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H1H 1L

TR M HEIE Y (Persistent Organic Pollutants ; POPs) (%, EREEH TR

oo

UL L, EVENICERB LT VIR EE T 5 72 0 MR O eI A
ERIETILEHE CH D, £z, POPs L, ik FCRIFREAZBEIT 5720, H
REUL COBRBEBYARBE L 72> T 5,

HATIL, POPs O K OVl 2 BEICIEAECRANE LTEAE LTV D A3,
POPs O PICIIFEEHAICAERTI2MWE b EZEN TN D, £, B TD POPs
DEEHRC, +37at a2 o> TOWARWE S H Y HARIZEW TS POPs (Z X285
Bi - aniG YR L I o TV D,

2001 4% 5 H1Z POPs(12 WEDIZ D\, B - 5] - S ADEE IR & FEFED
(Eh, THBERIR ECHRAET D H A A X UHEOYEHEIR R & & E D - RN
BB BT 5 2 b v 7 RV AEKI(POPs RN EIR SN, £7-,
2004 4 5 H1Z 50 » EMREMAHRE L7e 2 £ 1280 POPs IR S 7z,
2009 4F 7 ABIEIZR W T, HARZ G 164 HE LN EC 23fE LT\ 5, £72,
2009 4 5 HIZH721Z 9 WEIZ 2\ T POPs x5 U A b ~OBIMMB AR S 1
72, POPs $GULZEWE D Y A k% Table 1-1 1237,

HAREWNTIE, POPs OREEPFORK, K, EESCEAEYREIZ OV T,
ENRMEIC LD E=4 ) TREMTON TV D, K& AME~DIRE
IZONWTIE, ZOREE=F D 7iET — 2 LV IRERILOHEE BT HILT
WEHONRBIRTHD, LNLIOREE=4Y > 7H#HAL, HEHAECT
TN EL TS THDL LI AT, £, ZNDOEREY T AT ORIEMY
825 ALY/ N = AR WNNL Y 3+ 87T /:.95 327 - et ) i A a0 2 i T N el = €2 N m)
TH D,



Table 1-1 List of POPs compounds

EHEIREMOOMBESHEENE F4EFBHEB CTHESISEMSAI-YE

TEEA FILEYY 458FRESTIZILI—FIL
(BE#g) 7]=)1% 2 sa)LTFay
TAILEYY AXHIOEETIZIL
IRy 1) T (y-HCH)
~Zaya) a—AFHoaasanEyy
AFHoOaRUEY B—~FHoonioantyy
TALYIR 6,RFLSTIZILI—TIL
[y e
RUEIEE 7= )L(PCB)
tEEB DDT IR=INABF IR IVRVEE(PFOS)EZDIE. R U
(HIFR) IR=2)FAF 582 R LR EET ILAY K (PFOSF)
TEEC RUEBIE SR IRSTFH XL (PCDD) R4 O0ORVEY

(FEERMERY) RUEILD ALY TS5 (PCDF)
RUEILE 7= JL(PCB)
AxHooarRyEy

. 2009551

POPs [T S UK <, HNMIETERSNAST VI &b, REGTHRSR
Wodige i U CROEAIIC AME~DIREENE L 72 5, £72, POPs TR IEREZ#
57w, A% b, POPs SKAENMBEERCH R T5312 & BTV E % 7>
S OBEREG YN E S D,

ZOEDIT, REGEWHEIC X D A~DOREGRILO A BTN IZ -
WTEREFT D EFEFARVRATH D, £, ARFE P OBREGIWE &
O DR OREN, AR T, REGGUEHIH BB ENRO NS Z &,
£, WEPHBMETH L Z E00, BEEREEOHENLERAIRTH S,
INBbDOZ L XY, BREGEMEIC LD NGRS S & D72l iR BRI YL U
27 FHl AT 9 T2, BREREI T OBREHEMEE =2 ) v TIHEOE R
BT T, NMRBREETRA &\ 5 B2 2 LR B ERBETE QL 4R - FHAE9
LZENHEETHDLEEXD, T I TAIZETIE, ARREHPEREG R E D
RRE S ATIE DB & NMABRERRE 21T 5 Z &2 B E Lz, AbEoME %~
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Fig.1-1 Outline of this study
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O iz B LT Mo EFARSE) (S X DMl 2T, B, A, &

i

guinj

EREFE~OERR LT, TOMRERLIIFEELZTHILLRoTND,
72, 1999 24D TRFELFE OBREE~OPEH B ORS L VEHE O U
OARIE B 2 15 ICHES S BREGG Y EPEL - BEGE (PRTR) HilE£12 &
v, TOEHEMCERE~OHHENMERESNATWS, L LARL, PRTR
HFIEIZ L VRSN TOEEWEITHK 350 WHEHBRKE TH Y, HEDD 2N
LEWE, EAFESLHENE THEN SN2 WEICE L TOERITEES



NTW2w, BUEER S 2WMEFME TH - TH, HEEOEWETYE,
I INTALFZEIACEWE, BIRMICEET XA 4F 2 VEOFERED
EVMEFEIC XD BREG RO ELR T 5 2 LT TERY,

ZNOREPIAHIET 2P WE OMHRIEITIE, B2 2o as o i Bl 23 8
MEnT& ke, fxBEERO T THITEmEEN O EIEREL A5 2Rt &
LTHBSNER L EREEZ LT TWLONEENIEICH D, BREOHEHC
IZL DZ A TOEENRD Y, REESCAMBLT 5 B B E 23 TA < ]
SNTW5D,

ARWFZETIE, TR OB E BRI G UA L E ORIERBAFE DT DI
JEEE 230 AR ME S BERR R ICB L TN TV D @B A v~ T 7
E &I EHRGCHRMS) R mdiR 7 n~ b7 7 7 2 7 LG &k
(LC/MS/MS) DB & ophrdEiE & v iz, F7z, LEFRNLI T ~ AL PR HERRSE

O CRMLAARIRIEIC & 2 S D R 2R oA DO BH3E 21T~ 72,

%3 ET ARWFED B & O
AWFFETIL, AARNICRIT HEREGRIE IS X 5 NMEREREEEOLEZ H 1Y
EL, RN FE SN TODERIAEE =4 U 71 K DBRELHYC N R
T & 13570 o 7o R B BREEH B K 2 NRIRERIZ DWW CRMIE A2 17 9
F72, A ClE, BE&oHE (HRGC/HRMS & LC/MS/MS) & Z2ERNAR
Z VAL R HERR IR 2 FI N T RN AR AT BRIE T K 2 BREETE e B M OV ARG
Wy D ARG B TR A B U, AEIREUR P BRBEIE Y E DN T K RETH
BEAT O, AR THERGR & LIEREGRME L, RUVER LT ==
(PCBs) KO DENAEHYW TH KL PCBs, R RAY 7 =z =1 x—

7 /v (PBDEs), ZERI7EFRKIKFE (PAHs) OENREHM ToH /KR PAHs



Th %, Kt PAHs (ICOWTIE, R RIS 112 T PAHs I X 2 1RR
BN D DT, HEFERRET O L OREZRIL, JRPKEE PAHs %
HET S Z LICL Y PAHs 1Z X DT O IFESEEREE IR ER 2RI SV CRARTE
filfi L7zo LA TFICAGR L OB 27”9,

i PCBs M OVKI&{L PCBs SAVER I HTIE DB E & SEMEIREEE Sy A
A

&
\]
il

Mg H PCBs EEMAASHTIEDOBI A B E LT, HRGC/HRMS % HW\T
Mg PCBs ESRMARDHELBHIE L, HAROREMRADME T PCBs %k
WRESMAZREST 222 AN ET 5, £72, PCBs RN TH 5 KL
PCBs O EEEMEAKIZOWT E LC/MS/MS % 7= 1775 H 8 B S5 4T O B3¢
ZATVHARNILE P EEREEDMRHET S22 L2 LT 5,

# 3% AR PBDEs BRI IHTIEDBSE & RIVEARIRE AR A

ARE Y PBDEs F2RMASHTIEDO 2 BRgE LT, HRGC/HRMS
Z W TAERGUEH T PBDEs EERMEARO T k2 RET L, HARNEERIRR
% M\ T PBDEs 2N E SN & AN Az BN & 92,

94 %  JRPKERIE PAHs BYEARDITIEOBRJE & EEA (ISR U DG HA

SR PAHs 34 C & % Kk :{k PAHs @ 8 (L& 1Z-> T LC/MS/MS % v
T2 R EE TR DB %E & s OVESEEREE T PAHs BRI A 2 HAY & 975,

KL b bNTiEimaeEZ EICE LD ET D,



%2 % MR+ PCBs &K UVKEE{L PCBs BMEARSHTIE DRI & BRI EE /A7
A

B LU

PCBs 135N @ <, ARNTRE# S U K EHEERH 5, WmEICHEH S
MERBEHPICHH S 4172 PCBs IC K DBREEVEROFER L LT, b MIRWEHE
U CTAEMBNIZ PCBs ZBUAAZRE L T\ 5, HARTIE 1954~1971 449
58,000 > PCBs &I Tz, I 7 n— /W THATRESATZRLTH
Do A7 v —V 50 PCB BIERBEZARII AR 7 v — g nildiE s
AT FE & IR EE% 2 T 5, 852 5500 F o (8 PCBs =D 10%LA
T) @ PCBs IZOWTHLBE N TN ST, £ D%, HARTIE PCBs Zfiil
HZBI3 2 A0S 2001 T S 41, 2027 F£F TIXTXT O PCBs FEEY D4y
FRALER AN TN D P E CTHIE, fRE ST\ % PCBs O/ RMLERIESE S HER L
T,

I PCBs #7128\ CT— %A PCBs BAE RS OFEM 22 /047 £ TIEE
i S TWRWOBREIRTH D, LnL, —REERAD PCBs |2 X HIgHEE
RE D RHAMT<° PCBs BFEZEY) /3 fR (LB FR COVEZ 583 O PCB W% % §EM 2 FEAm
T 57290I21L PCBs RGN LERARTHD LB XD, BUE, XA 4F
D NAKRETE & U A 7 SRV T Dioxin Like-PCBs D237 23740
nTW5b, Lo L7 5, Dioxin Like-PCBs LIS D0 % < @ Non-Dioxin Like
PCBs ZIERDFEMEIZHOWT, BEH (Giesy and Kannan ,1988) Tl s L
ERZRTZ EDHRESN TN D,

