100pL/well T plate (2
U7z, E/VEEAS 1:100, pH8.0 STk~
Z VR &V EE)S 1:100, pH10.6 St TasL
LT VT B Ra4 well 12 100pL 3280 L,
37CT 1 B4 v F 2 X— kL7,
Protein-free blocking buffer (Pierce) %/l x
TEIR T 1 RFHEFRE L7, & MijE% 1,000
TR (MK 7 & VEE) F 7213 100 54 R (R
VAT VT E R) LT well IZ 100pL 324
U7z, =R T 3 Wefi#ié L7-t%. HRP %%
HL7HrEe b IgG £/ 7 v —FLHiEk

(Abcam) 2,000 %A BRI 2 100pL/well T
MZ T=IRT 1 FefE%Z L7z, 1-Step Ultra
TMB-ELISA Substrate Solution (Thermo
Scientific) THf XH7-%%. 450nm (281 5
We SRS 2 JIE LTz,

M E LT AEL 3 TR Lce A
FUiERE N 1gG A L7z, ©4F Uk
t  IgG 100pg/mL~3ng/mL % 100pL/well
T plate (2N 2, LFD & FIERIZ 2 IREUA & Bt
S, BAIET, BT UEREe b IgG D

RS fyEF 0P HSA peptide-fE/K 7
X Vg 1gG & BT HSA peptide- /L AT LT B
K IgG #E& LT,

15. AT A &8 HSA 0B DOET &
=ind

AH TV NEEATF IV (MMA) 7 7 U Vg
AF v (MA) (7 7 VILEHEST 7 U Vil
DOFEELE L TEEMILS HnbnTng —
0B JE AR KB B EE 2 "3 7 L —
HHEME TCHDH, AXT VNVEBEATFNLRLT 7V
NEATF I H KT ZNECHRIV LT VT B
REFRIERANT T & L THEKRKNEAERHES
LTI THURMEZ BT 5 LB 6D, A
BT UNFRATFNLRLT 7 U LR A F L DFE)
ERDT I BT AT AL THDIED
(Bohme at al., 2009), > A7 A &4 HSA
XTI TF RERAND E AX T UNLEEAT L
T 7 VNEBATF KT S IgG NERETE
Hh LRV, T VAT A G HSA
NTTF RERFH LT,

HSA 1ZZ D55 FF1Z 35 DO AT A U F%
HEEHLTWAEN, 205 17 %t 34 i35
FRNTANVT 4 REFER L, HSA OREELE
fLlzKRELSHFLG LTS, —J7, Cys34 OFH
DFA— LN T ) —DIRBETIEEL TV 5D,
% Z T, Cys34 25T HSA ¥y ~_7F N &%
L7,

HSA Peptide Cys34 :
Biotin-AFAQYLQQCPFED-COOH
(MW=1785.99)

HSA ~7'F F® N KL biotin TIERf L |
ANV RTEYya— 7 L— MZFE UE
MECHEAGSELND LOICERE L, 2D
DARTF RZENFRN 10mg H2—17 42
= /) IV RIAEREERE L, XTTF NIE
HPLC (H XA 7 7)) THRE LD EFHA
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L7,

16. Cys i fFf HSA H\ 0 ~_T7F R b WE
& DAIMEDIE AL

T UNERBAF VAT IVE AR T ) VR A
F V% DMSO (Z#i# L, 10mM, 100mM
DMSO i % = EHai# L 7=, Protein Low
Bind Tube TLL F DIEE & IRE LT,

250mM NaPhos Buffer, pH8.0 240nL
H=0 300uL
10mM MA or 100mM MMA 60pL
(¥£7213% DMSO)
(final 1mM MA and 10mM MMA)
Total 600uL

Z DIRAWIZ HSA Peptide Cys34 % 0.1mg /il
% Vortex |2 £ 0 ¥R L7z (FEIREE 0.1mM) ,
37C T 1 Bl A % 2 _X— M L7z, T,
Ellman {EIZX VT 7 UNAEEATF N, AXZ 7Y
WEEATF N & AT A FH L OKG % B
L7z,

1 7. Ellman's reagent ZH\W\\7=~<X7F K
VATA VRO ER

F 4 —/Li% Ellman's reagent & S92 &
DVANT 4 R ETHEL 2-= b u-5- AT
7 NZE&AE (TNB) 24T %, 1 EL0OF
F— LR EH S 10D TNB S RIEE I A R S
578, TNB O E (1 max=412 nm,
£ =14,150 M'lecml) 226 F A — /L ORENE
# %% (Ellman, 1959),

Ellman's reagent & F 24—/ & O

WHFETT1E 1 6 THI-BUSHTR 50uL 2 96
well half area plate {Z#sl L. DTNB Buffer
(5,5'-Dithiobis(2-nitrobenzoic Acid) % #&
E 1mM T 0.5M Tris-HCl, pH7.6 (ZI&fiE)
50uL 2Nz 7=, BEATTC 10 7oA v F 2 _—
kN L72%. 412nm (Z31F 2 WG 2 HlE L 7=,
10, 30, 100, 300, 1000uM * AT A KKK
EHOTREREZER L, ~TF Ko 27

oA U REER LT,

18. Cys & HSA #5H~7F REHWi
ELISA

W9tk 1 6 THRTICRISTE 2 PBS-T T 20
EAR L. 100uL/well TR RL 7 R T E YV
23— h Sz B 96 well plate
(IMMOBILIZER™, Thermo Scientific) (Z
Mz 7=, ¥£7=. Background & L T biotin %
i/l L7z, 5mM biotin % 7&88/K Tl L,
PBS-T T 1,000 {5 R L 72#%. 100uL/well T
plate (Z ¥l L 72, Protein-free blocking
buffer (Pierce) %z CER T 1 RFfIFHE L
ek, B MIJEE 100 AR L TH well 12
100pL F* 22U L7z, =i T 3 Kz L7-
#%. HRP #fA L=Pie b IgG €/ 7 u—F
VBt (Abcam ) 2,000 % & R I& K %
100pL/well THNZ CT=IR T 1 FefdiR%E L7,
1-Step  Ultra TMB-ELISA  Substrate
Solution (Thermo Scientific) THE IH7=
#%. 450nm (ZF 1T 2 WO 2 HIE L7z,

19. “RILERIKE)

HSA-{b5 W E AR & Z#E (TM Urea,
2M Thiourea, 1.2% CHAPS, 0.4 %ASB14,
0.0025 % Orange G, 20 mM DTT, 0.25%
Biolyte 3-10) &iEA L. 20°CT 20 4fff1
F o _— kL7 BICE DL FIGAvkEh Y
v 7Vt L7z, Immobiline Dry Strips; pl
3-10, 3-10 NL, 4-7, 6-11 (GE Healthcare) %
fEAM L. 50V, 20°C C—Hpivk®E) L7k, ¥
INhEue— RLTFROIr 77 ATEHEER
FRABE(T T,

Steps Voltage (V) | Vh
1 200 66
2 500 750
3 700 175
4 1000 250
5 1500 375
6 2000 500
7 2500 625
8 3000 750
9 3500 10500
(10) (500) (Hold)
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KENE DA N v 7 HETiEER (6 M
Urea, 2 % SDS, 20 % Glycerol, 0.002 % BPB,
62.5 mM Tris-HCI (pH 6.8), 50 mM DTT) |
=L T25%) ﬁ%/#nAHFLtOZF)/
T 10%7 7 VVT I RFAVD EFICT Him
— A THEE L., EIEICHE > T SDS-PAGE %17
o7, BRIKE % DT V% Coomassie
Brilliant Blue (CBB) T¥ufa 7=,

2 0. VNI E AXIMA QIT plus
MALDI-TOF MS fi#4r

Yetath DFNDHAATAR Y hEHID H
L. Witk (50% 7% b=k U/, 5bmM jxiE
*%%FU?A)KELT4TT*%%ELEO
Btk zbRrE, 72 b= I LEMZT 5 4
MiRFE LI, 72 b= Y LEEZET L r—X
— CEZE L, ®oik (10mM DTT, 5mM

IREEKFZT R Y U L) ZRINIL T 56CT 1R
F'EJ/f VX a_— kL7, BORERE, T
JUALHR (55mM iodoacetamide, 5mM /& FE /K
FF RV TL) BEINLT, R|IET 45 MR
L LT, 7 X AR 2 R & | PEFK (BmM &
ek RY U A) CTHE LI, BETE
= MUV EMZTHAKLIE, MU 7V WK

(12.5 ng/pL Trypsin, 5mM REE/KFET H U
L) A, ACT LS STk, i
W (5% 7+ h=HKVU/N, 0.1% TFA) TX7
FREME L, BIES T E LT,

P 7T L — MM HSA-{LEWE A
05uL Zi F L, WV C, v N w7 A THD
10mg/mL 2,5-dihydroxy benzoic acid %
0.5uL i F L7z, 2405 OEHR & i S 7-1% .,
AXIMA QIT plus MALDI-TOF MS 5 (2 it
L7z, BIEHPHIL 200~5000m/z, #EE— K
X MS/positive & L7,

2 1. MASCOT #5RIZ L D /"7 B DIAEE

AXIMA-QIT-plus-MALDI-TOF/MS f#fr ¢
ol MS A7 V% Mascot (HP :
http://www.matrixscience.com/cgi/search_for
m.pl?FORMVER=2&SEARCH=PMF) |Z A /]
L. 7—#~X—2Z NCBInr (ZTHFE L, %
5172 Protein Score (2 DWW, #EHANIZT
ZLty FaBRE 2aT OmWng T B
EIRL 72,

(fw PR ~DECE)
AER (IR) OBUCHT--> Tk, FE¥

ER R FAMEE S S OKGR ﬁf%%btdﬁ
7o JREA GG L GRS OARIZEERIC

% TR %#6hﬁhﬁj%gfbfﬁw\
ERICEL I T I7A4 N —IC oI E L
776

C.HfoehE R
1. AL L OJSIZ K D HSA O E
hlxm-24-04 VT 32— b, KT
VR RV AT VT B RIZW3 b R ENC
HH ., ENTRKEICEE, STV bHes
METHD, — ., INOALFEWEFRBEICLD
TR KR ZT LXK —RENE X Sh
HZENREISNTWS, Mo -24-04
VT F— b, KT R RV AT VT B
RIZINVR=NEEGTHI b F Ny
Hhol) ok EKNT A EBELZLND, T
NREZNVIRFBITHEB T EEH L. 7 oz
IR EE X EIETDH (K1) .
EDORISHZE X7 EHhD Y > D
pKa IZIKF L. pKa BZREZ WY ok REIF s
BN E < 725, HSA 1E 1 4FHIC 59 A
DU UEREER L. ENEND VR =T
KT DRIGEN R/ D Z ERMEINLTWVD
(Hettick et al. 2012) .

HSA LA E O RIS 2T DK 1
HSA L1tk @%wmkﬁmﬁ®pr%
5o PHNE L 2D T I 7 FONYMA 4
M (-NHs*) 76414 ((NHz) [ZB#EI L.
KEEMENEL 2D, £Z T, 3 EOET VL
(HSA : {b¥%E=1:1. 1:10. 1:100)
& pH (6.0, 8.0, 10.8) MZA{kT HSA &
MV 2404 T 32—, BKT H)L
fe, W"IVAT AT B RN ENSO0ME S,
HSA®HoO7 I /7 XKEE&ELT, Mx=r-24-
A YT x— MIBWTIE, pH6.0, 8.0 T
X7 2 RBIRIFEAERIGS Lo 20,
pH10.8, E/VI 1:100 SM4ETT 2 7 KO
/}\ﬁ)mu&)%hf_ (.4) ° HSA kﬁ7k7g/l/
B BEWERNLV AT LT B REDKIRIZEBWT,
pH6.0 Tix7 X/ KO ITbThThoTo
23, pH8.0. 10.8 TIX7 I /N KE WAL
7= (X4) , o, BORIMCFEWE O K
L RBITE-THR L (M4) ., BLEDKE
BI . AEWEILZHSA OV 2 Uik L & BOS
T5HZ L, &5, HSA S WE L ORIG
IMEFE DENENREL 2 DIEE, T,
pH NEL RDIEEWINT 52 LN N E
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720710 W T, IS EEIbsED Z &I

. W HSAA LW EM A Z 1525 Z
& 75“(% %o 3 FEDOALFYE CRUNMEN B2 5
DI I NVAR=NVEHFHOREEIZERT 5 &%
Sy (N

W2 PERL L 72 HSA-{LZ2 W B AR o HSA
& DNAKKELE DIEWEZ R L 7=, SDS-PAGE
WL ERKEN T/~ 2 A, HSA- K
7 Z VIR IMA DK ENEE 13X HSA D2 4 & kg
LT L7e (M5), 16> T, HSA 3K~
HZOVERE OGS LTCT 2 HISfAHnL, o R
EhLTcnws EBExond, blxmi-24-
A YT x— k& HSA & ORISFEY OUKE)E
=8 HSA CRIBEETH -7, F7-. Native
PAGE (2B AKkEIEEZ IR L2 A,
HSA- %Jw S VERFIIMAR, 3 LT HSA & b
VL2404 YT F— hE& 1:100 TR
SV RISER OVKBIESEM LT (K5)
Wo>T, ZNHDOY 7O IAREE L, HSA
DOREE LRI D LEZ BN D IKENENEM L
TWBHZENL T 7IUNAT 2 ROMEREE
ROBETEX HDHBECEILLTNDE T EN
RIS,

CD A7 FNVHIEIZH /X7 E O IR
EDOHTIIAS AWV BN TS TETH Y | A
R KNV D, a-~U v 7 AL BAEED
PBAbaHEET 52 LN Tx 5, HSA- b
2,4~ A VT x— MIIk L HSA-EK~
Z JVERAIINA D 250~350nm ([Z38i1F %5 CD A
N7 MV ERELZEZ A, 2&&%»6
HSA L ALS2W8E O VR 72 28 i
biemotz (K6) , 7=, [ERRIC, 185~
250nm (28175 CD 227 ML ZHIE LT &
ZA, HSA- ML u-24-2 4 V7 32— MMt
k. HSA-MEK 7 Z VERHIAILZ . 238nm
fHEDADE— 27 B HSA AL WE @%wm
RIFMNZEA Lz (K7) , CD A7 kLD

TREE L E MRS D Z LR
HEChH DD, HSA OfiE L CD A7 h iz
TR DT EEEHLD E, Rl 24
AT F— MM T ZVERE DRI
LU HSA D a-~V v 7 ZAfER KDL TN
L EHEEIND,