AWFgECIX, HRGC/HRMS & PCBs ALK B0 Hr HICB % S vz

HTS8-PCB % 7 . (Matsumura et al, 2002) % f\\Ciik ' PCBs 45K %y



Wiz s Uiz, £72, BASE LIcotriE e T, HARDRERA 24 44 @ PCBs
BRI IS AT A 2 FEh L 7o, AMFZETIE, Rk A O PCBs IRER O FERE L
MR BN A 2 B B M2 LTz,

PCBs & BIEESHTIL, HAN 24 ZORBHART T 47 (B 124 ;
i 25~46 %) BT AMmIZ oW T HRGC/HRMS (2 CHEf L7z, I+
PCBs 209 ZME(AR53H11% PCBs (T X 2 4200722 NARIREE G A AT 22 72 0, BREE
YA & 6o T PCBs OBREEVGYLIHMICX LD L B 2 D,

F72, PCBs %, EERNIZBWTT ~7 v A P450 ORI X Y KBt PCBs
(HO-PCBs) (ZfRE#f &4, faARE e o GESLOITR PIZ PR & 71 5 (Letcher
et al, 2000) L 7> L, HO-PCBs ®— i B TIE, HURIRA L E L & o TAE D
BlTWnb (Fig.2-1) ZEMNLRRBALE VR Z LV VB THDH FT A
A VF AL, EIMHRE S TITERNICERRE L, WA VE CHELYE
ETHLEEZ LTV (Kitamura et al, 2005), %72, HO-PCBs &5
PERIE, FELDIQIEDIR TR EMOFREREFIZHEL TWD Z ERHEIN
TWwW% (FH,2003), HO-PCBs DIENEMEAR AT OV TIE, PCBs 1% E il
ICHHEPITON TV RWBIRTH 5, —J7, HO-PCBs O HHEIC DWW TIE, 7
R E1TV HRGC/HRMS TOH 23 S 41TV 5 (Sakiyama et al, 2007),
FHERIEEAT O WE T, ATLERERIEDSEME T, FHEREBRN LI L B
RHAEEMESE X bILD, £ 2 TAMIETIE, LC/MS/MS #HWT, iFEKR
AREED HO-PCBs =& ERIE R DT 21TV, BARAMRAIMLIE 102 RIAKIZDOU
T HO-PCBs F= 2 BMERIR EER A 21T > 72,



Cl Cl Cl

HO /_\ \_/ Cl

GI/

4HO-2,3,3,4’,5-pentaCB
(4HO-CB107)

HO DAQ_)_«O

Thyroxine (T,)

Fig.2-1 The chemical structural formula of HO-PCBs and Thyroxine

%2 M PCBs BRI ML DB 3

2-2  RBMEKROT51E

2-2-1 fEHEAL - B

PCBs #5757 & 13C 7~k PCBs #2357 1% CIL R A vz, 4T
DOFE L 3 3K1T Dioxins £ 7213 PCBs /941 & AV 7=,

2-2-2 YT

2l T, A7 r—h Fartr haBz 24 40K A (8L
12 44 Fliin 26~46 %) KV PRI L7z, $RIMIT Rz 8340 Uiz, it
VT ALHTE T-20 CITTHRE LT,
2-2-3 fEWithH - EERE

feMifi L e MR Z A A F v CEANTEE~ =27V (AT EAE,
2000) IZHEWVFENE L7z, 15 g O MKIZ 6 mL OFIFIFEET > =7 LKW, 3
mL OxT% /—/Lr 9 mL ® n-~FH 2 E2PML 30 5REE 52170 n-

XY UEAE SR LT, RIZ, 12 mL O n-~FHP 12T 30 49 2 BE & 5 Hh



HE1To 7, HIH L72 no~F 3 UIIIEA~ 55 U ki C kit Sk e 7
FU D AZTHAKL, TR —X—|ZCHE Lz, 0%, BHEEEZ
117,

2-2-4 PCBs BRSO DR - K - JRiE

421l 15 g (2 13C 7~/ k PCBs WEBMEMEA# 4 100 pg IRIN L7z, Z D1,
Mg % 2 mol/L /AKERAL B U 7 A= X ) — )b 10%/KIEEHRIC CRILT 2 B 7L 4
U REAT >0, TV ) 53f##%, 15 mL O n-~F 22T 30 9fE L 9, PCBs
 n-~FHUBEICHNE, noF U EESELT., ZOMMEREL 2 Bl
U7z, fIHEIE = AR L — 2 —I2THK 2 mL ICEfER, 2RV h s o
DT T T7A Lz, 2BV A7 VH T MENE 10 mm, &S 250 mm OH 5
AT MMTEMBIEIZ, 0.9 g OEEKEERET FY UL, 05D U AT, 2.7g
D 44% (WIW)FREES Y B 470, 0.5g DU 4L, 0.8 g D 10%(W/W)ASELEE
UGN, 05g DY ATV, 0.9 g OBEKEREET U U LERED, ZET Y
TN T BEAER LT, Wl E T 77 4 3 512 60 mL O n-~FH 12T
Pt Uiz, iR E 7 77 4%, 100 mL OY 7 ma X % 2/ n-~F%H 2 (1:9 v/v)
ICTHEHRER U, RIS O /o 2 Mz = /\R L— 4% —{Z2TH) 0.5 mL
FTRAME L, GC A T/MICEFRRIL FCRME L B8 Liz, /31 7/1Z 50 pg
D 1BC T PCBs ¥ U & P AL TR AINA, A& Z 200 L & L
7=o Z® 1L % HRGC/MS IZIEA LAHT L7,
2-2-5 PCBs #:{&D HRGC/HRMS 4341

HRGC/HRMS 1%, MS %% AutoSpec-Ultima NT(Micromass t:5) % GC
HEE X HP6890 vV — X (Agilent tH8) % 7=, 7BfD 7 213 HT8-PCB %
YEZU—HT7A (NE0.25 mm-£ X 60m) (BAR L) 2 MW=, 17

ADFIBEMIZL, 1-5 83 PCBs 87 TlZ, 120~180 ‘CF T 20 C/4y THIEA,



180~252 CE T2 C/IIZTHIET D, €£DI%, 310 CETH0 C/HrTHIEL
5 sr[MERF L7z, 6~10 Hid PCBs 7747 Tld, 120~180 CE T 20 ‘C/5r THR
%, 180~260 CE T 2 C/ICTHIR LT, £Dk, 310 CET 5 C/HrTH
WL 5 ORI L, AP X —1REIE, 290 °C, A AL JFIREIX 280 C
IZRRE LTz, F% VY —H2ZTEMESY 7 A2y, fiiElid 1.0 mL/min.
LT, AF AL F—(F 35 eV, MEEE 8 kV IZHE L7z, MS D43
HEIZ 12000 & L Selected ion mode (SIM)E— RIZ CEEGHTZIT-o 7.
2-2-6 FEEEE PR

frEAEE (EC-4976) (% CIL #H#% H\ 72, 1~400 ng/mL O T 4 &
JEDREMRZ AR LT, 2 RVEROERRME 1213 0.99 L EE BIFTH o7, 78T
BT TONEEEYE ORIRIL 7T0~120%L N TH D = & s L=, 2
YEZZ v 73BT 20 v T8I 1 ROEIE CTHEbE L=, 7 7 > 7 134T LOD
P TohHAHZ & afEi L,
2-2-7  WEHEMT

e R OBEHRENTIEL, SPSS 11.0J (SPSS t1) & MW T3k L7,

53 fi i PCBs RRAMEAR A ARE R & B4

24 4 OREFRMLKE D PCBs SMERIR FERIE 21T > 7=, MR NG & i
1% 0.3~0.7% F¥J 0.53% FRAE 0.54% Th o7z, 2ifHie PCBs #iPHix
317.1~1521.8 pg/g-1fLitk (55.4~318.1 ng/g-Elf;) ¥4 771.9 pg/g-1fiLik (139.6
ng/g-fENN) HIAE 675.2 pgl/g-iik (112.3 ngl/g-fEHi) T -7z, Fig. 2-2 I
PCB S L4y (B4, B, otk) OFBIREGREZ RT, S OFERIT 25
~46 W CThoTo, F7o, FE PCBs BYEAKIREE & P & OFHBIRIIR % Table 2-1

12T, # PCBs & FEEMIK PCBs R L FBORITIE, W< Do BIER

10



VT R EOMBBRNA RS, mikhi PCBs JEE & 4Fli & DRIC

IIFABIEREL r=0.62, p<0.01 DA ERIEOHENH 7=, MOFRAERSE (Miller

et al, 1991, Gerstenberger et al, 1997) 2B\ T b Ik + PCBs 2 (3N &

EHITHIINT 2 AHRE SN TS, £72, MHNC X 54 & MLk ik PCBs

IREE L OB OWT, MRITFFICREm DY e, RFLERIZL D PCBs O—

RF 7223 Z 2 A 70), BHEIZEFE oA ERMEREIIR 0o T
(Fig.2-2),

Mg o 3~74H# 5% PCBs O AR 72 SIM 7 v~ k77 L% Fig. 2-3 127”7,
M EER R — 7 OT YA v ER L, LT, BEERESORIL BZ
%% (Ballschmiter and Zell, 1980) it ~7=, IikH X v 3 95 O PCBs 5
PERDSHE STz, 3Efl % Table 2-2-1,2,3 (2789, & O H TR 32 BPEAA
HB L7,
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Fig.2-2 Age versus total PCB concentration in human blood samples
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Table 2-1 Relationship between age and PCB predominant

congeners concentrations in human blood samples

Congeners Regression equation® Correlation

. p value
(BZ#) a b Coefficient
28 0.13 1.6 0.27 >0.05
66 0.19 0.56 0.28 >0.05
74 1.4 -20 0.61 <0.01
99 1.2 -12 0.47 <0.05
105 0.29 -0.50 0.40 >0.05
114 0.18 -2.4 0.66 <0.01
118 1.5 -11 0.49 <0.05
137 0.22 -3.1 0.66 <0.01
138 2.9 -36 0.59 <0.01
146 1.2 -17 0.63 <0.01
153 8.7 -132 0.65 <0.01
156 1.0 -16 0.73 <0.01
157 0.21 -3.2 0.71 <0.01
163,164 1.8 -26 0.65 <0.01
167 0.28 -4.0 0.65 <0.01
170 1.3 -22 0.68 <0.01
172 0.24 -3.9 0.67 <0.01
177 0.39 -5.1 0.60 <0.01
178 0.49 -8.0 0.66 <0.01
180 4.8 =77 0.64 <0.01
182,187 2.6 -42 0.65 <0.01
183 0.53 -7.6 0.59 <0.01
190 0.32 -5.2 0.68 <0.01
194 0.73 -14 0.68 <0.01
196,203 0.71 -13 0.68 <0.01
199 0.22 -0.50 0.19 >0.05
201 0.62 -15 0.44 <0.05
202 0.29 -5.2 0.67 <0.01

*: Regression equation, y=ax+b (pg/g whole blood),

x=age (year)
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samples from healthy volunteers
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Table 2-2-1 PCB congeners in human blood samples

(n=24)
Congeners c . Concentrations ( pg / g on a whole blood basis )
( %Z# ) Substitution Moan Minimum Ty P— S.D. % of N.D.
Total-MonoCB - - - - -
#11 3,3™ 0.1 N.D. 0.8 0.2 75.0
Total-DiCB 0.1 0.0 0.8 0.2 -
#18 2,2',5- 0.0 N.D. 0.3 0.1 79.2
#20,33 2,3,8'-/2,3,4- 0.0 N.D. 0.1 0.0 87.5
#28 2,4,4"- 6.3 1.6 15.4 3.4 0.0
#31 2,4',5- 0.2 N.D. 0.6 0.2 29.2
#36 3,3.5- 0.0 N.D. 0.2 0.1 91.7
#38 3,4,5- 0.2 N.D. 3.8 0.8 95.8
Total-TriCB 6.9 1.6 16.2 3.7 -
#42 2,2',8,4" 0.0 N.D. 0.2 0.1 83.3
#43 2,2',8,5- 0.4 N.D. 1.7 0.4 16.7
#44 2,2',8,5" 0.5 0.2 1.7 0.4 0.0
#47,48 2,2',4,4'- 1 2,2'4,4'- 1.4 0.4 4.0 0.8 0.0
#49 2,2',4,5" 0.2 N.D. 2.4 0.6 83.3
#52,69 2,2',5,6'- /1 2,3',4,6- 2.8 0.4 11.4 3.2 0.0
#55 2,3,3',4- 0.0 N.D. 0.3 0.1 79.2
#58 2,3,38',5" 0.0 N.D. 0.2 0.1 79.2
#60 2,3,4,4" 1.8 N.D. 5.3 1.1 4.2
#63 2,3,4',5- 0.2 N.D. 1.1 0.3 54.2
#64 2,3,4',6- 0.2 N.D. 0.5 0.2 62.5
#66 2,3',4,4" 7.2 1.6 19.9 4.5 0.0
#68 2,3',4,5" 0.3 N.D. 1.1 0.2 8.3
#70 2,3',4',5- 0.3 N.D. 0.8 0.2 4.2
#72 2,3,5,5™ 0.1 N.D. 1.1 0.3 79.2
#74 2,4,4',5" 28.1 8.9 53.1 14.8 0.0
Total-TetraCB 43.7 13.8 87.6 20.2 -
#83 2,2',3,3',5- 0.3 N.D. 0.7 0.2 20.8
#84,92 2,2',3,3',6-/ 2,2',3,5,5'- 2.0 0.2 7.5 1.6 0.0
#85 2,2',3,4,4' 0.6 N.D. 1.9 0.4 4.2
#86,97,117 2,2',3,4,5-12,2',3'4,5-/ 2,3,4',5,6- 1.9 0.5 4.4 1.1 0.0
#87,115 2,2',3,4,5" 1.0 0.4 2.7 0.6 0.0
#89 2,2,8,4,6'" 0.0 N.D. 0.9 0.2 95.8
#90 2,2',8,4',5- 0.2 N.D. 2.7 0.6 91.7
#91 2,2',3,4',6- 0.0 N.D. 0.3 0.1 79.2
#93,95,98,102 2,2',3,5,6-/2,2',3,5',6- / 2,2',3,4,6- / 2,2',4,5,6"- 2.2 0.5 7.2 1.5 0.0
#99 2,2',4,4',5- 29.9 12.1 62.8 16.8 0.0
#101 2,2',4,5,5" 5.7 0.9 22.6 4.9 0.0
#105 2,3,3',4,4" 9.6 3.1 21.4 4.8 0.0
#107,108 2,3,3',4',5-/2,3,3,4,5'- 2.5 0.5 6.7 1.7 0.0
#109 2,3,3',4,6- 0.0 N.D. 0.1 0.0 95.8
#110,120 2,3,3',4',6-/ 2,3',4,5,5'- 1.7 0.4 5.5 1.1 0.0
#111 2,3,3',5,5' 0.4 N.D. 0.8 0.2 8.3
#113 2,3,3',5',6 0.1 N.D. 0.3 0.1 70.8
#114 2,3,4,4',5- 4.0 1.4 7.2 1.9 0.0
#118 2,3,4,4',5- 42.8 13.2 85.6 20.6 0.0
#119 2,3,4,4',6 0.2 N.D. 0.6 0.2 41.7
#121 2,3,4,5',6 0.2 N.D. 0.6 0.2 75.0
#123 2',8,4,4',5- 0.7 0.2 14 0.3 0.0
#126 3,3',4,4',5- 0.3 N.D. 0.8 0.2 8.3
Total-PentaCB 106.4 36.7 2385 51.9 -
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Table 2-2-2

Congeners el L. Concentrations ( pg/ g on a whole blood basis )
(igSZ#) Substitution Mean Minimum  Maximum S.D. % of N.D.
#128 2,2',8,3',4,4"- 1.3 0.3 5.2 1.1 0.0
#129 2,2',8,3',4,6- 1.9 N.D. 4.5 1.2 4.2
#130 2,2',8,3',4,5" 3.4 1.3 7.1 1.7 0.0
#132 2,2',8,3',4,6" 0.1 N.D. 1.2 0.3 87.5
#133 2,2',3,3,5,5" 2.8 1.0 6.0 1.4 0.0
#134 2,2',3,3',5,6- 0.0 N.D. 0.2 0.1 70.8
#1356 2,2',3,3,5,6" 0.9 0.2 2.4 0.5 0.0
#136 2,2',3,3,6,6" 0.2 N.D. 0.6 0.2 25.0
#137 2,2',3,4,4',5- 4.5 1.7 9.0 2.2 0.0
#138 2,2',3,4,4',5" 64.7 26.6 124.4 32.4 0.0
#141 2,2',3,4,5,5" 0.6 0.1 2.0 0.4 0.0
#146 2,2',3,4',5,5" 25.1 8.7 50.1 12.5 0.0
#147 2,2',3,4',5,6- 1.1 0.3 2.9 0.7 0.0
#149 2,2',3,4',5',6- 1.8 0.5 5.6 1.1 0.0
#151 2,2',3,5,5',6- 2.6 0.6 7.9 1.7 0.0
#153 2,2',4,4',5,5'" 171.0 66.8 350.1 88.5 0.0
#1654 2,2',4,4,5,6" 0.4 N.D. 1.1 0.3 4.2
#1556 2,2',4,4,6,6" 0.0 N.D. 0.2 0.1 83.3
#156 2,3,3',4,4',6- 17.1 5.1 37.2 8.6 0.0
#1567 2,8,3',4,4',6" 4.2 1.4 8.0 2.0 0.0
#158 2,3,3',4,4',6- 1.6 0.5 4.2 1.0 0.0
#159 2,3,3',4,5,5" 0.0 N.D. 0.2 0.1 66.7
#162 2,3,3',4,5,5" 0.2 N.D. 0.6 0.2 29.2

#163,164 2,3,3',4',5,6-/ 2,3,3',4',5',6- 38.9 15.1 72.6 18.7 0.0

#1656 2,3,3',5,5',6- 0.3 N.D. 0.7 0.2 12.5
#166 2,3,4,4',5,6- 0.7 0.2 1.7 0.4 0.0
#167 2,3',4,4',5,5" 5.8 2.3 10.6 2.9 0.0
#169 3,3',4,4',5,5' 0.3 N.D. 0.6 0.1 4.2

Total-HexaCB 351.8 142.2 694.4 174.0 -
#1170 2,2',3,3',4,4',5- 23.2 5.1 51.5 12.6 0.0
#171 2,2',3,3',4,4',6- 3.0 11 6.1 1.5 0.0
#172 2,2',3,3',4,5,5'- 4.6 1.5 10.0 2.4 0.0
#174 2,2',3,3',4,5,6'" 0.6 0.2 1.6 0.4 0.0
#175 2,2',8,3',4,5',6- 0.6 N.D. 14 0.4 4.2
#177 2,2',8,3',4',5,6- 8.5 3.1 17.7 4.3 0.0
#178 2,2',8,3',6,5',6- 9.2 2.6 20.6 4.9 0.0
#179 2,2',3,3',5,6,6'- 0.7 0.2 1.8 0.4 0.0
#180 2,2',3,4,4',5,5' 89.7 28.4 196.3 49.1 0.0
#181 2,2',3,4,4',5,6- 0.1 N.D. 0.3 0.1 54.2

#182,187 2,2',3,4,4',5,6" / 2,2',3,4',5,5',6- 50.7 15.0 108.8 27.0 0.0

#183 2,2',3,4,4,5',6- 11.0 4.6 22.9 6.0 0.0
#184 2,2',3,4,4',6,6'- 0.0 N.D. 0.2 0.0 91.7
#1856 2,2',3,4,5,5',6- 0.0 N.D. 0.1 0.0 95.8
#189 2,3,3',4,4',5,5' 1.9 0.7 4.5 1.0 0.0
#190 2,3,3',4,4',5,6- 5.8 2.0 12.7 3.1 0.0
#191 2,3,3',4,4',5',6- 1.3 0.5 2.8 0.7 0.0

Total-HeptaCB 211.0 68.6 455.0 111.8 -
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Table 2-2-3

Congeners Concentrations ( pg / g on a whale blood basis )

(BZ#) Substitution Mean Minimum  Maximam S.D. % of N.D.
#194 2,2',8,3',4,4',5,5' 11.3 2.9 28.7 7.0 0.0
#195 2,2',3,3',4,4',5,6- 2.5 0.8 5.9 1.5 0.0
#196,#203 2,2',3,3',4,4',5',6- / 2,2',3,4,4',5,5',6- 11.7 3.6 29.3 6.9 0.0
#197 2,2',3,3',4,4',6,6'- 0.3 N.D. 3.4 0.7 20.8
#199 2,2',3,3',4,5,6,6" 7.2 N.D. 24.0 7.5 37.5
#200 2,2',8,3',4,5',6,6'- 0.3 N.D. 1.7 0.5 62.5
#201 2,2',3,3',4',5,5',6- 6.3 0.4 33.7 9.3 0.0
#202 2,2',3,3',5,5',6,6'- 4.8 1.2 11.9 2.8 0.0
#205 2,3,3',4,4',5,5',6- 0.6 0.2 1.1 0.3 0.0
Total-OctaCB 45.0 13.7 112.7 26.6 -
#206 2,2',3,3',4,4',5,5',6- 3.1 1.1 6.8 1.6 0.0
#207 2,2',3,3',4,4',5,6,6'- 0.7 0.3 1.6 0.3 0.0
#208 2,2',3,3',4,5,5',6,6'" 1.2 0.4 3.2 0.7 0.0
Total-NonaCB 5.0 1.8 11.6 2.6 -
#209 2,2',3,3',4,4',5,5',6,6' 2.1 1.0 4.3 1.0 0.0
Total-DecaCB 2.1 1.0 4.3 1.0 -
Total-PCBs 771.9 317.1 1521.8 377.3