2RI BEBRTDHT I JBOF T, R
77 7 ROV E A B o,
HSA X214 ZFHIC1 O Y P 7 7 5%
BafHT 5770, HSA OROEIT 214 FZH Y
T N7 7 NHEOHEEE RS S, o T,
HSA & HSA-bZFWEAT MR OEE 2 JlE

HE214FHB MY N7 7 AT OREE O
ML EIZETx 5, HSA % 231nm Tl
#6& 348nm FiTIZ ¥ — 7 & & DEE A2

7 MnBlEsnz (M6 8) , ZOART b
JUiX, HSA & bl -24-2 A V27 F— b
FIATEAR T ZNVEELE ORI LD K& L
kL7 (K8) . #i~»T, HSAD N 7 7
7 VERISED MU E OB T TV D
EEZ B, ALFEWEIZ X D HSA OIS
AL R S Tz,

I, HSAALFWEAIAD X 0 BN
AKEEOBMEEZ HIE L. AXIMA CFR plus
MALDI-TOF MS % AW TCaEflZe sy & OH|
ExRAlz, HSA-bFWE L~ Y v/ R %
BERBL—Y—TA A ML L BB 21T
pol, L L, fERELTT a— Ry —7
DELNTZ (X9), L—F— U —%F/Hi L.
FlBb~ M) v 7 AEEHLTHREED
MR ThoTz, a ba— L E L TCTARIAS
OB DT AT T 2 A VY —T e
— I MBI EIN. 0 FEOIRENAIETH - 7=
ZEB (M10) | MERITEELTWD L
Zxzob, RKIFAHTH L0, HSALF
WEATIMADIERME7R 7y FEOREITITE ST,
HSA (2313 26 E O I EBIT 5E /L
IR TH S,

PLEDORERAZFR 1 ICHED T, Fr=-24-
AT = b, KT H VIR, RV AT L
TERNTIHSADOT I 7 (Vo opkih) L
I Uy AR Z TR T 5, 7 X 7 IR T

SR T2 0 SRIEMES BN 2 0 T AHInA
RMEROSITHEEME T CRET S B 2615,
Native PAGE, CD %Z-~<Z FLE XM A
X7 MVORIERE R L v HSA BIMAR K
NIV N - SER g A ARt e as i NS R
2o ACFEWE EH FIINT T Th Y 55
PEZ RNTWAHY, HSA LT 252 Ltk
0 AT % HSA-L AT IR HSA & 7
HiEEE LSO LG EREERTHEE
Z bbb,

2. b bmEH b E R R 1gG © ELISA
Iz L AHE

HSA- LA A AT HSA & H7p DA
EHTAHIENHLNE o220, KRIZ,
HSA- bS89 A A 2 3858 5 2 Pk (IgG)
IR FNAFET D 2 & il 5 &3k
R DL E R BRI HURZ L 0 M—*rl%ﬁf
HET 5790 ELISA OfEfLZ HEg L=, I

—163—



KB Ry h7 8wy ML VALY E R R
IgG OHIZREE L T 5 72 8 (Kawamoto et
al. 2015) . ELISA R DO/ERUCITJIA S DSk
aBEICLE (W11, 12),

HSA #{b¥WE L RILSE %, ~F vV
— 7" 96 well plate ([ZB/KMEA A/EH TR A &
72, HSA & HSA-{LFWEINAED plate
~DOfEEZHL HSA A THER LT1- L 2 A,
plate IZ %% HSA Ok 4 1% HSA O ek 17
Az EE N L, £7-. HSA & HSA- b/l -2 4-
DAYV TT R — MIIME, HSA-#K 7 2 Lk
IR E D BHWIZETEITFR D bivieino Tz (K
13) , WIZ, plate D7 11 v & FH & et
L7z AFXLINIRBSAZ 70y 7T
Hnb & Ny 7 7700 K3 EFRT DK
Rzidoniz (K1 4), —h, X IE
o7 m X THIE ANy 7 7700 RBK
< H T Pierce t:#4 ™ Protein-free blocking
buffer Nk b /N 7 7T 7 RBME- 72 (X
14) , 2NHOREENS, plate D7 1 v %
> 721X Protein-free blocking buffer %1 9

Ll L BT EROT A X THEIE,

bt MEFIZENS 20T A UEANE £
BB I T RPN ERTEEER
Hilbd, IHIZ, =P L LTHEHTSE B
MiEOFRKB LT LIZE Z A, 10,000 7R
WL EICEE 2> 7T VIRENRE LD
ZEMHLMMERST (K1 5)

B R OFEMEER 81 4 (FHA b+
WE AR O WEEEEGT) LS mEE
AW, P E L THSA- ML -24-0 4 Vv
73— b, HSA- K7 X V&M L T
ELISA #17-7-, HSA REfiAZHIR L LT
ELISA #WfIZEoND v T T NVE Ny o 75
7 RELTZELSIX, ELISA 227 #HH
L7z (K16), FORa7RNELRTND D
&N D BEEBRIMTE T L R IgG
NEFEndEEXLND, LU, [A—5FMHFT
t 9 —fE ELISA %#47- CH% &, ELISA %
ITICHBEOE DN WVRIRTRO b il

(K16) ., HSA < HSA-{LZFWE k%
BOKMEAE/ERA T plate IS I ETWDHT-
B, HSA OFEMMER—E LR BN & &
& BT 57D TR L T D03, 388
BREEIC N T DX DREL D (EEMENRRD) 2 &
I LI BERE AN TV RN T L— i
DOREMBZMIE TE TWARWZ LIZRIEN B
HEEBEZONT, T T.INLDEESREL,
b E R R IgG O E BT 5 7-9H @ ELISA

EREE LT,

3. bEME L ORISIZE A Y a4 HSA

o7 F R OER

K7 Z VR (PA) RV AT VT B R (FA)
ISRHAECEAERIOFECH Y [ ENTREICH
W HEHINTWAIETFE TH DN, &EZIC
K DR BT LXK &
T ENREINTND, L, A7 XL
it L RV AT ILT B NIZIES FALEWE TH
. ZNEERNPURE 725 Z L1352 #E<
TT oL LTEKRNERENMSE L THID T
PURMEZRBLT 5 B2 N5, KT X2V
ERNVAET AT RIZFONVR=LVEEHT S
ZEMB B URTEFROY R L RONT
HLEZLND, VR VRBII RS A
L7 2 HEOBRRFHOFRLEEE R E K
55 (K1) . ZOKISHEES 7o
ViR pKa l2iIE L, pKa v k&
UK EROCEDE L 72 H, HSA X 1 4y
THIZ B9 DY v U EF L, ZnEho
TV =K T D ROSTEN B0 5 2 & 3l
IR TWS (Hettick et al. 2012),

2 1E, HSA i3~ 7F F % v 7= ELISA
2ERT HICHe (K1 8), EFRtkn A
HC O EDEWERE L) v aE Tl
F R% 2 FifEERF L 7= (HSA Peptide Lys1 &
HSA Peptide Lys2), F.7-H1%, HSA 10 Y
VUBRRENIK T X VBRIV AT VT B R
&L RNV AT T B KT pH10.6 T, MK~
ZVERTCIE pH8.0 T KT 5 2 & 2Wis
LTW% (Tsuji et al., 2016), #ZT. &5k
L2 7T REZENEND pH TH/L A
THT e REITEKT ZVEE L KOG S+,
TNBSEIZLY U ok eEe LT,

HSA Peptide Lysl & DMSO & OIREWIE
55nmol 7 X / }/mg peptide TH VY, 1FIE T
RCOT I HENR TV —THFETDHENT
s (K1 9) ., HSA Peptide Lys1 & 78
VAT VT e RE&EE/LH 1100, pH10.6
FECRInSEDLERTTF RRET LTI/
#:1X 5nmol 7 2 / F/mg peptide 720 | 7K
AT VT e REDRIGZEY 90%LL EDT
SOEBEPNTWAZ ENHELNE o7z

(1 9) , [FEERIC, HSA Peptide Lys1 &
K7 Z gL &N 100, pHS.0 &4
FinEEs L, 7 7Kko 90%LL Eakbin
72 (K19), #H-T, BNALT T ERLE
K7 &2 NWP1E, HSA Peptide Lys1 (25 415
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20DV VU ERIETAHZ LIZED U gk
EEBffiL s EExbn5, £7-. HSA
Peptide Lys2 [IZDOWTCRIEBROEREIT T2 &
Z A, HSA Peptide Lys2 ® U v 5 AL
LT IVT B RRMEK T X LR E DRISETHRD
e (K19) . 5o T, RISSKMFICED
HSA 557 F R0 v U ENFITE R
I T D2 Ennmbd, RuF9E Tk, HSA
Peptide Lysl & HSA Peptide Lys2 ®7/L A
TIT b R EMEKT X IVERIZ T DI D
EWIRE ST WTFNoOXTF Rk L
TIT e REMKTZNAEE XILSIGETHZ
ERHBNE RS T2,
&Iz, MALDI-TOF MS (2L bv ., _XFF K
km?# AOMIKRD Sy T w52 ET D &
WX AEFEWE DY) 2 RIS KRT B RS D
HEE # A7z, HSA Peptide Lysl & Z DR /L
LT VT B REINED MS A7 kv % g
THEHRNLAT T E REIMRIZBS O TR
EfiR D B — 7 NIZIEREEITHK L 7T ER
24 WML 7-fEICFEE e —7 B HBLL 72
(X2 0) ., HSA Peptide Lys2 {22\ T%,
RVAT LT E RERIGSHDZ LI2ED 4y
FTEN24MLTE (®21) , AILVAT LT
STHOINVR=AITT I ) Hfozs
FIRFIZ L DRERBEEZ T, vy 7L E
fé&%i%hé(ll) Dk x| (Efix
2TV RO EIT 12 B A,
HSA Peptide Lys1, HSA Peptide Lys2 & &
\Z 2 20V UEEERET LI LD, T
5 2OV BN v THEA~E K
ST HE, RTTF RO EIT 24 BN+ 5 2
b, O2FV, TwA7w%tF&}$A
B\A7?%&@ﬁEiC)HmS&
RTIFROT 2 HiT #«T%%éhf
W5, ®¢w¢7w$tFk&f%Fk@ﬁ
N E Y, XTF Ry 24 #INT 5,
kﬁ%qu®ﬁﬁ_%ofm7?k¢@)/
VEREMNMEfi SN TTWA EEZLND,

HCOH + R-NH2

— R-N=CH2 L wIiEHE ((32)

U HSA 45~ 7 F RN &
RILLT VT B R & OHEE R ST

WA K 7 & VA IRIZ DWW T b [RIER I
T L 7=, HSA Peptide Lys1 & % DMK 7 X

JUVEBAIIED MS A7 RV & HET 5 &
REMIARL Y L F8B2 130 REVWLEIZE
— 7 MW8nz (K22), LinL, k7L
e & OROSERRD ORNEIZEE LT H  AREMIAE
ERbnAE—7 bE-TWE (K2 2) .
HSA Peptide Lys2 {22\ T &, K7 X LR
ERISSEALZEICLD, 80 130 H#hn
L7 — 7 BBl REMIEO Y — 7 $FF L
7= (X2 3), BAKZEZNLELRLVLAT LT &
R EFER, DVR=UbEmTHY , 7 /5
DREBEZZT D, &N 130 T 5
TEEEZDHE, TRROKINIEY 3 kT 2
UIVERLTWAEEZBRD,

O

Céo + R-NH,
0 OH
:
0
HN
_—+[ij:?NR + H,0

U2 aH HSA E455 \f\7§“ K&
K 7 X LR & OHEE R SRS

KT HERE ) v E Al HSAH ST F
K& DRI b\“(&i TNBS HEITE D~
TF RFROT I HERNIE 2R Tn

K%%b%f\MS@x&ﬁbw%ﬁéé\
%ﬁﬁ%ﬁ%<ﬁ@ﬁé&@%%ﬁ%%hto
. XTFRFO 2 o0V UNEBLIT
T RS L TOIUIES %iﬂzaum
MTDET THLIN  REMIRE L T T &
23130 9N L TWAH BE—27 OARBIE ST,

ZOFEKE LT, MALDI-TOF MS & D
DL —H—ENETFT N, L—PF—I2LD

AT ANEDBE Y RO T I R EREA L
TR 7 ZVIENRBEL T & B2 6D,

fmme LT, Vv afa HSA <7 F R
I NVR= LB E L L. RV AT VT |
NIy 78R (FI) 2L, K7 ¥
IVERIL 3 T IV EFERT D EBZ A5,
TNBS ik 07 2 EoEbramtans
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TEMB, ThbA IR 3 T I UIE=ER
TIILETH D Z LN IND, RIT, A 2
PR3 BT IVENLTHEET 57 F M
FWEAMAIMAZUR & L TRV i b9
BRRN) IgG OE®REA AR, £, ELISA
DSR2 RIE LTz,

4. V58 HSA 9 ~7F R v FE
EofhiEEs R E Lz, ELISA IZXAE b
1% b B e ) TG O RE &

Vo EHHSAT T F RETNAR=1
EEFTHEWEIL, A0 3 /T I
ENLTHETHIZLERHLMNE ST,
HSA 55 ~<7"F KD N K% v 4 F o TIESAf
INTBY AL RTEY S TCa—FER
727 L— NMCBEWBIR I TRET 5720, 21
SATINAZ Hu 72 ELISA 2179 Z LN T 5,
ZFZ T, £9. ELISA Z1721ZH7=0 ., ¥k
Ra ket Lz,

Blocking # D #rgT

Blocking i3 & LT, 10uM B4 F >, 3%
AFALINT 1% UTMET VT 2 (BSA)
1 LN Pierce tH# ™ Protein-free blocking
buffer Z Ml & L7z, RIEAMIO HSA Peptide
Lys1 72132 HSA Peptide Lys2 % plate (Z#&
S, B MG 20 HEE VLT 450nm (2
BUIAIWMEELZRE L, AFLINLTR
BSA LW o 72 & X7 E D Blocking iR &
AW & RRIRIC X - TIEIER IRV v 7
DR S, MERZEBRO TRELS o7z

(X2 4), —J7. Protein-free blocking buffer
FRWS L. 450nm (231 2 WL IR ME
TREL T (M24), ZNHORBRLY
AWF5E TlX Protein-free blocking buffer %
Blocking A3 &L LT+ 52L& L7z, &
IR I e > R SN/ = F b o s APSE /IR N
MEEN, EZOEAREITMEICL > TKRE
SHERD, W->T, 2 /)37EMD Blocking
AEEIX, B MEZ 1 kAL LTHWD
ELISA IZi3#i S e &B 2 Hivd,