** most abundant PCB congeners.
* predominant PCB congeners

N.D. : not detected

Fig. 2-4 1213 o PCBs 2 B D R /3T 2 777, 6 i3 PCBs 28 b kI
FCEERFBRIKLTH VR PCBs IRED 46%% LTV, 1,2,9,10 #i5% PCBs
I3# PCBs IR IC D 2 BIGIIME CX 2REThH o 7o, b EiRE2 18 Btk
&% Table 2-1,2 |Z/R L7z, Z 0 13 BAEREGFHR I LML i PCBs R D 75%
ZHD T\, 20 13 BMEARUA Ofthd PCBs BMERITWT 10 68 PCBs 2
D 3%LL FTh o7, 13 BiERod ¢, CB153, CB138, CB180, CB74, CB99,
CB118, CB187 O At 7 BAIEAIEE I3H PCBs IBE D 60% % (58, ZiLbH D%
PRI, WIFns 2-, 4-, SALICHEFENE L TV ebDThole, T0
2-, 4-, 5N MR E AT B BRI OV T, BEH (Konishi et al, 2001, Nakano
et al, 2002) O HARANDRFLH PCBs IREOWE L AR TH - 7=, AWFFETOIM
Kk PCBs 2% 0 T2 BN Ai 13 RFFLH PCBs HE SRR A1 & — B LT,
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¥1Z, CB138 & CB153 1% PCBs e b & ENTH Y, BE(Koga et al, 2001)
TIHAERNAH 2 Z T I WEMRE L THREESN TV, BARANMK T O FHE
PCBs B1EIRIZIL, 2-, 4-, 5N FE RS K2 50 5 Z L2V L7,

9]
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Homolog

Fig.2-4 Homolog distribution of PCBs in human blood samples

LML, 2HFEZEDORESE PCBs OV < OMICEB W TR FIZHFET D s
(Litten et al, 2000) 7362, ZIUFTEREEGLNO OBENFINEEZ BN D,
B 21X CB11 EZHARIZHOWT, CB11L IR 7 m—8GIZ 3L A EEENT
W2, MIETIIAFAET 2 2 L2V L2 DRSS & 72> TV 5,
ZOBEYFERE UTIEBIAE 3,3-0 7 0 Ry DV UERBEL TWA EEZL
NTWDHN, BRLIMEPLETH D, AFERICEBNTS 24 A 13 AD LR
H1C CB11 23 S 47z,

4 IMES HO-PCBs T8 BN Hrik O Bl %
2-4  FEBAE KR O E

2-4-1 FRYESL - B
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HO-PCBs #E#ERsK & LT, FOtHi#E & o 4HO-CB107, 3HO-CB118,
3HO-CB138, 4HO-CB146, 4'HO-CB172, 4HO-CB187 DR IEHERIK &
Wellington #L:# 3HO-CB153 % H\ 7=, 13C T ~/L{t. HO-PCBs R H#EVRIK I Fn
ol FE A o> 4HO-CB107, 3HO-CB118, 3'HO-CB138, 4HO-CB146,
4HO-CB172, 4HO-CB187 DIREIEHEREZ A\ 72, A TOPRME & 3313
Dioxins % 721% PCBs 3#rH & 7=,

2-4-2 BT

Mmig+H > 7L, The Saku Control Obesity Program (SCOP)(Watanabe
et al, 2000 DBME LN A T+ — L Rartr b&F72 1024 0N (B
50 41, #5240 ; it 5 47~T70 %) KV ERIM L7, MiEIE0Hr E T-20CIZ T
R L7,

2-4-3 LC/MS/MS v A7 2 K OVl S0

LC/MS/MS #:i& 1%, MS #:#& 3 ABSCIEX 8! QTRAP5500 % LC T
Agilent #8 1260 ~V — X% 7z, LC ~OREHEAEIX 10 L, 7T 24
— 7 UREEX 40 CE L7, 7 7 A1Z1% Sigma-Aldrich %8 Ascentis
Express C18 (2.1 mmID X 100 mm, 2.7um) Z*H\\/=, BEFI O &L
0.35 mL/min, 2 mM FEi27T =7 LKEIKA), A%/ —LBIZLD T TV
TV MO EAT Tz, 7TV PR, WERLE (A 60%, B:40%) X
D2077FT (A:5%, B:95%) 75k 5V =777 = LT,

A FAEFT V7 b AT b—A F Ak (ESD W EORTT 4 7AFE— R
R L, RS K OVSEEEOMIE X Selected Reaction Monitoring (SRM)

£— K Tiro7=, EEIL 700 C, Ion Spray Voltage #-4000u A % EL, E
=2V 744 (12C; [M-H]- — CI, [(M+2)-H]- — CI, 13C; [M+2)-H]" —

Cl) 1% 4% HO-PeCB : 2C ; m/z 339 — 35, m/z 341 — 35, 13C ; m/z
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3563 — 35, HO-HxCB : 12C ; m/z 375 — 35, m/z 377 — 35, 13C ; m/z
387 — 35, HO-HpCB : 12C ; m/z 409 — 35, m/z 411 — 35, 13C ; m/z
423 — 35 % E Lz, 7=, MS/MS @ declustering potential (DP), entrance
potential (EP), collision energy (CE), collision cell exit potential (CXP)
Db E T olz, E=4 V7 A4 KO DP, EP, CE KU CXP Dafflsk

% Table 2-3 |2/~ ¢, 7=, MiETHI n~ k77 LH% Fig. 2-5 1277,

Table 2-3 Mass transition monitored and MS/MS conditions

Precursor ion  Product ion

Analytes DP(V) EP(V) CE(V)  CXP(V)
(m/z) (m/z)
HO-PeCBs (-1 339 35 -90 -12 -74 -5
2¢-2 341 35 -110 -12 -75 -5
1By 353 35 -90 -12 -74 -5
HO-HxCBs 2C-1 375 35 -100 -12 -78 -5
2¢-2 377 35 -100 -12 -90 -6
B 387 35 -100 -12 -78 -5
HO-HpCBs 2C-1 409 35 -120 -12 -82 -5
2¢-2 411 35 -120 -12 -92 -5
B 423 35 -120 -12 -82 -5

20



1453

Penta ,po-cR107

186
000

o 3HO-CB118

ZUUUF

9 04 D5 DR 10 139 B4 BF B8 U0 W9 W4 U6 WA B B2 B4 16 B8 K0 62 B 66 168

1500

8 -
" Hexa , 4HO-CB146
3HO-CB138

200
1500
1000

3HO-CB153

1600

R0 14 126 108 B0 B2 B4 16 B8 WO M2 4 M6 WS B0 B2 B4 156 K8 B0 62 164 166 168

0 i

, Hepta | _4HO-187CB

. #HO-172CB

0 .
| i 4 1506

00 12 114 16 06 10 B2 B4 16 B8 WO W2 W4 WG HB B 52 54 16 168 B0 62 164 166 168
Time, min

Fig.2-5 Typical chromatograms of the penta- to hepta- HO-CBs in serum

samples from healthy volunteers

2-4-4  IMIHEFEL O IR L
IMERRFORTALERIE, MmiEHE 0.5 mL 12, 13Ci2 7~UL{k HO-PCBs P
HEVSIR 0.4 ng IINL, EHMAK 0.5 mL, ¥ 0.256 mL Nz, @ Lz D%
R — F U » P (Waters $ Sep-pak C18, 500 mg)iZ L 5 EARFH 217 - 7=,
BT — Y w20, A%/ —5mL &K 10 mL Carvssva=r7r

#%, BBl —FY v DICAM LT, FD%, 4.0 mL ® 50%Y 7 o A%
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AB =N NN TR L, Wik E R0 FCREL, 72 =KD
250 u LS AR L CllEARELE LT,

2-4-5 FEEEE PR

BRI I A R SR AR ARSI & 18C T~ bR HE (CIL A5Y)
EMERAGARL TERLZLDEHV-, 0.01~5 ng/mL O#iPHT 6 EED
REMZER LT, &RMEROBERME 212099 ML L& BIFCh o7, miTa T
FE COWNEIERERIEL 70~117% Th D = & &l L, REET 7 7 35
1L 20 NI 1 ROEIGTHEME LT, 777132 TLOD LU TFTHLZ
& % fifEs8 L72, LOD (X SN o> 3 15 & 0 B L7z, R¥E T LOD I 1.6~5.4 pg
Th-oT,

2-4-6  HUEHIENT

FEROM MM IL, SPSS 11.0J (SPSS 1) # MW THEE L7-,

% 5 81 Mg PCBs & HO-PCBs == B HL: (RFRAfE 5 & & 4%

2-5-1 2" PCBs & 1fijEH HO-PCBs ¢ == 2L B (A2 P 7 A
102 4 O B AR AR LR H PCBs & (fiLiEH HO-PCBs == ZE V(AR EERIE 4
1T-7=, IiEH = -HO-PCBs #ilfi% 27~648 pg/g-1fiLiF, TR 156 pg/g-MLiE
ThHolz, £7=, &Mt X 13PCBs #ilH % 182~3097 pg/g-1fiLik, & 558 pglg-
i T -7z, MiEH HO-PCBs & 4l PCBs TE BRI S % Table
(2”9, H PCBs BMEIRREE & 2 O HO-PCBs R & DRI
BIRAFRIC DT Table 2-5 (2779, #l PCBs BMEARIEERIEIX, HRGC/MS |2
THEZIT> 72, F M7 1 L P450 Of#{kIZ L %8l PCBs 726 HO-PCBs ~DfX
| C 3% 0 NIH-shift % 72 (Z#£# O direct-insertion 25#2 = W HO-PCBs %4k

EAERT %, Table 2-5 & 0l PCB MK & £ DR HO-PCBs 5%
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PERIRE DI HO-CB138 / CB138 Z R\ CHE 2B BIRIFR AN L & 47z,
2-5-2 PCBs & HO-PCBs HEMERJREE & Fin & 0 BIR

F% HO-PCBs BME(RIREE, F:3 PCBs SMEARIREE & 4Fln & OFEBIRAMR %
Table 2-6,7 12454 ~7°, HERE OFME1L 47-70 5%k T o772, X13PCBs & FE
PCBs BMEARIREE & Flv ORI IE, AEREOHBME (p<0.01) BRI,
2 7HO-PCBs & 12 HO-PCBs RIEMKRE & FERORIZIE, —#AERIEDH
BIRARA L H a7z, LarL, HO-PCBs Zi:{k & i & OFHBIRILRIZ, #1 PCBs
IR LA & ORICAERMEBEREMRN H 572, Bl PCBs FEMEARNRE 4 il f#1 22
& U CImAABIfR SR A 3- L7 & = A (Table 2-8), Wi HO-PCBs F= 34
MR Fl e OMICHBERMEBRIIA O o7z, ZO/RKR LD,
HO-PCBs [ZMEHIZ £ 2 ERBAAKE RN LAVRBE T,
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Table 2-4 Median concentrations, range and detection frequencies (DF) of HO-PCBs and PCBs in human serum
samples from Japanese

Samples (N=102)

Congeners Structure (pg/g-wet wt)
DF(%) min  25th percentile median 75th percentile max

4HO-CB107 4-HO-2,3,3,4',5-PeCB 97 <L0Q 31 43 62 232
3HO-CB118 3-HO-2,3',4,4'5-PeCB 68 <L0Q 15 17 21 41
3HO-CB138 3-HO-2,2',3',4,4',5-HxCB 54 <L0Q 14 20 25 80
4HO-CB146 4-H0-2,2,3,4'5,5-HxCB 94 <L0Q 21 34 49 119
3HO-CB153  3-HO-2,2,4,4',5,5-HxCB 53 <L0Q 12 14 17 45
4HO-CB172  4-HO0-2,2,3,3,4',5,5-HpCB 22 <L0Q 11 13 20 24
4HO-CB187 4-HO-2,2,3,4,5,5,6-HpCB 99 <L0Q 24 44 57 145
> ,HO-PCBs 27 90 156 209 648
CB74 2,4,4',5'-TeCB 100 9.4 21 31 44 121
CB99 2,2'4,4' 5-PeCB 100 5.4 16 29 31 124
CB118 2,3,4,4'5-PeCB 100 16 40 56 79 294
CB138 2,2'3,4,4',5-HxCB 100 23 51 76 101 406
CB146 2,2',3,4',5,5-HxCB 100 6.0 16 22 31 132
CB153 2,2' 4,4',5,5HxCB 100 51 110 155 216 948
CB156 2,3,3',4,4',5-HxCB 100 6.2 12 16 29 73
CB163/164  2,3,3,4'5,6-/ 2,3,3,4,5',6-HxCB 100 10 26 37 50 200
CB170 2,2'3,3,4,4',5-HpCB 100 7.8 15 20 26 111
CB180 2,2,3,4,4',5,5-HpCB 100 29 58 75 105 446
CB182/187  2,2,3,4,4'5,6- /2,2.3,4,5,5,6-HpCB 100 11 28 40 56 243
> ,sPCBs 182 417 558 807 3097
DF ; Detection frequencies

Table 2-5 Relationship between HO-PCB congeners and their

possible precursor PCB congeners in human serum

precursor PCBs metabolites r p hydroxylation

2 13PCBs 2 ;HO-PCBs 0.65 <0.01

CB118 4HO-CB107 0.44 <0.01 NIH-shift

CB118 3HO-CB118 0.29 <0.05 direct-insertion

CB138 3'HO-CB138 0.16 >0.05 direct-insertion

CB138 4HO-CB146 0.56 <0.01 NIH-shift

CB146 4HO-CB146 0.64 <0.01 direct-insertion

CB153 4HO-CB146 0.64 <0.01 NIH-shift

CB146 3HO-CB153 0.28 <0.05 NIH-shift

CB153 3HO-CB153 0.27 <0.05 direct-insertion

CB170 4'HO-CB172 0.57 <0.01 NIH-shift

CB180 4'HO-CB172 0.60 <0.01 NIH-shift

CB182/187 4HO-CB187 0.56 <0.01 direct-insertion
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Table 2-6 Relationship between age and HO-PCB predominant
congeners concentration in human serum samples

(N=102)
r p

4HO-CB107 0.20 <0.05
3HO-CB118 0.13 >0.05
3'HO-CB138 0.10 >0.05
4HO-CB146 0.33 <0.01
3HO-CB153 -0.0060 >0.05
4'HO-CB172 0.15 >0.05
4HO-CB187 0.39 <0.01
> HO-PCBs 0.40 <0.01

spearman's rank correlation

Table 2-7 Relationship between age and PCB predominant
congeners concentration in human serum samples

(N=102)
r p

CB118 0.49 <0.01
CB138 0.37 <0.01
CB146 0.43 <0.01
CB153 0.42 <0.01
CB170 0.37 <0.01
CB180 0.40 <0.01
CB182/187 0.42 <0.01
> ,,PCBs 0.45 <0.01

spearman's rank correlation

25



Table 2-8 Relationship between age and HO-PCBs predominant
congeners concentration in human serum samples.

(N=102)
) partial correlation
control variable .. p value
coefficient

2 ;HO-PCBs 2 13PCBs 0.060 >0.05
4HO-CB107 CB118 -0.10 >0.05
3HO-CB118 CB118 -0.17 >0.05
3'HO-CB138 CB138 -0.075 >0.05
4HO-CB146 CB138 0.038 >0.05
4HO-CB146 CB146 0.0017 >0.05
4HO-CB146 CB153 0.0038 >0.05
3HO-CB153 CB146 -0.25 >0.05
3HO-CB153 CB153 -0.25 >0.05
4'HO-CB172 CB170 -0.072 >0.05
4'HO-CB172 CB180 -0.049 >0.05
4HO-CB187 CB182/187 0.13 >0.05

2-5-3 Dioxins, PCBs, HO-PCBs ZM:RJREE &M IR & O REf%

B PRI T HEF B HEIME I B 0, BARIZIBW TS 1000 7 ALLEASHERIE &
WESNTWD, BERBOE2RAL, dfs, Fil, B, AEEEERD D,
F7o, BERFORBIEIZITZ S OFRERFPEEL TS EEX LN TND, B
PRI DIRRR -0 —> & U CEREIGYME 3 & %, Dioxins <° PCBs AL MK
R LEIR I & OBIEIC OV CIHE ZIT - T,

IfiLi#% # Dioxins JEEIZOWTIE, # TEQ IBE (F¥=AEHERE) T 2 MR
BF(n=49) TlZ 33.7+13.7 pgTEQ/g-lipid, £ FHAEERIE HEH (n=12) Tl 30.8
+11.5 pgTEQ/g-lipid, = k1 —/LEE(n=49)TlX 23.4+11.2 pgTEQ/g-lipid

oy bo— VR A BICIE P RENmORER L 20, BERM & g

26



Dioxins JR & ORFEAVHIA L7, £/, AMFEICE W THIRKFRE IS 56
JRIGMEBOA » XX, FIEFET 204, MiEH Dioxins O BRI T
2.2-28 THY, ZNLIFMOFREFIZHAAFREICEWERE o7, £z,
BERIPF O & ik PCB R & ORIfRICIS WV TIE, PCBs #M:AR
» CB146, CB180 231E®, CB163/164, CB170 WA DBH &2 Rd = & 2 #is

(Tanaka et al, 2011) L7z, F£7z, G+ HO-PCBs T Z RN & b R
EDOBRIZOWTORETIE, ABFZEEOMERE 102 4 DN, BERE L2 Sh
72214 (114, &M 104) &xREEIZ DUV T HO-PCBs 2 RME(R,
X 7HO-PCBs J# £ % Table 2-9 IZ7~7,

1iEH HO-PCBs RN L FEIRIG & OBIRIC OV T, REZIT- 72

(Mann-Whitney Utest, p>0.05) 7%, FEMAEEICONTHHIRKEE OA
BRI R SN e o7z, PCBs @ CB146 2RI & A 5 22 IE O BIH N /L 5
ni=n, o> 4HO-CB146, 3HO-CB153 i CB138, CB146, CB153
DORFHZ L VAR L, — 72t PCBs ##/E£ 1% CB153>CB138>CB146 T
b, Z D7 CB146 ORHIKEE LML, CB138 X° CB153 DA EI &Y%
<, CB146 DI HEEDRHINC L D EM D72 <, FERIF & O BE R RBIRIC
RolzbdDEEZD,
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Table 2-9 Concentration of OH-PCBs in human serum

(pg/g-serum wet wt)

Males Females
Congeners Control DM* Control DM*
(N=39) (N=11) (N=42) (N=10)

mean = SD  mean + SD mean + SD  mean + SD
4HO-CB107 59.6 +43.7 41.6+18.2 46.1 £24.2  50.0 +26.8
3HO-CB118 19.0 + 7.2 14.6 £ 2.5 17.8+ 4.3 22.2+£6.1
3'HO-CB138 22.3+11.5  24.3+25.0 18.8 £ 5.7 18.5+ 7.6
4HO-CB146 49.2+258 37.6+18.4 28.6 +14.3 34.2+13.9
3HO-CB153 176 £ 7.9 13.2+ 1.7 13.9+ 3.0 12.2 £ 2.7
4'HO-CB172 16.8+ 5.5 13.4+3.5 13.6 £ 5.2 11.9+ 2.3
4HO-CB187 59.4+33.3 45.0+22.0 345+19.8 43.9+17.6
2;HO-PCBs 210.3+123.2 156.1+74.4 129.7+72.3 163.5+69.6

*: DM ; Diabetes Mellitus

2-5-4 BEFRA & DLk

FER D ifi{E ' HO-PCBs 3= #EEMERJR L AEIZ-DUN T Table 2-10 IZF & ®
7o AARZED 4 »[FETOREREREICHOWVT, XHO-PCBs EEHPHIZ, 156
~520 pg/g I T V FZETH - 7=, FHEEMAKRSATIL, EU T4HO-CB187
F 72132 4HO-CB146 23 @V M7 T'do o 7203, AWFSE % 5 H RO FRA A T,
4HO-CB107 F721% 4HO-CB187 BEWMEM TH -7, Z O EFEEMEERSA D
EWE, Bl PCB OIREFGE°AFEIC L D OBENEREE L TV DO TIEZR W)