BERROMES

MR L E R B IgG L7 LV —L&
D BR 2 3T 2 72 12T MR TP AL B
B 1gG 2 BT HMLEND D, AWFFETIE
IgG E&EIZOWT, O 2 kAL LTHY
5HE ) 7 a—F it b IgG HLik-HRP (7
bEWYL A F—F) EfiRIZBW T, $T

EK13FHT0IZHEAE L TWD HRP O 514K
ZH 522 L, HRP O 7 F VD b AL
YIERFRR IgG B2FHET L, @ fHE b
IgG #EAF AL AL T AT EYa—
L plate I[ZfEASED Z LKV MEREZE
L, ALFERRRD 1gG ZEET D, D 2
FUZOWTRRET LT,

®/ 7u—F gk b IgG Hiik-HRP &
RIZHOWT, IgG O BT 15 T THY
HRP O+ &3 4 T THDH, - 7T,
SDS-PAGE |2 L W iyF&%& kDD &, fulkL
HRP OE/NARE D, £, 1gG 1TELT
D LWREE (78K 25,0000 L EHES (TR
# 50,000) (Z/iv TSNS 72D, HUR
& HRP DENDRIENEGZH IR D EEZD
nos,

Mouse monoclonal H2 anti-Human IgG Fec

(HRP) (t bk IgG @ Fe 69 5E / 7 1
—J VPR, Abcam ab99765) % SDS-PAGE
TUWKB) LT & 2 A T X —FRkD A RBGRD B
72, 250kDa # i 2. 5 @ RO/ Fhlat s
iz (¥25), £/, HERZ L2, HRP &[dH
CoafEor Ppftisn (K2 5), fulkn
5 HRP Nl L TV 5 Z EDVRIBRE LTz, (o
T, 2WRPUEDOHUR 1 3 FH72 0 ITHEE L TV
% HRP O3 FEOREITITE LR o1,

Human IgG Whole Molecule Control

(Thermo 31154, Lot No. QE2023531) #
Biotin Labeling Kit-NHs # HH\ T E 4 F 1k
L7z, ZOEEDOIRIT T3% ThoTc, T2
TIER L7- 4T 1t human IgG % 1fg/mL
M5 10pg/mL OREEEICHFR L, ANLVF T
BV a— M L— MG S e E, 2 kL
i (£ 7mv—F 4k b IgG Hiik-HRP &
fiifR) TR L7, IREEKAFRYIZ 450nm (T3
TJAWRNED EHBNED LI, FFIT,
100pg/mL 7% 3ng/mL DR EEHEIFHIZIBUVT
X IgG B & 450nm (281 2 W & oIz
ERRIEDTRD Bz (R2=0.9966) (K2 6),
o T, B FAbE b IgG ZRERICAV
HEL B MLEF IgG DERTE, £/2, B
HIBSYEIE 0.1ng/mL TH D Z ERHL MM E
ALY

VI bX v, ELISA 1Tk A EESMENIEL
To7= . tE AR T E 10 4, B
H—FR 10 4125\ T, ik b wE
IgG OREZIT > 712,
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b MiEPHIAL LT AT B R-1gG OFE &
HSA peptide Lys1 & HSA peptide Lys2 %
A MV F RTEY L a— b plate [Z[EE L.
RIVAT VT R EROG ST, 18 i AT AE T
S 10 4, BIRER—RAER 10 4 ol
HHHARL LT LT B R-HSA peptide Lysl
Pk E iR v A7 05 & K-HSA peptide
Lys2 ilkz g E Lc, MEROAZIRENIZ
INEDRERZHDTD, B MLIEIL 100 £57
WLUTHEICHET 2 & & L,
PLR/V LT VT & R-HSA peptide Lysl $tT
K, LAV LT VT & R-HSA peptide Lys2 T
I, —RER E TG EE W G b S
iz (X2 7), —MERE T EE O MG
PRV AT VT B R-HSA peptide Lys $TiK
DEEEZ T D & LAV LT VT e R
-HSA peptide Lys1 HiUik, HiA/L A7 078 R
-HSA peptide Lys2 HUiAILIC, 1TEV T @F D F
LG OFUER RN L VMERICH 572 (K 2
7)) LU, AEEFEON )T, K
KIZBIT HPEEOIX S D NIEFITRKE N
7D Th2n (F2), BIKZ LICHIEM & &R
EINLELNDT LA =IO, B A R
WToUENDLTHADH, £lo, FLVLT IV
7 b R-HSA peptide Lysl Hiik &bk a7
L7 & R-HSA peptide Lys2 HifkD&EIZEIL
T HiA A AT AT E R-HSA peptide Lys1 5t
RO ENZUVMEIANICH > 722 (K2 7, &
1), #iAL AT T & R-HSA peptide Lys1
PUAD B SN D MRIZHLA VAT VT e R
-HSA peptide Lys2 #iffZzHLTNHZ & H
%< (1), 2 HEOXTF REEHL, H
EME i+ 52 ik THED
validation 179 Z & TE H0vb LRV,

b b g R 7 2 OVER-1eG O

RV LT VT b REURRIE OES & R,
HSA peptide Lys1 & HSA peptide Lys2 % X
ML 7 R T EY L a— b plate IZEE(L L. HE
KT ZVAE & OGS ST, f& i A 13557 )
10 4, BRERRER 10 4 o mig it
ok 7 # VEE-HSA peptide Lysl Hifk & Hide
K7 % ViE-HSA peptide Lys2 $iik% & L
7o o EAROBNRENICIE HFEREGDH T
B, b MILJEIE 1,000 fEAR L CRIEICHET 2
NP O

Pri K 7 # Vig-HSA peptide Lys1 Huik, $it
ek 7 2 L F-HSA peptide Lys2 frikdkiz, —
e B & T8 5728 5 o Mg 7~ G S i

7= (M2 8), THJjrE#Eolig K> »

JUIE-HSA peptide Lysl PiiA &1L —MRERD

FTREHE L THEILSZ o2 (K2 8), #i
ek 7 X VIE-HSA peptide Lys2 HiiA &z

W, LG & —xFROBM TAER

2T oot (K2 8), Eio, HlEK

7 X )VEE-HSA peptide Lysl HiiA & HrigK >

X )VIEE-HSA peptide Lys2 HUAD ik # difh
MNEZLRT D &, PiLlKT ¥ VER-HSA
peptide Lys1 HUiAE D 538D TH UG RN

HBohnl (M2 8), - T, MiFHHLiEK>

X )VIE-HSA peptide Lys1 i & D 573, MK

7 ZOVIBIGREE & KV BT R T AREE B 2

bbb, 1LV, FLLTALTE ROEE L

U<, Pk~ # L iE-HSA peptide Lys $1t
REORIKE DO/NT DENRKEDST E- T,
HEIK 7 ZNBRIZ DN T RIR T & OfEBIDOFF

MNEELR->TLBHTHAD,

PLEXY ., U4 HSA S ~TF R &
EFEWE L O IMEZHR & L THWE
ELISA 2LV b MG O WE 1gG % .
MRS 0.1ng/mL &\ 9 e8I @ E CE
BTN TET,

5. b bEH LW E R AR IgG &L T L

VX — & OFHEY

e ] VAT AR T35 @ 10 4, BEVE & IR —A%
FR 104 IOV TEMEORZL LU MM
BEHOILFEWE 1gG &4 £ 2 1R LT, 1
FABE OFITIT A LT D ERE e 7 &
DT VX —ERIELT-3ANEGEENTED .,
ZD3L4IEEWIME T AL AT LT B R-HSA
peptide Lys Piff, BiTHEK 7 Z LEE-HSA
peptide Lys 2 %2/~ LT 5,

6. (LFWELORISIZEDVATAVEH

HSA 853~ 7 F RO fEf

FRO X RNV LET VT B RO T Z
VIR & WS Te VIR = AL S & HSA 45
7T R EOMIMRICKT 5 IgG e MR
IIZTFE L, EHIT, 2D X ) R v e i
1) IgG 13— R & kel U CHRIE T35 @
DOMIFEFIZE L R EIND Z &b, LR CHE
N7 L 7= HSA #3453 _27F K% 7= ELISA I
(b7 'E ORI ILEHI-> L P E T L v
— BN TE S Ly, — 5T, &
EMEZ R E O FIIE, U v DAk T
R BERRNRENET IO LH D, T
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UIVEEA TV (MA) A X 7 U JLVEEA T L

(MMA) X7 7 U NAEHESST 7 U VIR DR
BEe UCEEMIZIRK AN TnWbd —F &
JERAEMER KB R B 2 /R T 7 LV X —iF %
WETHDH, AX T VINERATINT 7 ) ViR
AFIVH KT Z VROV LT VT B R
Rk N7 T & L CTERNERENES LT
WO THIRMZRBLTH EBEZbNDH, A XY
YIVER A F N7 7 U VER A F L DIER & 73
A7 2 BRIV AT A ToHDH (Bohme at al.,
2009), =2 T, VAT A vE&A HSA fHim
TFRERHW, TZVNBAF LA X 7 U v
fe A F Uk T S HutRZ T & 5 ELISA @
TGS 2 i AT,

HSA (ZZ D517z 35 OV AT A 5%
EEHFL WD, 2055 17 % 34 8135
FRHNTANLVT 4 REEE L., HSA OEEZE
iz KRELSFHG LTS, —J7, Cys34 OFH
INFF— )V EEN T U —DIRETIEEL TV D,
e~ T, BE%R, AERNICEVIAENT=T 27D
IR A TS A L 7 Y VR A F Vs HSA & X
s L TWADTHIVL, ISELIE Cysd4 73
KA TS, £Z T, Cysd4 =51 HSA I
DT T Ragkit L (HSA Peptide Cys34) .
T UVNBEAT IV, AZ T JIERAF V& R
SH¥t%k, T4 —/VE% Ellman iEIC X 0 HIE
L7,

HSA Peptide Cys34 % DMSO OfF/E R T
AFaxX— THE XTTFRCEENDLT
F—VIFA v F 2 _— MR bR
7= (K29) , #->7T, HSA Peptide Cys34
TEEERL,. BE L IED R ALVT ¢ ik
ABDORIC L  FA—NVIEERI LEZ BN
%o HSA Peptide Cys34 & 7 7 U Lfig A F )L &
EREL.AFaX—= TDHE, FA—1LD
I/ 1L HSA Peptide Cys34 @ H #hfig{l &
L TRESHKRLE (K29) . - T,
7 2 U LR A F/L1% HSA Peptide Cys34 O F
F—NELE LTS EEXLND, —T7,
HSA Peptide Cys34 & A% 7 UNLfig A F L b
FIRAELA VFaX— kK LT-E A BFEKLE
W72 F A — NV FEDOPNTFRD BTN, E D
DHEEITREREOZNERESEDL RN
o7 (M2 9) ., AEDOFEENS, 727 ULl
AFNDF A —AZKT 5 ROSPEXIER 128
W5, A X 7 U IVER A T )LD Z i3 i AR
WEBZBND, o T s~ 7"F K ELISA
ERET LA, T VLR AF L E HSA
Peptide Cys34 & OffIEZFIRE LCTHEM

THIEIIRHETHDLIN A X T VILEEA TV
& HSA Peptide Cys34 & Ok % %< 155
T LW EAVURE S LT,

Wiz, MALDI-TOF MS (12X v, _XFFFK
CALEE DOMIMEDO B EZRETDHZ &
X0 AEFEWE DY AT A I KIT DK
I DHETE %7 7=, HSA Peptide Cys34 &%
DT 7 VNFEAF ASTINED MS A7 kL%
b5 &, 77 U IVEEA T A IIRIZEB N T
IIREIRD B — 7 NRIFZRIZHER L. o1
BN 8GN LB EE AR — 7 N HEL L
72 (K30) ., 7ZVIBAF I AT A
BHRFPTFA— NV ERISE L, T A= —T VAR
T5HLEZ2ZH515 (Bohmeetal., 2009) , =
®D & =, HSA Peptide Cys34 D4y 1 &l 86
N4 5, > T, HSA Peptide Cys34 ILLA
TORIKERATT 7 VVEEA TV &S LT
WhHEZEZ LD,

O

\\\)LO/
0
R o~

HSA Peptide Cys34 &
T 7 VR A T & OHEE R ST

+ R-SH

HSA Peptide Cys34 & ZD A & 7 U )L A
FIATIED MS A7 ML & T 5 & |
A BT U IEE A F AR B TIEARE A
KO —27 MEIEFE->TWI=—F, HFEN
100 #8n L7 @i/ h S e e — 7 B L7

(31), AZ T VUNBATNLET 7 U)VER
AFNETRRR, VAT A VERERT AL E K
L, TAZ—TNVEERTHEEZDBN

(Boshme et al.,, 2009) . Z® & %, HSA
Peptide Cys34 D4y f-&Ii% 100 ¥4 25, ¢
ST, KLEIFDBRWb DD, 77 ULEEAT
NWERRRD A= ALTAZ 7 YIVEEA T L
MWUATA LV ERERTDHEZZLND,
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HSA Peptide Cys34 &
A BT VIR AT & OHEE ST

PLEXY, 77 UNEAT IV, AX T Y )LER
AFNEBICTFAT—T NV ESN LTV AT A
VIR EEMTOIEEZOND, LL,
Ellman {JBIC K B F A — VEBEOFER LY, 7
7 U NVEEAFVAISOSER &L AX 7 U VEE
A F I HA > 72, MALDI-TOF MS H|EIZ
B HOREMKEOE—7 OE S5 b REEED
HERNTE D, TZT, 77 VABAFLL
HSA Peptide Cys34 & OfHIMEEZFIR E LT
ELISA #4175 Z & & LTz,

7. VATAVEHHSAG ST F RET Y
VLA TV L O IMEREZBUR & L7-. ELISA
2 X2t b b E R A 1gG O E &

7 7 U Vg A Fvix HSA Peptide Cys34 &
30 NSRS LIRIEFT R TOF A — L%
Efid2 (M29) ., 22T, 727 INLBATF
k30 s &7 HSA Peptide Cys34
ZARLT F7EY L a— b plate ICHEA S
H TR 4 1CHE U 72 B K 0 L1000 %,
100 fZizA R L7 e by % v ELISA %
1To7=, L L., —BRERMBIEKR, T8H58E KR
K& H1Z 450nm (233 1F D W JE D B R 138152
7o 7- (data not shown) . fiE~- T,
b hfiEFICIE, 727 U ILEE A FL-HSA
Peptide Cys34 Zilikd % IgG I1IE T
R, BOHNE, FIELTEE LTH ISMET
borEtEZLND,