EFERD,

FeHi ELw

ABFF2 13, HRGC/HRMS & HT8-PCB v £°5 U —H 5 L& AW T, Mk
H PCBs &S8R SHTIEDBRIE 21T o 7o, BIFE LIzt VW CREEE B AN
N 24 4 DR H PCBs BAMEMKRGHT 21T o 7fE R, @ L7z 13 o FE 2
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PCBs BPEEHIBA Lz, Z 0 13 FRMEAEITHR PCBs IR D 75% % L Tz,
ZDFEZ PCBs BMEAKIZIT 2, 4-, 5S-(EFEEHEMEANZIEENATND Z
EAEIA LT, ZhD o BIERIT R A8 U CTRNIZEY GA F AT

SRS NP LERBEMARE NI EBBEZ LN, ZhDOMERIE, K
NTD PCBs BMERMHE HIRSBEE L TV D Z ENRB I N, 4%, BT
th PCBs JlAE R & Aot 5 & WITFHM ARG YR HIIA+ 5 L B 2 5,

%72, LC/MS/MS %\ 7= 1 iEH HO-PCBs EEEMEARHIEEIZ OV T HEH
FAEATV, BARNBA O ME R B AREORA AT - 7, Mg OKEEb
PCBs &1L, #E ML HRGC/MS 2 CTHIET 2 @GN FICHE ST
D0, ABFETIE, BRI L CEEE LC/MS/MS 12 T EBEICHIE S 5 ik
ERRFE LT, £72, 102 4 O1fiE + HO-PCBs =2 IR EFIA 21T\, #l PCBs
TR, AEEORE RIS & OBDHEIC W TEE L 72, BERAS & OBSEIZ oW
Ti¥, Dioxins & PCBs EBERVERIREICOWTIE, —#0 BIPER CTHERT & O
B AHIBT L7243, HO-PCBs FHEEMEIRRRIE CI, HE DB PCBs 7> b ORH#
12 &V AT % HO-PCBs BAMEAEIZHOWTIE, X0 & # PCBs BPEAD
WEEZT D2 LB 2 LIABRRBEM IR bNenol, Sk, AR5
7 HO-PCBs MR EMICHRCT& 5 L HiIff S D,
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3% /EMEEHT PBDEs SAIEMIHTIEDBHSE & BAEMAIR AR A

H1H 1Lz

RFRERAI (BFRs) 1 THBREHT PC, TV, M, #H%EZL ORELCfEH

S TW5b, BFRs Off &% 2004 4 HARIZEWT 73,900 FizE L, &

FRERAN DOEMTFEEOHER 2 Table 3-1 (BREEA HP &L 0 7ERR) 1IT7R7,

Ur4E, BFRs OBREEVGUENERZRME L 72> TV 5D, REIEREARAIDO PBDES

IIHEERIIZ POPs @ PCBs (ICITEY, IEEMETH Y, RETITILEE LT

W% (Law et al, 2006), 2009 4£ 5 A 285 TH 5 Penta BDEs & Octa BDEs

(355 4 [l E S (COPHIZ T POPs (L&D B3 A (TN S #1172 (UNEP,

2009).

Table 3-1 Transition of the amount demanded
of brominated flame retardants in Japan

(t / year)

year

demand

2000

67,250

2001

57,550

2002

63,300

2003

65,700

2004

73,900

2005

69,500

2006

71,650

2007

65,750

2008

60,500

2009

48,520

2010

53,690
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PBDEs O &MIT, #1EAIZ PCBs L LTV Z &b, HARRALE > (TY)
DT HIA=ARL, Ah LT X —DfEEI2 20 T4 (Hallgern and
Darnerud, 1998, Zhou et al, 2002) £ TV 5,

PBDEs (IS OJLWHEPH TOREEGRME & L CANRR oM, 3L, f5
sk ComtHE (Akutsu et al, 2003, Bi et al, 2006, Covaci et al, 2008,
Harrad and Porter, 2007, Moon et al, 2012, Ohta et al, 2002, Sjodin et al,
1999,2008, Weiss et al, 2004) 23& 5, AU =—7 2T PBDEs OREFL R
D5 (Noren and Meironyte, 2000){Z T, Dioxins X° PCBs 23 & 4E AT I8
5] Td 5 DIk L, PBDEs IZHIMEN Th 5, LK Tid PBDEs %< O TR
MICBNTE R ENTEY, EU & A~ RHAR R R RMERIC IV TRl
D NKEEFE 233 45(Chen et al, 2011, Johnson et al, 2005, Schecter et al, 2003,
She et al, 2002) &L C\ %, PBDEs O fRCREFL IR EIE Z 0 30 4ER CRIE
(ZH8 N L 72 (Noren and Meironyte, 2000, Park et al, 2011, Schecter et al, 2005,
Sjodin et al, 2004), L2>L7en 5, AEH S F I F 248k <D PBDEs 754f
DIFHITD 720,

AWFZEO BEYIE, 20 ORI CoMmiE, IThE M, BT Toe &
BIZOWTHET 22 & Th D, Fexld, AMEND PBDEs EIMEKDETE, 7540
HRIUZ D W TR 5,

2 f AfkEEt PBDEs 2B RAMERSHTIE DO BAFE
3-2  FEERMEL K Ok
3-2-1 FEHES - SR
IV BN ToHT*RIG: & L7- PBDEs #4%{Kk% Table 3-2 (2759, PBDEs

PEAERIRIE, CIL #H X WA L7z, fhooisEoikdk1Y, Dioxins /0#T A Z@H L
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7o

3-2-2 Y7L

20 FIONBH- + MR - g - AENREAR IR R OFF AT A2 15T 1999~2001 125
JERFIC TR LTz, o 7V OFRIL 44~90 5% Th o7z, B2 7T mir
FT-20 CIZTRE L7z, Table 3-3 IZH > 7V OFEMICOWTERRT 5,
3-2-3  JRWGHHH

Mg 30 g, RRH 30 g, AP 1g, AEWGFLAR 1 g T IS E RN AR R 1
VIR & WSINtR, TR TR &2 1T - 72, iz 13C 7 ~11{k PBDEs
WEBEEA I 2 TN NF%, 12 mL Ofafiiifig 7y > e=v A, 6mL O %/ —/L %
W%, 18 mL @ n-~FH AT 30 R E S L7z, £ D%, HiZ n-~
FH AT 2 mHhH L7z, IRV IINEEERIR 2 N, 50 mL o7 & k/
n-~FH 2 (2:1,vv) 12T 30 R E S L, 0%, BT n-~FH i
T 2 [EfhH U7, Il & BRI 5 Fmo KRR T N Y T A L 20Nk,
RE VA XL TLIEFNLIENEIERERK 2 W%, 50 mL O7 & R »/n-~F
T (2:1,v/v) 12T 30 R E SHit L7z, 20k, FIZ n-~FH 2T 2
B U7z, fRIE, ~F 0 oKk Toig e, AR L T, =
WL —Z—IZTHgE L, NENEEORIE 21T -7,

3-2-4 T Ly

FH L720EGIE 2 M OKERIE A U w7 A 10% T X ) — V&4 KRR 10 mL 2V
fifth, RIRICC 2BEREIIR E 5 L, 7B VS REAT >, 700 U 55 fE#%, 15 mL
D n-~FH AT 3043 2 [BHR & 9 i 247 o 7o, iR I = "R b — 2 —THY
2 mL £ CRMER, 2R VDTN I T BT 774 Lz,

3-2-5 ZJ@@L U ATNTT L

L@ ) BT NH T AEINE 10mm, EE 2560 mm OH T AH T LI FEND
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Bz, 1.5 g OIEAMEEFT RV A, 0.9g D>V BTN, 3gD 2% W/W)KFEE
{EB VLU BTN, 0.9 gDV BTN, 45 gD 44 % (WIWIFEEES U 7
Fov, 6g D 22 %(W/W)HiEES Y B 7, 0.9g DY 7L, 3g® 10%(W/W)
FYERER Y 7L, 0.9g DY BV, 1.5 g DEEKEREET NV U L&D, %
&V BTN T BEEk LT, kAT 77 A4 3 A1 100 mL ® n-~F
P ATTHRE LT, MK EZ 7T 77 A4 1%, 100 mL O~FH 20T, £ 0%,
200 mL Y7 unm A% n-~FH 2 (1:9 viv)IZ T PBDEs AR L 7=,
3-2-6 A

FERUR IR 2 BRELKIR T T GC XA T/VICHEMEE, 20 pg @ 1BC T4k
PBDEs ¥ U > Y A3 JIRIEE TN L Tk 20 L £ TG 21T - 70, Z O
Mag D 1.5 u L& GCIZHEA L THOMr Lz,

3-2-7 HRGC/HRMS #&

HRGC/HRMS i% MS #:7& % Auto Spec-Ultima NT (= 7 1~ 24t#) % GC
51X HP6890 'V — X (Agilent tH#) % 7=, 70477 7 41X DB17THT
30 m x 0.25 mmID 0.15um (7L MMER) ZHWE, BT AFIESEX
120 FE2~ D 180 & T 20 FE/40I CHIRM, 180 £ T 2 oflERitk, 240 EE T3
JEICCTHIE L=, £ Dk, 320 FEE T 20 F//3IC CHIES, 320 (2T 10 4y
MEFF U720 TEADIEE I 240 JE, A AL EA X —7 =4 AREIL 290 E(C
RELT, Fx VY —HAI~NY T LAEHWEEIL 1.0 mL/min. & L7z, 44>
b X¥—13 40 eV, MEHELIT 8 kV & L, fi#AEIL 10,000 (2 THHr & %
it U7z, WIEIE SIM — RICCHEME L7z, MmiE+ PBDEs =% ERIEA(4~6 K
FYOMAI e s u~ 7T L% Fig. 3-1 1051, M FERBMEAEE— 27 0

THA v EIR LT,
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Table 3-2 PBDE congeners used in this study and their monitor ions.

Congener Substitution IUPAC#  Monitor ions (m/z)

Unlabeled TrBDE  2,2',4- BDE-17  403.8047 405.8027
2,3',4- BDE-25  403.8047 405.8027

2,4,4'- BDE-28  403.8047 405.8027

2,4,6- BDE-30  403.8047 405.8027

2,4',6- BDE-32  403.8047 405.8027

2'.3,4- BDE-33  403.8047 405.8027

3,3',4- BDE-35  403.8047 405.8027

3,4,4'- BDE-37  403.8047 405.8027

TeBDE 22.4,4-  BDE-47  483.7132 485.7111

2,245  BDE-49  483.7132 485.7111

2,3.4,4- BDE-66  483.7132 485.7111
2,3,4'6- BDE-71  483.7132 485.7111
2,4,4'6-  BDE-75  483.7132 485.7111
3,344~  BDE-77  483.7132 485.7111
PeBDE  2,2,3,4,4- BDE-85  561.6237 563.6216
2,2',4,4'5- BDE-99  561.6237 563.6216
2,2'4,4'6- BDE-100 561.6237 563.6216
2,3,4,5,6- BDE-116 561.6237 563.6216
2,3.,4,4',6- BDE-119 561.6237 563.6216
3,3.4,4,5- BDE-126 561.6237 563.6216
HxBDE 2,2.,3,4,4,5- BDE-138  641.5322 643.5301
2,2'.4,4',5,5- BDE-153  641.5322 643.5301
2,2',4,4',5,6- BDE-154  641.5322 643.5301
2,2',4,4',6,6- BDE-155  641.5322 643.5301
2,3,4,4',5,6- BDE-166  641.5322 643.5301

3C-labeled TrBDE  2,4,4'- BDE-28  417.8429 419.8409
TeBDE 22.4,4-  BDE-47  495.7534 497.7514

3,3,4,4-  BDE-77  495.7534 497.7514

PeBDE 2,2.,4,4'5- BDE-99  575.6619 577.6599
2,2',4,4',6- BDE-100 575.6619 577.6599

2,3,4,4'5- BDE-118  575.6619 577.6599

3,3,4,4'5- BDE-126 575.6619 577.6599

HxBDE 2,2',4,4'5,5- BDE-153  653.5724 655.5704
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Table 3-3 Age, sex and cause of death of decedents from which
samples were obtained for this study.

No. Age Sex Cause of death
1 49 Male  Liver cancer
2 54 Male Renal insufficiency
3 50 Male  Sepsis
4 77 Female Uterine/ Ovarian cancer
5 73 Male Esophageal cancer
6 90 Male  Aneurysm
7 85 Female Cerebral hemorrhage
8 86 Female Bile duct cancer
9 58 Male  Multiple organ insufficiency
10 76 Male  Rectal cancer
11 65 Male Lung cancer
12 64 Male Lung cancer
13 63 Male Cerebral hemorrhage
14 49 Female Vena cava thrombosis
15 68 Female Breast cancer
16 55 Female Uterine sarcoma
17 58 Male  Liver cancer
18 53 Female Athsma
19 59 Female Lung cancer
20 44 Female Leukemia
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100+ 26,94

HexBDEs BDE-153

%) bBDE 25.45
CRLES BDE-99
BDE-100

o) 25.04
0 |AA Lle-ﬂlwl
100~ 273

TeBDEs BDE-47
%
’ 1950 2000 20560 2100 2160 2200 2250 23.00

Fig.3-1 Typical chromatograms of the tetra- to hexa- BDEs in human blood

samples

3-2-8 FHEE B

MREMEIR (E0-5104) 1% CIL #:8% Hv /=, 0.2~100 ng/mL O#iH T 5
T OMBRAVER Lz, B 213099l EEREFTH-TZ, HSITETRT
DNEBIEEYEEHEIL 64~118% & BA4F CThoT-, 2E(E7 7 73X 10
TV I AROEIETHEE L2, 77 7132 TLOD L FCTHDHZ L 2R L
72, LOD X SN b 3 fif £ 0 B L7z, AL T LOD (% 0.001~0.06 ng/g-lipid
Th o7,

3-2-9 HEEAENT
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AL TlE, PBDEs JBEEICEWT, iy bz R L7,
Spearman’s rank fHBIFREIC THEZ DR & i L 72,
)T A MY w75 —4% & LT Mann-Whitney U #iE12C S PBDEs 2 D

WE % i Uiz, 7 — & OFEFHIENTIZ SPSS11.0J (IBM 1) % v 7=,

B RMRLEEBL
3-3-1 PBDEs O A4 7 /LR EE
NN & & o8 Ei, mug, A, Arlg, AEUitiskcEn<i 0.49+0.16%
(#iPH 0.28~0.80%), 1.5+0.67%(#ilH 0.69~2.9%), 8.9+2.7%(HilH 4.1~
15%), 79+7.0 %(#iPH 67~91 %) Th 7=, ND LLEDOEIGH 50 %4 Bz 5
BMEROAFEE (SPBDEs) % Table 3-4-1,2 (27 L7z, i, MR, FFE,
NEIiREA T o> 2 PBDE JREE O Al (25th~75th % % A VfE) 1ZENnZh, 2.4

(1.4~4.6), 1.4(0.61~3.0), 2.6 (1.4~4.5) , 4.3(2.3~5.7) ng/g-lipid TH >
Teo NMEREHTZ I T PBDEs #EIINENHME T —Fm <, K & IR TR T
& o7-, LPBDEs §i2 O8I MHEAR THE O 3 5 <, MK & T
TR TH -7,

Table 3-5 (2 7 [ETO AEREF PBDEs 2 E ORI OHEE F L=, Zh
O OHE Tl L CTotr L T» 2 £ MR BDE-47, 99, 100, 153, 154
Thole, BTOREFICBNTHIr SN T 3 BYEARBDE-47+99+153) O
AFHEE % Sum PBDEs & U CHE L7-, AHFFETO Sum PBDEs I3 K[E D
HERODPRVBENERTH -7, EU Lo T 7 5EE & Ol TIEFERE E 721X
DT PITRNFER & Ip o7z, Do AAROHE L ITFRRRRER Lo T,

BDE-209 IZ2OW T OHE TH LT NCHRER H DL DA T, £, KRR

T% BDE-209 [2OoWTIESHr LTV, oo HAR AIZ DWW T O I i
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BDE-209 HI/E# % (Inoue et al, 2006, Kunisue et al, 2007, Takasuga et al,
2004, Uemura et al, 2010) (285 LARRFEEMEE LD SWFERTH D, Th
FEFED 10 REMEORE DO Z KB L TW DR TH D, UHTOHREICE
VT b BDE-209 (i off ik T T PBDEs BB O K& S 5 2 L VRS
NTWD, 10 REMAERG TR R R LRI~ mEME <, TR L 500
NREERLTNI LG, AARTE MM TV 7z(Watanbe and Sasaki, 2003).
HARTIT TR Rk D 8~10 RFEMKOIREENRZ 2 Hivd, $£72, BDE-209
ITIENAH S Uk ER (L PBDEs & 72 % (Morck et al,2003, Sandholm et al, 2003),,
Z O/KEE{L PBDEs IZHURIRA VE » EEED LTV D 1D, FRBALE Y
#E1E 27~ 9 (Legler and Brouwer, 2003), 41 AME~D B Z F1H$ 5 729
IZ/KE& (L PBDEs IR A2 H TR EDBLETHDL EE XD,
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Table 3-4-1 Concentration of PBDE congeners in human samples (ng/g lipid)

Blood (n=20)

Percent GM Min 25th Median 75th Max
detection® percentile percentile
BDE-17 65 0.015 <LOD 0.0081 0.011 0.021 0.10
BDE-25 65 0.015 <LOD 0.0099 0.14 0.19 0.18
BDE-28/33 100 0.11 0.041 0.067 0.10 0.15 1.2
BDE-35 5.0 - <LOD 0.012 0.012 0.012 0.012
BDE-37 60 0.017 <LOD 0.010 0.012 0.032 0.091
BDE-47 100 0.61 0.15 0.28 0.42 1.0 7.5
BDE-66 70 0.026 <LOD 0.014 0.022 0.041 0.19
BDE-71 100 0.046 0.013 0.024 0.041 0.079 0.82
BDE-77 10 - <LOD 0.016 0.022 0.029 0.029
BDE-85 5.0 - <LOD 0.026 0.026 0.026 0.026
BDE-99 100 0.13 0.037 0.076 0.11 0.22 1.1
BDE-100 100 0.20 0.047 0.10 0.16 0.36 1.4
BDE-116 35 - <LOD 0.029 0.046 0.076 0.28
BDE-126 5.0 - <LOD 0.039 0.039 0.039 0.039
BDE-138 0.0 - <LOD <LOD <LOD <LOD <LOD
BDE-153 100 0.94 0.31 0.60 0.79 1.9 3.8
BDE-154 90 0.045 <LOD 0.021 0.035 0.084 0.73
BDE-155 90 0.031 <LOD 0.018 0.026 0.054 0.35
YPBDE® 100 2.4 0.75 1.4 2.0 4.6 14
Bile (n=20)
BDE-17 80 0.0093 <LOD 0.0054 0.0067 0.019 0.092
BDE-25 95 0.010 <LOD 0.0035 0.0082 0.028 0.13
BDE-28/33 100 0.11 0.013 0.050 0.10 0.22 1.2
BDE-35 35 - <LOD 0.0018 0.0040 0.015 0.018
BDE-37 85 0.0091 <LOD 0.0036 0.0091 0.018 0.063
BDE-47 100 0.31 0.041 0.12 0.30 0.76 2.7
BDE-66 95 0.013 <LOD 0.0068 0.013 0.029 0.087
BDE-71 90 0.037 <LOD 0.016 0.028 0.094 0.79
BDE-75 5.0 - <LOD 0.0095 0.0095 0.0095 0.0095
BDE-77 20 - <LOD 0.0010 0.0028 0.0063 0.0070
BDE-85 20 - <LOD 0.0069 0.021 0.046 0.052
BDE-99 100 0.063 0.0075 0.024 0.074 0.14 0.44
BDE-100 100 0.12 0.018 0.048 0.13 0.25 1.0
BDE-126 5.0 - <LOD 0.051 0.051 0.051 0.051
BDE-153 100 0.53 0.096 0.23 0.53 1.2 7.4
BDE-154 90 0.033 <LOD 0.012 0.029 0.077 0.36
BDE-155 90 0.025 <LOD 0.010 0.021 0.074 0.30
YPBDE® 100 1.4 0.21 0.61 1.5 3.0 8.7
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Table 3-4-2

Liver (n=20)