8. 7T AIV ADTFEEH WV MEEH
HSA- bW B A A HH DR A & kL i ik H
b E e~ — 1 — DR
AERNIZER D IAFE AL E L, HSA <
~NEITavey, TIF, Fa—T Vol
5 A VA= WX ) L0 N 35 AP R 1Y
LR, ZOME ALFWET LLF—)
WIET H EFZ 2 HLDH (Day et al. 1996;

Lange et al. 1999; Wisnewski et al. 2000;
Hettick adn Siegel 2011), it~ T, IMEHIz
B LW EMIMEZ R 5 Z LA TX
AU ACEWE 7 D~ — 1 — 2 W IR IG
HTEoahb iz, ZOXIRBERDT,
—EKEHEBR LIS L2404 T
F—hFEFEH LT HEEOME L %7 m
T A I AOFETHNT L, @& OmigH o
H Ry AL E IR ORI E B L,
S5, FEEOMGH CHERT 5% 0B
bIRRE L LT ERE~— I —L L TD
AREEE AT D 2 R HIE LT,

FVT 2404 YT 2 —FERYH-
TWAHHBHEOMmE & —HFEER (hr=>r
2,4 VA VT F— MERDRW) OMiEE
“IRTESRKENICREM L, CBB 15 L HE
BOARy bRgROLNZ (K3 2) , ARy
FEEIDEY, FY T UTHE LT,
AXIMA QIT plus MALDI-TOF MS % T
B URTEDREERRTZEZA KL 6HD
ARy F3WHSATHD Z ENHLNE RS
77 (K33, 34), ARy b+ 3OFEAFEICITE
Bz N"I7EBPEELTEY, ZhblX
HSA OEfitkch 2 L5265, BED
WILEBLZIKETIEAR Y FOSBENEL |
CBB 4t Th 5 7= O R iKW, 75
T NP ERWTOMEREY BT, S 612, ®
Seyua |z kv & EE A2 I C. HSA Ofbem'E
RO BfEZ Hig L=\, HSA (24 51k
B OFEA L, B IO FEE DT/ EEAH
LN DE, INBHIC T — AL
ELISA Z{Efl-4 2% Z LN A[REL 720 . (LW
HRBOBRHENSSIZEE Y ALWET
LV — L OB#EIZOWNWT LY @E R ERD
BB TX %,

ZIRJCESRKENORE R S REE L < B
72 HSA LA D 3 >D ARy MIHOWT, ¥
NIEDORIEZRAT, ARy N 2 DX LN
JEIXRIETCTE 2o T=, ARy b1 DX
URIBIXTRIRTaT A v AL ARy
2 DX NTET o 1-FMRE 2 X7 E L)
ETX7- (M35, 36), TRYUKRFusA
VAT IRV 2404 YT R — RMELY
WNFEE BN THEML TEBY | o 1-FEMRE
B URTBEITRD L TWE, TRY R a T A
v AT T, IEEER Y R ETH Y, HDL
DEACZ D T2 OFEE L L CHIRIRAE DY
THEHINTWD, —FH., al-fEtEiEs >R
BITAME, SRR, BdE . D gE, R
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BLRIEMER (Vu~TF, 7a— e d),
JEYUER 72 EIZHE T 2 2 EA TH 0 I
ML TE LR AT ORER S D, £72
1Wtif%5t LINBDR R IE L
T R b ODF'%IJ_ IIARIATH 505, FilEa 1
RN TETF I T ADFENS X N TE
DAL E A IMEZRE L, £72, Fiz ik
~— A= RFEL T AT WE BRERIEORE
M FEWE L T LV X — L OB ORI E
Bk L7200,

D.E%&

WEMET LV —13, 5@ G NIz v
THIRWEIZBRTEIND Z L2k > TRIES
IWE~DREEDE SN D Z & TERE 2
T 5, 10 FREFEIC H B X SMEFWE R T30
WZAEESI, EE, BESCEREIETIE RS
BTHEASNTWSZ Db AW EICE
RL7=7 LK —[EENE R ToX
TR & 70 o T D AL E A~ D ZE 1T
ROBE., BT, BRENFLTHDZ LD, E
wELT, /% i%g@Tv»% MR RE A
T LA —MERR I ENENL D, ARAFZE T,
ﬁ%m%ﬁéﬁm%ﬁ%w@%ﬁﬂ@@ﬁ%
Gie) THY . o, EEWN—RITIA L T
LTCWD (—RERGAEDIC RIS D)
BE L LT, Mm-24-04 VT X
— h KT X EE, RILVLAT VT B RIZER
% CCHENT LT,

BHIRFEHCIY) 72 CIKy T3 TT v THh
D ZNHMCIIRERMEE 7220, L,
RN E ST LS L. my - OfE N2+
HZ Lo THRBERMEZESTHEEZD
NnNa, o T ALFEME OIS E # o8 s g
Z (BBAyE9I) A S g2 1EMEMEEME T L
NFX—DREIVRSLTIERETDH— lf%%
Y AW TIINT T U DN E R EERICE S
W CRICEE R X Ry EEEEEZ 6 o
DFVETHHT LTz, A EL Hvwiz hrx -2 .4
AT R— b, KT ZVEE, RV AT IV
Fb NI TR_RTHAR= NV EEZHE L TWS, B
NAR=NVIRITBEETHY 7 LG
95, - T, HSAH DU I VFEREN D
DAL E DFEH L oo TN DH EEZBD,
EACN HBS% X, (bEWE LGS
7ZHSA L, B FHRICEENDT I /J@ﬂzmﬁz
DLTWBZ ENRMHLNERY ALFEWED
yy%%kﬁmbfwézkﬁ%éﬂko

HSA- bV -24-2 A 27 30— MK,
BEO, HAKT X VEEAIMERITESVKE), CD
x&7kn/itx&7ﬁw®ﬁmﬁﬁﬁén\
BT X DA 2O EIC
Lo To b OO ALFWE ORI iD%L
DT D ENHGMNE otz RV AT IV
T b RIZHOWTH, x24T VT
Fo— hOMEK 7 X OVER L [ERR ORERE T HSA &
Fsd 52 Lt HSA OfiEZbAa 5] i
IFEEBEZLND, IHIT, ZHAHAE A
W= ELISA I L V. b Mg icH HSA- +
IV -24-D A Y T — IR R R
IgG. HT HSA-#E/K 7 & VBRI B 1gG
DR STz, - T, RIZERE. HDHVIE,
RAIERBICIVERNIZERYIAENT br>o
V24T A YT F— NROMEIK T X VEED
ERIT M I E Y SA E 4L, HSA &K Z T
KT D Z LIk o THAEAZRIFL T\ D
EEZLND,

FEBRE L~ C HSAAL W E A INE % 1
BB A U 2RI O B T R
WMo RNwRD Z 2RI L, HEMET T
HSA LAbEWE G SE 5 Z ik 2hs
BN o ~DFIR S D D 2 LN TE
5, LorL, X4 Xv, pH10.8, E/VEE 1
100 T HSA L{b#WE L 2 a3 TH, T
RTOY U FREMETFE & RS Lo
72, Hettick i3, HSA & k1= -24-UA
VT =k E DRI OW T RUSHED E N
U v LA MALDI-TOF MS % HW ClRE
LT3 (Hettick et al. 2012) . ¥ /"7'H
o7 X O pKa lx, FFOT I BRIZE
BXND, FlzIE, HAR—BRL TS aT A Lk
A7 7 X —F PTP1B DOIEVEFOMNIAFET 5
VAT A AL IEIEMET X BRICHENL TV D
72D — 72 AT A > Ll L TR W
pKa % %O (Peters et al. 1998; Rotonda et al.
1996; Winterbourn and Metodiewa 1999) o

ZDOZ LIX BROMBISICEH ST 5 &t
I E NI EOBEFMEIC ﬁ?é%%
PEDJFRRIZ 72> T D, HSA DU o 5%
FEIZOWTH JEHFEZIY FTe T I/ BRa T
T 52 LKV, insilico THSA-{LWE
MED EDY > A ALFWE BRI T 5
NERBLLZENTELI0E LR,

HSA [l FIz 31T 2 AWK ST DX ¥
U7 ThHH, HSA i%%% XL L L5
F LA L THEEZZ(LSEDL Z EhHES
nTCWb, £7-, CD A7 "UZ, Zo3N7
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BONAEEZ L EfEICBETE L2 L

5. HSA ONAAAEEMRIC B SN TE D,
B 7T e T AT 4TI
5T TF o INTI AT TR
EL ERNAN DR L OFESIC X D HSA @
ALY CD AT MV RIZ L0 HIE S
TV % (Mahesha et al. 2006; Pulla Reddy
et al. 1999; Tunc et al. 2013; Zsila 2013), A
WFFEIZ W T, (LFWHE & OIS LY HSA
D CD AT MVITRELSENT D END
(7)., ERLo#HEIT, AOF5EICE 1T 5 HSA-
ML -24-24 VT F— MUK, B X
O K 7 & VR IR D SR E 284 2 58 <
XFRThEEILND,

HSA LAib#E & oKz fiR s Lz
ELISA #1792 ¥4&. HSA % ELISA H plate
IZHEE SEAMERD Y | — KW, o7
FIIBK MR HAEA T plate IZfEA SH 5, L
22 L. HSA-LZFWE AR % B 448 AAEH
T plate |2 A& &7= ELISA T, HIEHs 5
DT ENRRELS AR DERBIEON
otz ZORKE LT, HSALHWE AT
IR D plate ~DFEG OARZENE (B ks 5
m5) NEZOLNT, I T, KWL TIX,
HSA O3 ~~7F Rafgii s LTHERL, %
DT ) Kl AT U TEM LT, A LT
creYa—bplate x 0o &, B FF
-HSA #4537 F REWIZ—ED HF\PET
plate fEAIED MM TE D72, NTUX
DLIRNFERDBTOND & B T2,

Vv oA ERT D HSAM 7T Rit,
RIVAETNT & RROBEAK T X VB E OGS,
VBRI E RSO ZEBH LN E o T, Tz,
FEOGITEHZ X DT ORER, U v o iT A
IR 3T IVENLTEM SN TS D
ERHIDMNE o T, IHIT, —RER. BIE
T35 o1 4 w2 ELISA I LV, &
M IFFICIZARL LT LT B RRRMEK 7 Z L
i & i L7~ HSA Lys413, Lys414, Lys524
BEW Lyss25 EIET 5 IgG BEEN T
D EMgD, 6T, BHE T E Mg
DR LT VT B R-HSAERS 27 F K IgG
BIXOEEK T Z)VEE-HSA 5 ~<7F K IgG
I, —IREROZN L TEho7=22 &
5. ARBFFETIER L=V A7 07 & R-HSA
By 7 F KoMK 7 # VEE-HSA #4527
F RZHUR & LTHWZ ELISA (%, RV AT
T B RROMEK 7 & VRO g ZE R IR 2
WHZEMTEDLEEZLND, AHR IR

PEOT L LB I ERAERENOELONT
BAROBPEAITS Z L2k v, A ELISA D
TR AL & L CoB HMEICOWTIEREIC
MEL7zuv,

BEMELIVEONET LAX—IZET LR
MEERELIEFRNALALAT LT E R-HSA #4552
7T R IgG BILOMEK 7 ¥ )UEE-HSA #55~X
7T R IgG Ex kT 5 &, IgG ERmnv L
GiBFEICB W T RAEZT LV —ZRE L
72008 3 BlERD HiLl=, - T, HILALT IV
T b R-HSA #5577 F K IgG B LUK~
K VEE-HSA #3537 F R IgG &M FWE
T LIV —DFREEIC D 52 v LIV DD,
HBUR SEERAE RICZ L W2 BT DAL CTH
HI)ACEET LXK —% ED X DTk
HIPDEERRTHY, £, HRERLE T TR
YA WA ERTEDA &, Creactive
protein 72 £, B4 RIEEEIC LD T L LX—%
ZWr L. MEFHR/LLT LT b R-HSA &5
7T R IgG BILOEK T X )VEE-HSA #57~
7F K IgG & & DAITIZHHR5 Z & NVET
b5,

ARFFE THEEE L 7=~ 7"F | ELISA OF| 513,
Puk (g IgG) ORGSO NTH D
ZETHD, OFV, MFEPR IgG T LK
— & ORABB R, ALFEWE D HSA OFF
BT I R EFEA U CHURELE 2T 5
LW m ABEWENED L ) BT TT LIL
X =2 &IV ES T A=A L L~L
TRTZENTE D, ZDOZ LIiL, HiRERIE
ORFTEEMEE LT, HSA ZiZ U & LizF v U
TN EOERREETT LV —% T
THZLEEARRLETHZD., T LIV —DFRIE
i ~DEZB< Z E R WIFF SN D,

RV LT VT B R-HSA 0~ 7F K IgG
BXOMEK T Z L fg-HSA 5 _7F K 1gG
NEe MJEH CHRE SN, 72 U AR A
F - HSA S5~ 7 F R IgG 1Tt MMuiEHic
M &N otc, 77 UABAF I, F4
T—7 /e L THSAH T F REFEATD
ZEEHLMILTWD D, FURDOIERIZH
BIL7RV, T 7 U ILER A FL-HSA #3557 F
R IgG iF & hlyEHIcmt S h - 7R
LT ATT e LTOHEDOFENHHELZER S
N5, bbb, HLR=EWix, Vv
FREA~ORROFEEEZ N L TH /7 E DAL
RREEZ b 25| & 308, 727 VLA FIL
X AT A VEEEN LEREEIT L0 PN
EEET DRI, oA B2 5
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ITBUKMFHEERICEI Y Z X7 E LR A
ER L., &bzl xEdEE2N5,
T 7 U INVERAFITEEERNRB O N D 2

EMBM B NOMFFIC L0 HiREAZ | X i
ZLTWADETThHY, ZoZ kid, 77U
fg A F N L DBKMEHAEAERICL 5% N
7 EREEEE R 5, £, ZNHOHA
1%, HSA #5577 K& /= ELISA DR
RERLTEY ALFMENZ X7 EOREE
DT X ) BEA~DFEE LSO TH T E
DSLANEE 2 2L S E D 551213, HSA #5y
7T R&E AW ELISA 12 X % IgG O Hi%
LV, 2oL RGE1E, HSA a2 v
72 ELISA {79 R&E TH A 9, {LFWEIIE
CCHE MR EHE N GIT DI LD,
ELISA (2 X 210 E OMgER R a ., 7 v
X —ZWNZEHETHA I,

BEMNET LA —EBO O DIZ I
INPUR D IEHE 7272 W N BB C o 5, IEMEZR T2
D= DT FE THRAEO NI RRIECIE R DL
T EECREE R 72 K O 722 BB Th
5. B20%T LLX—MEniEbns L) Th
NWIETHEZEITH Z LI DN, T LV X —MER
JERDOZM TR BITONTWDEDNR Ny FF
A RNTHD, THREDOT VILAE il
BRI S8, 7 U —n & AL S8, 4L
BEEZE & o T R PT RS 05 2 B VUG &
WO HIEIZR Do A XU ADHEMEER T A R
FTAUTIE, RNy FT A NORKE L RFREMN
70~80% & SNTHKY ., /Ny TF T A NI
FFER DIRRRE AT O BRICMEATH 5 & f
WrEinCTunad, — TRy FT X MILLEIE
AbiEfM SN TR0 | HARREREREA S
KW ITA RTA L TIIRNyFTARMNIED,
SR E SO B AL TR RO & AR
CAHZERHY  FIITENREILECAEN
Jo, WHRAETERRT D Z ENH 1 | SRIEIEWE X
Ny FTANMIEOFTRBEEZEZSTZ L
NdbdEENTWD, Lo TiEm~DFHIZE
Wr EoFIEENEEMEE BRI D EHETEI D
BARICORLNMERHTERVWE SR TS Z
LR HOLWVIOFHAIRE (v F=yr %
1 B 15mg L ERONRL WD EFR L)
WL TRy FT AR TE RN Y
fEEIC CE DML ITF AR, E- T, LV
BERT LILX —ZWiEOMEN BT\ 5,

T LIV X — MR — R RIS
PFH R TH D T o Ao 2 E I
L72BIER D7 LV —FOi (IVERLD) & Ein T

W5, [ELMERLT LLX—PEE T IgE
A UTZANREARL (TAY) & STV 05T
I IgG DG L7CBERET LLX—0HE b
HVALFWEICER L7727 LV XF—EEDF
ARSI RN 20 IR B I3 L F
B IgG LEERXREDODEELZRLTED
(Kawamoto et al. 2015) . IgG HALFWET
LAFX—DRIEICRVEDL EE 2 b5, 1gG
FURITMF IR O ZAFELRE T T Y
2IROK 80% &= 55—, IgE OZiix
0.001%LL T & R & L 2MFAE L72 W, 56> T,
IgG MEEWET LAX—OFEIZRVED
EDOMBNERT T IgG 2 ¥4 —7 v F&T
LW O NGBICT LALF—2 BRI TX D
Z DI SN D BUE T HRPEDHURIT S
LR R IgE ik &2 Ml E 3 5 RAST
( radioallergosorbent test ) <> ELFA
(Enzyme-Linked Fluorescence Assay) 7354
ER—ATHEHINTWD 2, HIETE 5805
DLV Fl ALFEWE T LV X — %X
Mg~ 2 22D N THE A7 ARREL S 22, S B 1T,
INHOHE I AL WENRE ER&ETE 2
VW, F72. FRRA 1gG HFURORIEIZ OV T
BWHIRFF R 1gG P EMThbiIL T\ 5
NEDOHRMEICOWTITERDL H D,

AW TlE, HSA #p~_7F RZHW\=
ELISA (2 X 0, ik Ob=WE Fr2n 1gG
DEBITKI) LTz, & v 37 8 LAEE
EpiR e U EIARZHE L T D
WLV WD BICHFET 55 (Bernstein
et al. 1982; Nielsen et al. 1988; Pakarinen et
al. 2002; Park et al. 2002) . ¥ 7'F K%
EH L72BlIRICTd 5, 5~ 7 F Rix s o
JBEIZHARTAU RV ITREGTHY . &6
(Z R L7 PUR O L 2 IR ETE H 2 &
M B R T T R e R B HUR DR
HUZH WD BN & 5, F 72 A ELISA (3,
— R 72 ELISA ERI UL, 2Rtk EZ o+
57205 T IgE 72 B4y FHEORE & FTRE T
bo, Filo. MOLFWEFRE IgG O
HLTEXDHTHA D, A ELISA [Tk~ 72 IEIC
I TE B RIEEMEZ RO TNV D,

Lemons 5%, 60G2 &£\ 9H kbt -2.4-
A YT H— MO 2 5UAE . ik o
HSA- b 2-24-U A V¥ 7 F— MEANE
T 570 Y > KA v F ELISA % %
Lizt#wisE L Tuv5 (Lemons et al. 2013)
60G2 1%, x24T A /T X — %
Keyhole Limpet Hemocyanin (KLH) % % %
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V7L LT~V RICHRELTER LT 2
0 —F PR TH Y HSA S MSA, 77 F
KRR N -24-T A VT F— MM
MK 2R3 5 & &35 (Ruwona et al.
2011) . MIEH DO M LT -2,4-T4 VT %
— Mk @ &S 2= DII3FEFICA R
V=)L ThDHEEZ LI, RN ETR S, ML
244 VT F— MIIMROMax & &
TUNAX—LOMEEZELETHZ &b AR
DM E LW UKD 2 —5 > N DR
Nz r-24-4 Y7 %— MIESFTH
0. ZENEHINPURDOEAZRINT 5 135 %
W) Th D Z L0, AR TERUAIMED A
HT Ll 60G2 DM RN BN MLETH A
Vo M 24-TA VT F— MEEE
AV o IgG & IgE i L= @i
IR INBITAFET D, Park B, k=T
V24T A VYT R — Mg REEE, 1 12
Wr D% EYIRIRIC L > ThekE L RWEE, 1T -
WHET L7225 BIEAR 3% SEY) 0 % 5%
L4 AR RO, I : EfELI-EED 3 BRI
AfﬁMﬂwnﬂkbw:y&¢V4yy7
— &2 Ri%T 5 IgG & IgE % ELISA Tl
EL“C%E) (Park et al. 2002) , fEd-& LT,
IgG X T RED F N EL L IgE X O RED 3 E
EWVIOFER A, ZOWETIE. FIES 10
BIREE T H 72O FIEOENDBLETH D &
Mo dn, IgE & IgG & DOIGNTEIR D A
T#ﬁ% (ZHLBRER VY, ARBFZRIZI VT, HSA-b
LWVEINE A 72 ELISA Tl Rk
THHERNNT DX  validation & & 5 DM E
LWZ ERHLMNER ST NS, Bl ELISA
EICky, IgG 1oz T IgE b ERL. Th
SO LRI RETHD EEZOLND,
AW L0 . HSALFE IR DSLAR
S 2T L. LB OfEAEIZ L W, HSA
DIEENEBITDHZ EEHA LN LT, HSA
% iz ELISA Tk, HIERFIc T
IRREL, EREFML I B 2=, Lx
L. HSA #5537 F K& A= ELISA %2 %
g Ccx-, B, HSA OV S Ui A 2
VR 3 ERT R AN L TR =AM
LV EfMEZZTDZENRHLNE T,
HSA {537 F R LA E & ok z H
V7= ELISA (2 ;D b LT R O E
B IgG OERITEEI L, AEN L5 EE
@15%%%?&% Jjwﬂnﬂﬂﬁ%ft%%’%ﬁ’ LILE
— Wi c&E 2t pRm LTz, K
I%BAM\::T%&kmi%Eu%®%E

AT S Z &b ARETHY . £ LFEWE
Fr iy IgE OEEIZ BISH TE 5, ABFZEIE

TE BN BT Ak B R A 5 | ﬂ:
FOET VLR —BEE RS LI TR
WCERVD D,

E.fE#%

AT BT, HSAALZEW B INE DAL
RIS 2 IS EAT L, (B P EI2 L HSA
DOHEEN LT 5 Z L 25T L L%
WV D R 2 ST 5 ICE SR A R L
Toe DIVIR= A TH DRV LT ILT B R
(FA) Lk 7 2 (PA) &, Vo ah
HSA #55_7F F & ORISHER A2 25 I ST
L. 2N bFEWENA I 3 /T I 0%
LT VR ENTDHZ L2 LN
L7ze BT, RIVAT VT REITEKT
2 )L & HSAERA 7 F R & O IRz Hii
ELTHWEZ ELISAICXE D, & MMILEH DR
VAT IVT b REIZITEEK 7 X VBRI
B IgG OERICKTI LTz, 6o T, AF%E
1T TS Lf: HSA #Hp~_7F K& Hwiz
I%BA@ BEICHES < Hriz/efb e
Hmﬁm%¢ BT LLX—BWriE e L
f_,ﬁféﬂf% BRI D D,
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O MNH-
I o)
H,,-C-H,H %
0
]
- N HaM
HKILLTILTER Hk72ILE; "
(FA) (PA)
R1\m. R1. _~ VH—R
C=0 H.N—R —> C<
R2” R27 ~O-
RIGLIE
R1< _NH-R
Y C\
R2- “OH
—_— Rh‘C: N—R
R2”

1. WVR=AVEERTHEEME L & X7 E Y v ok L OIS

ML -2,4-T4 VST F— NROWAK T Z VRO VR =)V, B O O HREFEE
bh, ZUNIE) VU REOHAB LR ERIET D, V@ e -7 2 70 pKa 13 10.5 2D
T, EEMELRIE T E 2D | IAR= AL ORIEIMEET S,
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Anal Biochem (421:706, 2012) &V,
LT PAYL 72— (DI) &
RIGEREN S O ZEEER

N-terminus

Lys413-414

Lys524-525

HSA Peptide Lys]: Biotin- ALLVRYTKKVPQVSTP -COOH
(Lys413. 414)

HSA Peptide Lys2: Biotin-ERQIKKQTALVELV -COOH
(Lys524. 525)

2. HSA U v UBRIEDOSUGHE & HSA#3~7F R O%E

(Hettick et al. 2012 |28 DX %2 — 5Lk Zs)

Hettick 5D HSA DU v R L MDA VT F— k& DRUGHEDIRITRER LV 2 D
G L7 U Y v ik A2 S Te 7 F N HSA-Peptide Lys1 & HSA-Peptide Lys2 &%t L 7=,
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Data: Angi-ACTHI001 B4jc] 1 Dec 2016 21:50 Cal ISHIHARA 1 Dac 2016 2156
Shirnadeu Biobéch Axima O 293 20110624 Mode posite, Mid 750+ Pawer. 50

St ST mvisums 12847 mV) Frofiles 1:224 Unsmoothed

2468 19T2(5T81)

2405 15500 5504]

2488 2189{5258)

1046 S423r5263)
20 1326 67075735
2448 197pHE300]
130 B5Epi0549) 2450, 1B0E1 58]
0 J |
500 1000 1500 2000 2500 3000 3500 4000 4500 5000
mir

Data: Angi-ACTHODO B4fc] 1 Dec 2016 2150 Cal IEHMARA 1 Dec 2014 2155
Shimadey Biotech Axima O 29 3 20110824, Mode poctae, Mid 750+, Power, 90

nt TImisur= 2045 mV] Profiles 1-224 Unsmoasthed

1045542 3{05353)
|

1047 5304415515

1048 5 B34
. 2706343

10204743634

1073 4901

03 1035 1040 1045 1050 1055 10850 1065 10

Diata: Angi-ACTHI001 B4ic] 1 Dec 2016 2150 Cat ISHHARA 1 Dac 2016 2956
Shirmadeu Biobech Axira 0T 2 9.3 20110624; Madé positee, Mid 750+, Power. 50

St ST mvisums 12847 mV) Frofiles 1:224 Unsmoothed

2488 19T2{r5TE1}

2465 1050(r5504)

2480 219905305)

2448197 2{r5390} 2409 21306013
10 24501808{r8158)

2440 2445 2450 2455 2480 24555 241 2475 2480 2485 2400 '

3. MALDI-TOFMS X% v U7 L —3

Angiotensin Il ((M+H)* = 1046.5423) & ACTH Fragment18-39 ((M+H)* =2465.1989) 2LV %
¥ U7 L—3 a9 & Fo7-, EBE:200~5000m/z OFPHD 227 kL d1ErE L OVF B : Angiotensin
II 3 X OYACTH Fragment18-39 @ &°— 27 D@L KX,
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ONo Add
o1:1
@10:1
m100:1

Amino Groups (nmoliug HSA)
© o o o o o o ©
O = N W B O N ®

6.0 8.0 10.8
pH

1 ONo Add
g o1:1
30371 @10:1
9924 @100:1

6.0 8.0 10.8
pH

I

nm

ONo Add
o1:1
3031 @10:1
902 ¢ @100:1

ps

ro

6.0 . 8.0 . 10.8
pH

4. HSAALFWEMIMRICEEND T IV EHOTEE

HSA & bvxr-24-04 Y 7 x— b (TDD) | K7 2V (PA) | AVLAT LT E R (FA)
RN ST, 73/ A& TNBSIEIC K 0 ER Lz, M. RS, pH 23 3 &4+ (6.0, 8.0,
10.8) . HSA LA{b#E O /VELD 3 & (1:1, 1:10. 1:100) TH S, PA & FA L. pH 7
WEE ALFHE DR REWVIZET I ERZ L Rbihvd 2 BB 6 E 720 [ TDI X pH10.8,
ELEE 10001 O EEXDOHRT I HEME Lz, Values are the mean + S.E. of 6 separate
experiments.
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SDS-PAGE Native PAGE

1:10 TDI
1:100 TDI
'HSA
1:10 PA
1:100 PA
1:100 TDI

HSA
1:100 PA

HSA

(kDa)

250 =-»
150 =»

100 =
75 =»

50 =»
37 =

5. X N0 BEKKENEIC X D SRS LA OIRHT
HSA & hvx=-24-U4 V7% — 1k (TDD) | BXLO, K7 ZLfE (PA) % pH10.8, HSA
SAbFEWE L oF IV 1010 720 11100 TS S H7-1%. SDS-PAGE (%£[X]) & Native-PAGE
(X)) #4F-7-#%. CBB TYefa L7-, TDI 2o\ Tk, SDS-PAGE |2 & 3455 T EOZE(L It
TERMoTD, 11100 Sl TRIG SETFRO & X7 B OREZELRBD bivlz, PAIZHOWT,
D EITENVHK AL, £, MEELD BV FIICRE LR D L OREREET-,
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250 - 350 nm

HSA-TDI {310k
2
1 7
o% Walte.v.d
A12%0-: N 50

g2

=

L4
) —HSA
-5 —1:10TDI
6 —1:100TDI
-

Wavelength (nm)

Wavelength (nm)

6. CD A~ FMLUVHIEIZ XD HSA k& &S (1)
HSA & hvx=-24-04 V27 x— 1k (TDD | BXLO, HAKZZ g (PA) Z pH10.8, HSA
AT L OV 1010 7213 10100 ThUS S ¥, MUSHEYZ CD 27 FUWIEICHEL
HSA & DMSO DOiEARE A7 bV g Lz, 250~350nm D& O#iPHIZ 3T, HSA-TDI
A & HSA-PA A D /VERAF) 72 A7 M AL Sz o 7=,
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185 - 250 nm

HSA-TDI {510 HSA-PA {3710
04 ! : ! ! : — 0 1 4 —
5185 195 205 215 225\\235 24 _51$5 205 225 245
10 | -10 +
TP 151
()] )
2-20 + $-20 +
E.25 1 55,-25 +
(0]
AT IR ST sk
-35 1 —1:10TDI 35T —1:10PA
-40 + —1:100TDI -40 T —1:100PA
45 - -45 +
Wavelength (nm) Wavelength (nm)

7. CD Z~27 FVHIEIZ X D HSA " IREEE DT (2)

HSA & hvx=-24-04 V75— (TDD) | BXLO, HAKZZLfEE (PA) Z pH10.8, HSA
LALTFEWE & OF V110 7203 1:100 TRIS S 721%, 185nm~250nm (2815 CD A<~ |
NVERIE LT, HSA-TDI AR, HSA-PA AL 12 238nm THOH HILHHAD E— 7 HRMbE
WE OE N AR LTz, 165 T, ALFE ORERTFIIC HSA O ZREEENZL LTV
LHEEBZOLND,
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Ex: 231 nm(M)7h 77 2Rk )

350 ¢

300 +

Fluorescence (RFU)

- HSA
- HSA-TDI
N _  “HSA-PA

250 300 350 400
Emission (nm)

1:100 TDI
1:100 PA

8. HIMAY MAMEIZ XD F R0 ENLIRHEE AL DO IRAT

HSA & Mz -24-24 V7 x— 1k (TDD) | BLO, #AK7 Z L (PA) % pH10.8, HSA
CALFHE & OF VL 10100 TG SH7%, 231nm THbkE L7z & EO®IEAT FLERIE L
7o [, 231nm (X, MY T M7 7 UEREORERE TH D, HSA OFIEART b & il LT,
HSA-TDI /&, HSA-PA fHIMAD AT NI — 7 RV ED DI ERELEMLTEY,

F51Z HSA-PA fPIMAICEBWTEHE ThH o7, > T, TDILPA LOISIC X Y . HSA [IEE %
PALSHETWDZERH LN E ST,
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7x:Cont HSA, pH10.8, &: HSA-TDI, pH10.8

pH10Ct-130001, pH10-170001
Shimadzu Biotech Axima CFRplus 2.7.4.20080328
%lnt. 10mvid4mv
66488.47{r47}
66533.8{r39}
33513.66{r43}
100
2 6838 23(r22}
22315.83{r112}
601193.68{r1343} ! 44598 .82{r85}
L 2295@48(r27} Bk 0or11) 617194883
40 h :
20
54485.35{r3076}
0
10000 20000 30000 40000 50000 60000 70000
Mass/Charge
. = .
7x:Cont HSA, pH10.8, &: HSA-TDI, pH10.8
(#LKE)
pH10Ct-130001, pH10-170001
Shimadzu Biotech Axima CFRplus 2.7.4.20080328
%oint 1.0mV 1.4 mV
66488.47{r47}
66533.08{r3o}
"y L_I
66418 Qo 167286.91(r32}
o 66186.06 29} ‘ ,72{.-23}
| Iv 47444 28(125)
80 66024.014r21 ﬁﬂ ! NMV 68389.23(r22}
h}l V vln N ' f 8HL3.97{r17}
80 65368.83{111 66147.53{(127} j IU KM
M | A i\ml\wm
N 05754 i?{ﬂ@‘éw M'AV“M 2lc]
: = ;
20 / MNU\"\%‘ M""'\“‘WMM
.ftxf\\fU\Nﬁ W
G L,
65000 65500 66000 BE500 67000 67500 68000 68500
Mass/Charge

9. AXIMA-CFR-plus-MALDI-TOF/MS (Z & 5 HSA-{L =W EfINIMED 575 1 &P E D

Al I

HSA & hvx=-24-4 V73— (TDI) % pH10.8, HSA LA{b#W/E & »E /L E 1:100 T

i S B 714

~ hU w7 ZAEEA L, AXIMA-CFR-plus-MALDI-TOF/MS (2L Y MS A7 kL

ZHE L7 (B R0, T 5K, HSA 0%y F& (66kDa) (Tiict— 27 2336 b Db

To— K&

D, EMERDFEOIEIIZIEL R - T,
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Calibration: Apomyoglobin (16952Da, Ave)

Data: CAL-H30001.H3[c] 4 Feb 2015 11:15 Cal: tof 9 Oct 2013 14:45
Shimadzu Biotech Axima CFRplus 2.7.4.20080328: Mode Linear, Power: 50, P.Ext. @ 25000 (bin 145)
%Int. 3.3 mV[sum= 1183 mV] Profiles 1-356 Smooth Gauss 20 -Baseline 60
16934.49{r1472}
100
90
80
70
60
50 16970.38{r784}
40 16955.83{r507)
30
2, 9972.03{r2848}
10 33914.94{r481}
0 - ooty < s
10000 20000 30000 40000 50000
Mass/Charge

56652. GO{r‘I 81 7}

7381 £ 06{

Calibration: Apomyoglobin (16952Da, Ave)

(HLKE)

Data: CAL-H30001.H3[c] 4 Feb 2015 11:15 Cal: tof 9 Oct 2013 14:45
Shimadzu Biotech Axima CFRplus 2.7.4.20080328: Mode Linear, Power: 50, P.Ext. @ 25000 (bin 145)

%Int 3.3 mV[sum= 1183 mV] Profiles 1-356 Smooth Gauss 20 -Baseline 60
16934.49{r1472}
100
9%
80
70
60
50 6970.38(r784}
40 Tb 5 asfﬁm}
5 e &bl 17159,39&579}
5 / f mzﬁm f J\ ﬂ\724o 57(r1000}
16862. 59{r2569 Ao W iy ! W ﬂ m fﬁ\} Wi
10 16728.02{r676} E
4 ﬂ/—\f\_\f}'\/\/\d\/\ﬂ/\f\}v’\f\f\} \\P\J \,
16700 16800 16900 17000 17100 17200 17300 1lck
Mass/Charge
X1 0. AXIMA-CFR-plus-MALDI-TOF/MS O v U 7 L— 3 > : 3 fiREE DHER

THRIAZubv oz~ b v 7 XAEEAL, AXIMA-CFR-plus-MALDI-TOF/MS (2 XY MS A7
MLERAG LT, ERICY v =7 e —2 08 1 ABIZE S, AXIMA-CFR-plus-MALDI-TOF/MS (2T

DFBREICRD AT MR ELND T & AR LT,
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# 1. ALFWEO HSA (T4 21EH

TDI PA FA
TNBS T3/ EER 7=/ EER 7/ BB
SDS-PAGE mEENY AFEEM (Fm) N.D.
Native-PAGE KENEIEM KENEIEM N.D.
CD a~NY P RFL? o~ vy XEL? ND.
Fluorescence MABEEE MBS E L N.D.
MALDI-TOF CFR BHEEINT BEEINAT N.D.

N.D.: Not determined

X 2~7 THLNERERE L THEO HSA LEFWHE L ORUGIZ X D2MEZEIZ OV TR LT,
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Dot Blot ELISA

BADGE PA o1
B HeGhiLtk s _ . | 3|~ |
i /

AEARHOMA

SR Y % e E [ E T I
LR —HSAR I ISH A -l *‘c + substrate

13ﬁ+1ﬁw+1#rﬂk1
‘EQMNMW «Wf{5§§

=kotLa—zRiE . t@ai‘lf“: L X ‘/ ' :'}.l
000000 ) @
SO COOOTAe0

KEBROLLFMENGZ HRaRFe—EICPIED]LE
— &R LoJAE RERICFLIEEDJHE

X1 1. Dot Blot & ELISA ® ki

Dot Blot (Z=turkLa—2A X7 LWL PVDF X7 L UAZHIREZ ART 4 757280,
—EICEEFE O E T DR ERETE 208, REHETZTOA T L U2 HEET 20 ERH D |
ZRARDINTIZIZ M D72\, 72, AT LU ~DOHROREEZERETEX W D, FUEOHEHE
BIIARARETH D, — ., ELISA L, ZRMIEDOSHTIZE L TEY, 96well plate X° 384well plate 72 &
% plate |12 X > CTRIFFZOHT CTE DMEENZ L5, L, EEEO(LFWE #%®Hﬁ@m
IZOWTIE, FRETH 2D EIENEME L 70D, MEREIERT 52 L2k - T, (LFWEHEE E
HTZELARETH D,
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1. EFMETIL2Z3-
{EFMaEnEotEs

{IhniF% plate ICEES
(BRak 40 1ER)

E ~his% & ho
125k 2 /Rin 7z Fho
® (FHAiE)

2

h

96 well plate

-

HSA: Human Serum Albumin
PA: Phthalic Anhydride
HRP: Horseradish Peroxidase

1 2. HSA-LFWEFMAZGUR & L7z ELISA O

HSA LALSWE 2 OGS S T721% . HSA-LZEWE A INEZ 96well plate (ZBUKIEF AR THE G S8
%, b MEZ 1 kLA, HRP 256 St b IgG fifk % 2 kiiik L L. HRP OIEE 2 VT
TR KO E R R 1gG 2t 5,
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1:100 TDI
1:100 PA

(ng/mL) E

ey
ITE
< g
N
2

TEIY—F

BAHEEER

30000000 -

mCont
25000000 + =TDI 100:1
= PA 100:1 .
& 20000000
[o}]
Q
c
& 15000000 +
o
[0]
£ 10000000 + z
£
=
— 5000000 + {
0 i
> N Q QO O
¥ \@’ NS F
S

Q-

MaxiSorp® flat-bottom 96 well plate (White, Nunc )
Anti-HSA, HRP conjugate
SuperSignal ELISA Femto Substrate

IgGHiH.
WA /BAERACORET 600~ 650ng/cm® T;T_;ffﬁ)lfgi B 3”,’;;:4J pH>pl
PHFEMMHES B, 196 ?o%um R feedlohl (B B/ TP —)

AL F R

1 3. HSA-LEWEAINAD ELISA 7' L— b ~Df5i&

(—¥#B. Thermo Scientific - HP X v #¥y)

HSA & hvx=-24-04 V7% — b (TDD) | BXLO, A7 Z P (PA) % pH10.8, HSA
EALTFEE & OV 11100 TG S 72t%, RIGEY %~ %> Y —7 96well plate (F£4) (ZH
U7, HRP Z#5& S87-50 HSA HiikZ FV T well IZH5A L7= HSA 1 L. HSA, HSA-TDI
A, HSA-PA AN well ~DIRIIEAKAFIIIC well EHIZHEST 5 2 & 2R LT,
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OD 450
o =
o O = ;N
1% BSA |

i :
) c o — =
= — — o L =
o 9 E e 0
= - £ L 08 o
= = D xE
= 0 28Sn 8%
) o ° ~N
m L

14. ELISAIZRBIFATL— D7 0 v 7O

ELISA #1772 9125720, 5 O T vy X IHIONy 7 757 RERIE LT, HSA % plate
\Z[EE L7, 10pM Biotin, Skim milk, 1% BSA. Protein-Free Blocking Buffer, EzBlock Chemi
TNENTT my X7 Ltk 10 FEEOMBE (B Mg Z26H L, ELISA 21772 -7, LR/ 7
71310 HEORKOFTEH - & b @0y 7 V&R LiciiED 0D450 fE% 7~ LT\ %, Skim milk
X BSA LW XU RTEROT e X THNCLY RIRICK S TEANY I 7T RB ERTS
DTN D,
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No. 7 No. 19

HSA-TDI
HSA-PA
HSA-TDI
HSA-PA

< <

n n

e T
No Add No Add
1/100,000 1/100,000
1/10,000 1/10,000
1/1,000 1/1,000

MaxiSorp® flat-bottom 96 well plate (VWhite, Nunc )

Blocking: 3% skim milk

15t Ab: human serum (in Can Get Signal 1)

2" Ab: Anti-human IgG, HRP conjugate (in Can Get Signal 2)
SuperSignal ELISA Femto Substrate

1 5. ELISAICBITS bt MEFRREOME,

HSA & hvx=2-24-2 A4 Y7 %— K (TDD) . BXLO, ®AK7 X LlE (PA) % pH10.8, HSA
CALFEWHE L OV 10100 TROG SET2&, ROSEWZ~ XY —7 96well plate (F{2) (2R
M7z, 2 FFEOMBIK (B MLJE) I2OWTHREEZE 2T ELISA 217\, &K 1 btk s L
TOFRRERG LTz, Fie s 7T ANELNFmIRELE LT, AREE 1/10,000 & HE L1z,

—191—



S1RRFORNEME
HSAEFMEMIINFAEN SFEFHSAOEZSIERE

150 T 20.0 -

100 + . 15.0 4
% 50 + g “ém.o

b -
< - e <
2] * e . . . 2 2]
o 0o —_— i D501 . e ¢
. 20 40 60 80 o £
L
50 1+ 0.0 —
20 40 60 80
-100 + 5.0 -
Sample No 2 Sample No

1 6. ELISA I X % 972 ik o L E=E sk oz (1)

HSA & bz -24-4 V73— (TDD) | BLO, #K7 Z L (PA) % pH10.8. HSA
CAbFEME EOE L 11100 TGS B2, v %Y —7 96 well plate I[ZfEA S H 7z,
Protein-Free Blocking Buffer # " C7 2 v ¥ 7 L7k, & hMijE%E 1 kPR, HRP 255 S H7-
fie b IgG Pk 2 kbifk & LT T ELISA #1772 - 7=, HSA-{L 2B iAo OD450 7> 5 HSA
FA&id OD450 27 L5 &, ELISA Score & LT/ 7 7|\2& L=, Bt 81 Mikoy o 7 L& 5%

T
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PA 207 - 1st
» 2nd
15 + g B e
qJ o L L - ® :
5 10 _ ® - .
O ® °
00 LA - L] . ™
% 5 2 = %o - g ™ y ® ° ° e ® ':
: 5 T ® :. % - 5 e »* .c = ®
m SN PigY ey Y, s m W ege 8T
e 3 - ° ., =  § " & = : N : : 3 .o.
0 _,°"°'",._:_ : - v...A..°.° f°°°. .°. e ig . : i ?o
(0] 20 40 “ 60 80
-5 4
Sample No

1 7. ELISA |2 X % %@+ ik o wmabiikofle (2)

HSA LKk~ Z Vg (PA) % pH10.8, HSA SA{bEWE & O/ 1:100 TRISSE-%, <
XV —7 96 well plate (Z#5 A & ¥ 72, Protein-Free Blocking Buffer # i\ C7' 2 v % 7 L7,
b hfiEZ 1 kA HRP ZfEA S8 728t b 1gG Hifk% 2 itk & L THWT ELISA 21772 57,
HSA-{L2EE A A D OD450 76 HSA RIERiD OD450 25| %, ELISA Score & LT/ 7 7I2F L
Too MNLL72 2 EORITORERZ 7T 7R LT,
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D EAF&EIMUE, HSAUZ L BEERUA2TFRE
akl. RARLZRTEZCRAEIEZ2L—HCES

@ 2L—KIC FA F1E13 PA &3000. Z3Rintk
]3> TR % (R :

3 b kmiE% 1Rink. ek lo6 mFe
2/RNFICAIT ELISA #2175

@ RZ2FROKDUICEATF =M

257&S B
MR MAOHEEE RES HIENTE, S
h, RELEERNESND RRLZPTLY - EiEl

EATAERNZ2NTPEZ OBBRER(K):
# 1015 mol/ L(E MR SRR &I 380 ))

1 8. HSA /3 ~7"F N & v 7= ELISA OHER%

N Kina 4 F o TR L7 HSA S0 X7 F REGH L, A L7 T eV ZEEL LTz 96 well
plate [ZfE& &8 T ELISA 217729, EAF - LT M7 BV UROREITIARES & RFLE DM
ETHO, o, HSRAF O RXTF REHWD Z L2V, #IiZ plate (2[R —DE MM CTREIEDL Z &
MNTED,
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HH
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T T T

NH, Groups
(nmol/mg peptide)
N W B O

o
1
1

I
XL

—
o
1
1

' ' - I
DMSO |1:100 FA|1:100 PA| DMSO |1:100 FA|1:1OO PA

HSA Peptide Lys1 HSA Peptide Lys2

o

19. FAVLTATE R, HKk7 X NVEEIZED HSA <7 F KDV o RO &

V& H HSA 5 ~7"F K (HSA Peptide Lys1 & HSA Peptide Lys2) & /L A7 V7 & K (FA)
F TR T Z g (PA) ZE/4H 1100 TRISSHE, TNBSTAEICED 7 I 7 a2 EE L, N=4,
B4 o> Bar [3AEERREZ R T,
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020001, 0100001 ., .
Snéhr?na;muauolechAx.ma.CET?iQ 32011062 | Upper: HSA Peptlde Lys1 +FA
I I Lower: HSA Peptide Lys1 + DMSO
24 205186466778}
(12x 2)
2075.9042(16589)
2063.8146((7215)
| | ) i 2007 8440{r7340)
20298302(r11481} 2P0 Brag(r75as) 20788928(0481)
(h. \ | il (M 20eeteTeedry 2110793
o T [t 151 = PN ]
2027 7577{r5834)
80
60
a0
" 2049 7808(16735)
. _ Wy, 2051.9686(r5220) 2071.8181{12552)
2020 2030 2040 2050 2060 2070 2080 2090 2100 2110 2120
miz

2 0. HSA Peptide Lysl & R/L AT LT B R EDMIIAD MS A7 kv
HSA Peptide Lysl ZHR/V A7 VT & K (FA) LRIGEE#, 727 EOHKk%E TNBS L2 LY
LT, RISAER Z MALDI-TOF MS filiEicfi: L, A F®EZ2RE Lz, EEIL FA &L ROSSE 72
HSA Peptide Lys1 @ MS Z~%7 kL, FiBid FA ©f%H v 12 DMSO #4102 72> MS 222 hLTh
Do
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P20001, P90001 -
Shimadau Botech Axima QI 20320110624 | Upper: HSA Peptide Lys2 + FA
Lower: HSA Peptide Lys2 + DMSO
24 1906.7472(r6 147}
|
(1 2 X 2) 1930.7323(16372)
|
| 1918.7210{r6041} [
1928.7615(5151) 1952 782616310
| 1942.7304{16251)
1882 6124(16032 "itppyavezsa || 1950600048751} 1964.7470(r6857)
HI5032) 1898 61836315) | | 1913635146791} ! 1934 7782(r5088) i T
. 1882,6124{6992) JUAA A Y VIR s A SV VU VT A
100 _
80
60
" 1904 6380(16657)
20 ) 1927 5097(r4614)
0 1886,5076{r4955} ) " 1950,5974{r7957}
1870 1880 " 1890 1900 1910 1920 1930 1940 1950 T o60 1970’
miz

2 1. HSAPeptide Lys2 & R/L AT /LT B R EDAMIEAD MS 2227 kL
HSA Peptide Lys2 #5/L A7 V7 B K (FA) ERUSSEE, 73 7 EDOHKE TNBSEIZLD
LT, RISAR % MALDI-TOF MS I @2t L, 0T &ZRE Lo, EEIXFA &GS HE7
HSA Peptide Lys2 ® MS A7 kL, F#bld FA O 0 12 DMSO Mz /=D MS A~ ML Th
Al
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d20001, d60001 .
Shimadzu Biotech Axima QIT 2.9.3.20110624 Upper: HSA Pept|de Lys‘] + PA
%elnt. i T
Lower: HSA Peptide Lys1 + DMSO
2023.049?3[[63?4] 130
| |
I 1
| ‘ 2180 2665(7762)
20500756746) 130 : 2158 1016{7347)
fil i|f 1 . ‘ 2176.2396(1(0231)
| ! 2180 2665(7762) i I
i, T, : e i TR | R |
100 NTIOOON ' PR | TP
2097 9975(16079)
80
60
|
40
2 {| 2050.0220¢7135)
i 1 | |
0 I ) LI !'I..I i . I'I'_I_ it
2020 2040 2080 2080 2100 2120 2140 2160 2180 2140 2160 2180
miz

2 2. HSA Peptide Lys1 & fE/k 7 Z Vg & OfFIMAD MS A7 kv

HSA Peptide Lys1 # /K7 Z Vg (PA) &S SH72%, 72 7 EOWHKE TNBS A1 X D filggd
L7co BOSERMZ MALDI-TOF MS HlEIZfE L, /3 FEZ2E L7z, BT PA & BUS S 72 HSA
Peptide Lys1 ® MS A~ ~L TEIL PA OfLH 0 IZ DMSO # N2 72D MS A7 ML Th D,
F iz, AL 2150m/z (T OIEKRIK 2 7,
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d100001, d140001

Siprseeammanzesone Upper: HSA Peptide Lys2 + PA

1852 79710050) Lower: HSA Peptide Lys2 + DMSO .
I I 2034.9455(17149)
T 130 ,
1904 ?G-ﬂ!iir\}ﬂig] 130 I
| 2012 8982(18284)

1886 6826(r6217) I 1926 T684{5275)
| [}

I 2034.9455(7149)
100] 188273718056} i

a0
80 1904 7T142{6176)
40 1926 T179{16436)
20 1696 68266412} ||
, | It | | 1948 7463(r6882) | il
1880 1900 1920 1940 1960 1980 2000 2020 2040 e

mi 2010 2020 2030 2040

2 3. HSA Peptide Lys2 & /K 7 % )Lig & OFHINKD MS 27 kv
HSA Peptide Lys2 # MKk 7 Z Ll (PA) & OGS E7-1%, 7 X 7 FEOWR%Z TNBS (A2 L 0 fEd
L7co ROSERWZ MALDI-TOF MS HliEIZfilE L, /3 FREZ2E L7c, EEE PA & UG S 72 HSA

Peptide Lys2 ® MS A~7 ~/L FEIL PA OfLH 0 IZ DMSO # N2 72D MS A7 ML Th 5,
7. AL 2030m/z T OHEKIX &7,
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09 +
0.8 +

0.6 + ‘I‘
305 1 T +

o004 + _I_
0.3 +
0.2 +
0-1 | ’_b‘ ’_X—‘
0
@ c = < o] @ c = < o]
s| 3| E |2 |8s | 5| 3| & | 2 |85
= | @ | ¢ wag = [ @ | ¢ Lag
i~ £ 206 x £ 2o
? gzn ? gza
o8 ol
m m
HSA Peptide Lys1 HSA Peptide Lys2

2 4. ELISAIZBIT S 7 1 v & v 7 IOt
ELISA #1772 9 1Cb 7oV A FEOT 0y X TEIONy 7 750w REJE LT, HSA fi5y~<7
F R % plate |Z[EE L7 . 10uM Biotin, 3% Skim milk, 1% BSA. Protein-Free Blocking Buffer
(Pierce) ZNZENTT By X 7 &2 T/0o7, 20 FEOKMA (b MiyE) %M LT ELISA #1772
N, OD450 O ¥ %73, N =20, KH D Bar (3EHERZEZ R,
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o o
(% o % o
= g =T
X T o 0 <X 1T o 0N
< @ © <
= < £ I = < £E I
250kDa H — .
150kDa | == N S e
100kDa - —_——
75kDa | - e - e
50kD —
: U. <— HRP (40kDa)
37kDa -
- —
25kDa | - —,

2 5. HRP &4ipi{k» SDS-PAGE

Mouse monoclonal H2 anti-Human IgG Fec (HRP) (t b IgG @ Fe f@lkickt+5€ /7 v —JF /L
K, Abcam ab99765) % iEst{t. T SDS-PAGE (Zff: L7z, £7-. HRP (FUEAI%E) & [FEkIZ SDS-PAGE
AT 7,
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A

Biotin-higG

1 fgimL

3 fg/mL \g
10 fgme

"5

300 pgme it

1ng/mL |
3 ng/mL &

10 ng/mL

30 ng/mL &

100 ng/mL ¢
300 ng/mL
1 pg/mL

3 Hg/mL
10 pg/mL

100

10000 1000000

human IgG (pg/mL)

y =0.4141x + 0.0097
R? = 0.9966

26. EA4FAbE b IgG & W=t &R OVER
v4F bk b IgG % 1fmol/mL 75 10pug/mL OETA ML 7 F T EY > 22— b plate IZHFi& &

., fie b+ IgG%/ 7 a—F bR E TR L, (A) S E7- plate DRFEREE
450nm (23 1F HWOEE (BT 5 B %) |

Ay (%) nﬁﬂi@yﬁ%

() B) i
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1 2
human IgG (ng/mL)

BT, IgGRE & 450nm WL

. (B)
ELARIE DS



100 T 20 +

80 +
70 +
60 +
50 +
40 +
30 +
20 + ]
10 I

General Worker General Worker

(ng/mL)

FA-HSA Peptide Lys1 IgG
FA-HSA Peptide Lys2 IgG

2 7. b MLETH AL LT LT b R-HSA Peptide Lys HUk D & &

e [l WA AR L35 07 ) 10 4 BBV S IR — MR 10 4 o iyE i v A7 07 & R-HSA peptide
Lysl Uik & Bk /L A7 /L7 & R-HSA peptide Lys2 HifA % & & L7, BHIBA LT ORI T -
Ong/mL & U CHYBEZRH Lz, FMREOHMEIZER 11TR L1z, N=10, KF® Bar IIEHEGREE
RY,
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600 T * % 100

90 +
3’ 500 T % 80 +
% @
2 400 + > 07
o o7 60 1+
2 E300 4 SE 504
j=NN o] oo
o 5200 &< 40 ¢
< 100 4 < 207
o o 10 +
0 [ 1 I } 0 [ [ ] }
General Worker General Worker

2 8. b MMEFHIIEK T ¥ LHE-HSA Peptide Lys HiA DT &

& ] AT G 35 57 87 1046 R S IR — i R 10 4 o i HhHi ik 7 & L iE-HSA peptide Lys1
Pk & Huiok 7 & L iE-HSA peptide Lys2 Fiffz @& L7, MMHRFLLT ORBKIX(EE E Ong/mL
ELTPEER M Lz, BMREOEIEIZER 1 I1ZT7R LTZ, N=10, KH D Bar [TEHEREZ/RT,
Two-sample Wilcoxon rank-sum (Mann-Whitney) test (Z & 0 Bt 2 b#i L. P<0.01 DFA ** L%
L L7z,
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* 2. EWEORZE & MiE b E iR &
Age sex  Drinking Smoking total IgG total lggE  Anti-Chemical-HSA peptide antibody (ng/mL) Allegy Ach_Jired Allegy
(mg/dL) (UML) Eap1igG FAP2IgG PAPLIgG PA-P2IgG in Adult
1 47 male No No 1059 643 89.8 <0.1 268.4 70.6 No No
2 44 male Yes No 1514 394 <0.1 6.1 <0.1 <0.1 No No
3 56 male Yes No 1361 12.2 29.1 5.6 11.0 <0.1 No No
4 53 male No No 1225 20.0 35 4.2 <0.1 <0.1 No No
5 51 female No No 1074 45.2 <0.1 <0.1 <0.1 <0.1 No No
General
6 39 female No No 900 8.5 <0.1 28.4 <0.1 <0.1 No No
7 52 male No Yes 1145 179 8.8 <0.1 <0.1 <0.1 No No
8 35 male Yes Yes 1003 195 <0.1 <0.1 <0.1 <0.1 No No
9 31 female No No 1522 54.5 8.3 32.1 <0.1 <0.1 No No
10 42 male Yes Yes 970 226 <0.1 <0.1 <0.1 <0.1 Yes No
1 43 male Yes No 1597 29.7 <0.1 1.2 39.8 <0.1 Yes No
2 39 male Yes No 1064 18.1 421 7.3 1237.7 <0.1 No No
3 35 male Yes No 1003 1400 <0.1 18 166.9 44.5 Yes No
4 34 male No No 847 8.3 <0.1 12.9 <0.1 <0.1 No No
Worker 5 34 male No Yes 1040 118 68.1 7.7 2345 286.4 Yes Yes
6 35 male No No 1149 5190 10.9 <0.1 149.5 <0.1 Yes No
7 57 male No No 1441 59.2 6.6 52.2 918.7 <0.1 Yes Yes
8 32 male No No 1078 6400 <0.1 15.1 124.6 <0.1 Yes No
9 28 male No Yes 1165 10.2 387.0 317 1137.2 255.4 Yes Yes
10 27 male Yes Yes 802 <5.0 15.0 7.4 10.47 <0.1 No No
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Cysteine (MM)

Time (min)

2 9. HSApeptide Cys34 &7 7 UNERA TN, A X7 VIVEERXFIVE DK

VAT A EH HSA #5377 F K (HSAPeptide Cys34) &7 7 UNLERAT IV (MA) £72i3A X7
UL AT (MMA) ZE/0kh 1 100 TG &, Ellman EIZ LY F4— VO BRI EE
L7z, N=3, M Bar IJEREFRFAE LRI,
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M5-20001, M2-20001 ]
Sh&n{ztt.lzu Biotech Axu.'na_\:Q!TI:_Z_Q.a.EOI 10624 H SA Pe ptlde Cy334 + D M SO (U p pe r)
HSA Peptide Cys34 + 10mM MA (1:100, lower)
1809.0842{r5825)
1831.0961{r6544)
1813.0497(r5932) 1853 0927{r5887} 1875.0960{r7041}
100 1895.3255{r6363}
80 I I
86
60
40
20 1899.3844{r5789}
1809.1820{r6577} 1879.2329(r5886)
0
1810 1820 1830 1850 1860 1870 1880 1880 1900 1910’
miz

3 0. HSA Peptide Cys34 &7 7 U LFE A F /L & DR D MS A7 kL
HSA Peptide Cys34 &7 7 UL A F /v (MA) &GS ®7-%., KISERKY % MALDI-TOF MS #I

B L, o FEARE LTz, EEiE DMSO & ki &t 72 HSA Peptide Cys34 @ MS A7 kL, |
HIEMA LN SHTZEZXDMS AT ML Th D,
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W8-20001, MZ-20001
Shimadzu Biotech Axima QIT 2.9.3.20110624 -
W64y 30m, HSA Peptide Cys34 +DMSO (upper)
HSA Peptide Cys34 + 10mM MMA (1:100, lower)
1809.0842{r5825)
1 — 1831.0061{r6544)
1049715932 ' 1853.0927{r5887) 1875.0960{r7041)
 1809.2799(r6654) .
100]
80 | |
| | |
601 100
a0
! | - 1831.2684{15242) 1853.2908(16840} 1875.3451(16177) 1900.4251(15633)
. | 1.841 2757{r10962} 1863.3083({r6427}
’ 1810 1820 1830 1840 1850 1860 1870 1880 1890 1900 1910 1920
miz

3 1. HSA Peptide Cys34 & A % 7 U JLEE A F )L & OFIED MS A7 kL

HSA Peptide Cys34 & A % 7 U VIR A F /L (MMA) & i &8 7-% G4 R %2 MALDI-TOF MS
HEICHE L, o FEEZRE LT, EEIE DMSO & & &t 72 HSA Peptide Cys34 @ MS A7 kL
TEBIE MMA &GS ETZEEZDMS A7 ML TH D,
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human serum No. 4 (TDIERDRLEL) human serum No. 23 (TDIERDIRLIED)

e 2 =

pl3 pl10
EERERED

SDS-PAGE

X3 2. FERMFEHE & FEREEBEOIMIED “RTERIKE) S Z — L DK

HETEKE () EHERES ., Mo u-24-4 Y37 x—k (TDI) OB #\\ &
D) DIEZ “IRTTEXIKINZ LV 5L, CBBIZLZWRE LT, EHLIEEAR Yy b2 1~4D
P e S G
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Spot No. 3

Chain A, Structure Of Human Serum Albumin

Data: 23-3-10001.G5[c] 16 Jan 2015 13:31 Cal: ISHIHARA 16 Jan 2015 12:52
Shimadzu Biotech Axima QIT 2.7.4.20080328: Mode positive, Mid 750+, Power: 70 . .
B ' | K.DVFLGMFLYEYAR.R + Oxidation (M)
%lnt. 368 mV[sum= 109149 mV] Profiles 1-297 Unsmoothed

100 1639.77{r5096}
90

80

70 | KDVFLGMFLYEVARR |
60

50 | kvFDEFKPLVEEPONLIK.Q

K.HI(PKAT\K.E [RAHPDYSWILLRL|  1623:62[r5332) /

\ 1575.60{r§742}
809.33(r4449)

4

(=]

2585.00{r6460}
59.9p(7214} (L

1400 1600 1800 2000 2200 2400 2600 2800  3000lc]
Mass/Charge

b

600 800

| KVPQUSTPTLVEVSRN |

X3 3. Yt 27K~ b MALDI TOF QIT f#tr (1)
16 ARy h3DXZLRIEHE M) ACEDEILL, v~ FY v 7 A ERE LT AXIMA QIT
plus MALDI-TOF MS T#hT L7z, XFEM2 MS A7 MLERT,
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Search parameters

Enzyme:

Fixed modifications:

Trypsin: cuts C-term side of KR unless next residue is P.

Variable modifications: Oxidation (M)

Mass values searched:
Mass values matched:

20
12

Protein sequence coverage: 19%

Matched peptides shown in bold red.

1
51
101
151
201
251
301
351
401
451
501
351

EVAHRFKDLG
DESAENCDKS
KDDNPNLPRL
FFARRYKARF
FGERAFKRWA
DRADLAKYIC
AADFVESKDV
TLEKCCAARD
ALLVRYTKKV
VLNQLCVLHE
TETFHADICT
EKCCEADDEE

EENFKALVLI
LETLFGDKLC
VRPEVDVMCT
TECCCRADKA
VARLSQRFPK
ENODSISSKL
CKNYAEAKDV
FHECYAEVFD
PQVSTETLVE
KTPVSDEVIK
LSEKERQIKK
TCFAEEGKKL

AFAQYLQQCP
TVATLRETYG
AFHONEETFL
ACLLPKLDEL
REFAEVSKELV
KECCEKPLLE
FLGMFLYEYA
EFKPLVEEFQ
VSBRNLGKVGS
CCTESLVNRR
QTALVELVEH
VAASQRALG

Carbamidomethyl {C)

FEDHVELVNE
EMADCCARQE
KKYLYETIARR
RDEGKASSAK
TDLIKVHIEC
KSHCIAEVEN
RRHPDYSVVL
NLIFRONCELF
KCCKHPEAKR
PCFSALEVDE
EPFATEEQLK

VIEFAKTICVA
PERNECFLQH
HPYFYAPELL
QRLECASLOK
CHGDLLECAD
DEMPADLPSL
LLRLAKTYET
EQLGEYKFQN
MPCAEDYLSV
TIYVPKEFNAE
ARVMDDFAAEV

Unformatted sequence string: 579 residues (for pasting into other applications).

| Sort peptides by | ® Residue Number O Increasing Mass (U Decreasing Mass

l Show predicted peptides also ]
Start - End Observed
60 — 76 1931,8400
77 - 88 1450. 6500
133 - 139 927.3700
141 - 154 1742.7300
141 - 155 1898 . 8000
319 - 331 1623,6200
319 - 331 1639.7700
332 - 343 1467, 6800
333 - 343 1311.6200
368 — 384 2044.9100
410 - 423 1511, 6800
530 — 536 809.3300

No match to: 710.2800, 962.

Mr (expt)
1930.8327
1449.6427

926.3627
1741.7227
1897.7927
1622.6127
1638.7627
1466.6727
1310.6127
2043.9027
1510.6727

808.3227

4700,

Mr (calc)
1931.0239
1449.5210

926.4861
1741.8868
1897.9879
1622.7803
1638.7752
1466.8358
1310.7347
2044.0881
1510.8355

808.4919

1061.4600, 1135.4500,

Delta M Peptide
-0.1972 1 FK.SLATLFGDELCTVATLR.E
0.1217 0 R.ETYGEMADCCAK.Q + Oxidation (M)
-0.1234 0 K.YLYEIAR.R
-0.1641 0 R.HPYFYAPELLFFAK.R
-0.1952 1 R.HPYFYAPELLFFAFRR.Y
-0.1676 0 K.DVFLGMFLYEYAR.R
-0.0125 0 K.DVFLGMFLYEYAR.R + Oxidation (M)
-0.1630 1 R.RHPDYSVVLLLR.L
-0.1219 0 R.HPFDYSVVLLLR.L
-0.1853 0 K.VFDEFEPLVEEPQNLIK.Q
-0.1628 0 K.VPQVSTPTLVEVSR.N
-0.1692 1 K.HFPFFATE.E

1175.4000, 1508.5900, 1575.€000,

3 4. MALDI TOF QIT T b7 3% — > D MASCOT K3 fit 5
3 3T~ MS 27 FL% NCBI 57— % ~_— 2|23 C MASCOT & %1772 > 7=, HSA O
FEEFIE S, ARy b 3ITHSA THDZ ENHLMNE o7,
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Spot No. 1

Chain A, Crystal Structure Of Lipid-Free Human Apolipoprotein A-|

Data: 4-1-10001.F1[c] 16 Jan 2015 12:53 Cal: ISHIHARA 16 Jan 2015 12:52
Shimadzu Biotech Axima QIT 2.7.4.20080328: Mode positive, Mid 750+, Power: 70
%oint 107 mV[sum= 37184 mV] Profiles 1-347 Unsmoothed
1301.48{r4996}
100
% 1628.58{r5613}
80
70 1379.51{r5302}
60
50
_5D{r5199}
40
30
(r6172}
20 ; 68016617} 2217.86{r6186}
10 679.39{r38 g
0 { | Lt s ‘u 2199.8 r7539}
600 800 1000 1200 1400 1600 1800 2000 2200 2400 2600 2800 3000! lc.
Mass/Charge

X3 5. Yt 2K > o MALDI TOF QIT fi#ht (2)
K3 2ARy N1 DX ANIEERN)TACEIDEILL, v~ FY v 27 2 ERA LT AXIMA QIT
plus MALDI-TOF MS Tfi##t L7z, REMR MS A7 ML &ERT,
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Spot No. 4

Chain A, Crystal Structure Of Human Alpha 1 Acid Glycoprotein

Data: 23-5-10001.G9[c] 16 Jan 2015 13:39 Cal: ISHIHARA 16 Jan 2015 12:52
Shimadzu Biotech Axima QIT 2.7 4.20080328: Mode positive, Mid 750+, Power: 70

Yoint 345 mV[sum= 120988 mV] Profiles 1-351 Unsmoothed
100

s 1752.81{r5602}
80

70 1160.48{r5012}

60

50

40

i 1234.59{r5352}

20 994 42{r4806) 1742.68(r6 169}
10 1240 4

. 703.29{{('..528l5} o, | {JrSO2}A

600 800 1000 1200 1400 1600 1800 2000 2200 2400 2600 2800  3000!(cl

Mass/Charge

X3 6. Yt 27K~ b MALDI TOF QIT f#tr (3)
X3 2ARy hADE NI EHEZFN) T AZKVEEL, ~ U v 7 X EEE L TAXIMA QIT
plus MALDI-TOF MS T#hT L7z, RFEM2 MS A7 NLa 2 ZITRT,
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[HiE&EH L EMEME]

ERAT7 =2/ — VAV T ) P —T )b
(Bisphenol A Diglycidyl ether : BADGE)

CH3

J —" CH,— CH—CH —o@—é@o—cl—i ~CH—CH
'ﬂﬁ%ﬂ \E;D/ & N

=l o

BADGE
(FRREA TV =/ — VAR RE U RRICB T 5
n=00DA I I~v—)

M 71 E340.42 R RS M OWRIK
i 8~12°C (n=0)

AR, B, wAAEHC

AN
ﬂ:\‘ o ~ Mo
Jii a1 B K LR O JBUE
R AEVE B 5K BlE7e L
(RS 2
g s Ein L
(H A 2) e
o CH, CH: 0,
CH,-CH-CH,-0 (::-@- 0-CH,-CH-CH.-0 ‘::'QOCH"'CH_CH:
CH, OH n CH:

EAT = ) — VAR R % A

AT ) —VAY T ) UV m—T )L O




MoK 7 X LR
(Phthalic Anhydride : PA)

o

(st @;(P

o

7 E148.12 Hfh., JEIRD B HEHIR
MR fhdb, FFADOEREE D LR E W,

Al 5130.8°C il A295°C

7 & VISR RTEERI R, R R
U= 27 VEIRE. YRtk (7
% HANAIR, 7A=Y )L,
O-_X VAN, ZREWR. TLV7
SV, EH, FE

)?)?/\ Vivare A

Rl I
EUR/NGY: N5 S

(Elgjﬁgf{gigé) 0.33ppm, 2mg/m3

itk 7 & JUliE DR




MLT-24-TA YT R— R
(2,4-Toluene Diisocyanate : TDI)

|
g
i
=52V F°
TEMHERENL2DIT LT 2404 V2T
F—hE ML -26-0A4 VT R—FED2D
DOFEMERLEDIBEM( I, T %— 1)
PR o E1T4 FE E R TR
A 22°C W 250°C
” BEEA, e A U H— BhKEE,
JAEBs BRMERGME . SR I DD

WY L& RO R

JEAEVEYIE 5348

SRR EME 5 LR

(A ARPEEMHETR) F7 & B B S 2R
AR IRIL 0.005ppm. 0.035mg/m3
(A APEREM LR

MV -24-0A4 T F— s OWEE




NT T2 LT I
(para-Phenylenediamine : PEA)

Hz
[e=:5=N
MNH:
PEAIZRN41,4- T 2/ _RoBr )
A 55 F15:108.15 FA F 7~ XA O fE S
il 147°C W 5267°C
s UL H AR LA
RAEM ' 7348 ) [,
(R ARPE S A 20) B RA BV E o 1R
ATAVIR K 0.1mg/m3
(H AR FELE252)

RT T 2= o7 IO




RNV T VT e R
(Formaldehyde : FA)

0
flzs ”
- Tt
- 537 H30.03 ISR D B 2 FHA 72 ik
ey =1

il s-92°C 10 45-19.5°C
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(Glutaraldehyde : GA)
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(Acrylamide:AA)
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( Methyl methacrylate: MMA )

CH,
|
C Q
-
===y H,C “ﬁf’” “en,
O
M 4518100 HEAHIH ORRIR
fls-50°C #B5101C
" WS, L o b, TRBISRE
Az IR FT . Bk, HEEA
SR AEME BT 45 K OB B E 55 20
(F AR PERAT ) R T8 A EME M B o 21
AR 2ppm, 8.3mg/m3
(B ATELRAEED)

AL T YV ATV O



AR RY AU > M2

( Trimellitic Anhydride : TMA)
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(Hexamethylene Diisocyanate : HDI)
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( Ethylenediamine : ED)
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( Glycidyl Methacrylate : GMA)
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Tkeda—Ishihara N,
Tuchiya T,

Kawamoto T,

blotting.
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Kawamoto T, Comparison of IgG BMC Public Health. 15 6 p 2015
Tsuji M, against plastic resin (930)

Isse T in workers with and
without chemical
dermatitis.
Tsuji M, A simple method for Health 8 1645-1653 2016
Yu H-S, detection of multiple
Ishihara Y, chemical-specific IgGs
Isse T, in serum based on dot
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