Perce.nt GM Min 25th . Median 75th . Max
detection” percentile percentile
BDE-17 90 0.022 <LOD 0.015 0.020 0.027 0.13
BDE-25 95 0.024 <LOD 0.014 0.023 0.039 0.11
BDE-28/33 100 0.15 0.049 0.091 0.13 0.22 0.71
BDE-37 60 0.022 <LOD 0.0150 0.021 0.035 0.097
BDE-47 100 0.71 0.26 0.36 0.64 1.2 7.6
BDE-49 5.0 - <LOD 0.021 0.021 0.021 0.021
BDE-66 80 0.026 <LOD 0.014 0.022 0.051 0.13
BDE-71 100 0.066 0.022 0.039 0.058 0.11 0.38
BDE-99 100 0.14 0.068 0.084 0.12 0.24 0.60
BDE-100 100 0.21 0.055 0.11 0.19 0.38 0.79
BDE-116 5.0 - <LOD 0.059 0.059 0.059 0.059
BDE-153 100 0.97 0.37 0.57 1.0 1.2 7.2
BDE-154 90 0.050 <LOD 0.031 0.046 0.088 0.22
BDE-155 70 0.046 <LOD 0.029 0.036 0.084 0.14
YPBDE? 100 2.6 1.1 1.4 2.2 4.5 11
Adipose tissue (n=20)
BDE-17 95 0.0069 <LOD 0.0039 0.0079 0.014 0.020
BDE-25 100 0.0059 0.0016 0.0035 0.0060 0.0093 0.027
BDE-28/33 100 0.27 0.064 0.13 0.27 0.51 1.9
BDE-35 35 - <LOD 0.0019 0.0023 0.0095 0.012
BDE-37 95 0.017 <LOD 0.0082 0.015 0.037 0.077
BDE-47 100 0.93 0.28 0.48 1.0 1.5 5.6
BDE-49 5.0 - <LOD 0.0060 0.0060 0.0060 0.0060
BDE-66 100 0.029 0.011 0.015 0.026 0.044 0.19
BDE-71 100 0.060 0.021 0.032 0.051 0.094 0.75
BDE-77 75 0.0036 <LOD 0.0024 0.0030 0.0066 0.024
BDE-85 15 - <LOD 0.0053 0.022 0.066 0.066
BDE-99 100 0.19 0.065 0.11 0.18 0.25 1.2
BDE-100 100 0.37 0.13 0.20 0.29 0.67 1.9
BDE-126 5.0 - <LOD 0.047 0.047 0.047 0.047
BDE-153 100 1.6 0.48 1.1 1.4 2.6 17.5
BDE-154 100 0.099 0.024 0.052 0.098 0.16 0.55
BDE-155 100 0.080 0.020 0.036 0.073 0.14 0.57
YPBDE?® 100 4.3 1.4 2.3 3.8 5.7 20

Abbreviations: GM, geometric mean; Max, maximum; Min, minimum; <LOD, below limit of detection.
We did not calculate geometric means for congeners with detection frequencies < 50%.
#Sum of the concentrations of congeners with detection frequencies > 50%.
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3-3-2 PBDEs RPE(RS A

Fig.3-2 (2R, M, T, Meifakt oo £ %7 PBDEs SM:MA 554 & =3,
FE R BAMEARIX, BDE-47 & BDE-153 THiv T BDE-99, 100, 28+33 Th -
7. BDE-47 & BDE-153 D& FHRE L, AMEFEEIOH T ZPBDEs RED 70%
L ETdho7-, BDE-47 & BDE-153 O RAEKAIL, HAFEIZHRIR> T,
L2sL7es3 5, BDE-153 (% 20 #ilF 15 il C—&EiRE R RIEATH -T2, fil
® 5% TIEBDE-47 3 b iR R YK TH o7z, £72, BDE-47 & BDE-153
DR AR BN DR b7z, FROHREIIMIZE H Y, Harrad et al
(2007M1%, Mk PBDEs @ &iREOEIGITFHAD 5% REICB W TR LND &
WELTWD,

AW TIEFBE R AR S L THRIE SN 72 BDE-153 1%, ~LF—, A1 1,
FT7 o, ARTOANEHBTORIBCHLREETH 72, L LAans, KE
T, TR T 5 RFLEN L A STz iz AMERE 51X BDE-47
N bEIREICHRBSND EH®ENDH D, KEDOFEH OMIE TIX, BDE-47
ISARMFZE TR ST IREE DR 50 5L EOSIRE TR S D & DWERH 5,
Covaci et al(2008)iZ, i~ PBDEs #ih7» 5 OIRFEIX, A IECHEO 4TS & B
HLTWDEMELTEY, TRUERICAT AL Z M0 EOBRBENERLHE
BRIETZ L EHE LT\ 5, Fig. 3-3 [CARMIIE TOMRIK & ARk oo =5 70 Bk
Ro3AG % T, B BYEROH T L0 IBEMED & EMEARBDE-100, 153)1F,
JFlg & i i L0 b Ay & IR AR TR ME M A R B 472, Covaci et al
(2008) b, 2L 6 O FMERIR B34 DSNENALAE & PN CABFZE & [FER DR %
HLTWD, Z Ol ToRMERSAOENE, TR & g L Tl
TR O mVMEE M ORBTEER SN2 & THATE 2, 612, REkE
DAL, N2 O R ICHRE S 729, KR Cilgg X 0 By TR
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OBV RORENEOERE o TV I EBEXLND,

3-3-3 ALKl PBDEs I £ DOFH B

ARHFFECToHoMr LIz AR To EE R MR L SPBDEs #EICOWT
Spearman’s fHBIRE A FHAG L 7, FHBILREL DFE RIT Table 3-6 (2~ L7z,

Y PBDEs % CTOMBIREOHFIL 0.53~0.91 TH Y, BAF72 FAIRE (p<0.01)
R LT, Be7g o I ARRHE TORMEERS ML, AR TRERTH -
Too LINL7EM G, WL DD OREF O AEMRGEHEIZ B\ T e o 7o B RS A
ERTHONHSTZD, Rl IR TE o T,
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Fig. 3-2 Distribution of the concentration of predominant PBDE congeners
in blood, bile, liver and adipose tissue

Outliers (between Ul* and U2**) are denoted with circles.

Extreme values (greater than U2**) are denoted with asterisks.

* . upper quartile + 1.5 times interquartile range (1Q).

** I upper quartile + 3 times 1Q.
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Fig. 3-3 PBDE congener profiles in tissues (A) and body fluids (B)

Irror bars represen standard error.
Error b present 2* standard

The data represent the geometric mean of the concentration of each congener

calculated using the 20 samples analyzed.
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Table 3-6 Correlation between PBDE congener
concentration and tissue or body fluid.

BDE-28/33

T Blood Liver Bile
Liver 0.54*
Bile 0.41 0.65%*
Adipose tissue 0.14 0.36 0.67**
BDE-47

T Blood Liver Bile
Liver 0.91**
Bile 0.73** 0.78**
Adipose tissue 0.89** 0.90** 0.77**
BDE-99

r Blood Liver Bile
Liver 0.78**
Bile 0.82%* 0.75%*
Adipose tissue 0.73%* 0.66** 0.60**
BDE-100

r Blood Liver Bile
Liver 0.88**
Bile 0.78** 0.79%*
Adipose tissue 0.91%* 0.83** 0.79%*
BDE-153

r Blood Liver Bile
Liver 0.59**
Bile 0.61** 0.53**
Adipose tissue 0.71%* 0.82%* 0.57**
2~ PBDE

r Blood Liver Bile
Liver 0.88**
Bile 0.73** 0.73**
Adipose tissue 0.87** 0.82%* 0.67**
**p <0.01

Correlation coefficients determined using Spearman's rank correlation an
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3-3-4 PBDEs JiREE & 4in o OMHERI] & D BfR

AWFFECINT, Mg, R, AT, NEWGHEA% S PBDEs & =SB R0 A
LA O ISR A 3FM 3 5 72 % Spearman HHRIREE A B L=, BIRDHT ORE R,
Y PBDEs &4 & OFHBIREUL 0.38 LLF T, ARIFFETOANEY 7L TIEE
PBDEs & 4Efii & O EAMBIT e o7, — &I, Mg+ PCBs & Dioxins
BE M & O EME O N H 5 L #H 45 (Gerstenberger et al, 1997,
Wittsipec et al, 2000) LTV 5, L2xL72 6, Y PBDEs M2 IX4E [ & F6 R
M BN ST, ZiuE, AL T 44 %L FOFERO 7 nzel, B
WADY TNz &0, FROOESTHD EEX D, £z, o
F-%72 PBDEs SRR L AEENICOWT HABEN R 5o 72, AR
~0 PBDEs OZFEMEIZ DOV THH# & BB 722 &0, KE, ¥ —, &R
A VORBICBOTHESINTND, ZbHOHEND, PBDEs O AKX
ELLOBFE AL TWDHZ L 2Rt EEX D, AR TIE, i+ BDE-153
(2 THHi & DT NNTAERIEOMHBEBER (p<0.05) 23R 65717z, BDE-153 (2
DUNTII D Y o T AT I8N T b AH BIFR B At 0> T BEFNE R & B~ Ty M )
T 7=, Geyer et al(2004)(%, PBDEs |ZHE/3 it Tl b TOAMRPN NI
1.3 15 124 FELAE LT\ 5, BDE-153 O 72 AR -3 1, 6.5 4
(3.6~12.4 %) T&H Y, BDE-47, 99, 100 ®» FE 2R MK L W £V, Lupton
et al, 2009 /%, BDE-153 /X BDE-47 X° BDE-99 X 0 AKHIZEWEIG CERT
HTEEHELTWS,

ARFFEDH 2 BFIZBWT, HARORERERAMIEH PCBs FEEMIRIZONT
18 BMERZHFE LT, 20 13 BAEEDOGFHRIE TR PCBs IBE D 75% % L
T, BMEEROEFBEBRAIE N 7 = = VI 2,4,5 (LD RMEERD A AR O R

NI B R E CHFE L TW5, Koga et al(2001)1%, CB153 28 A& TIEAL
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HEz< Wz EEHRE LTS, FixlE, BDE-163 IZOWTHRIETH D &
&% %, BDE-47, 99, 100 IFH#AHRIT DOREFE 2~ L, BDE-153 {22 T
WE 10~20 FENHBUEE TICZ T EBRBEZ R L TWDDOTIERVW N EER D,
AWFFETH 2 1%, ZPBDEs &R & ORISR I~ MINZ XD
SPBDEs I BT R b h > 7= (Mann-WhitneyUtest, p>0.05), L
/L7285, Kunisue et al(2007)i%, BHEOASH#ARICH W Tr PBDEs #/E
EHE LTS, LEOSE, BILEVSY, PCBs X Dioxins & A2 PBDEs
EHEIT 2RI 2 FE o T D, L LD, AMAN® PBDEs £ I2oW\ T,
FRERWTH R T T ORBE B AEEFOMOIHNEZ b D,

3-3-56 PBDEs JREE & JE LR A & DR

AMFGEH 7V TOFERTIE, 20 il 12 ] THE 4 EHIER Th - 7=, 3 fillX
Wi, 260IRES >, 1 llEEnEn s, By, e, 3, FE00E, 1
HRES L AR TdH o7z (Table 2), H AEFITOME, B, IFIE HE
#f%k+ X PBDEs JREE O RfEIZZE 4 1.7 (0.87~5.9), 2.1 (0.20~8.7),
2.2 (1.1~8.7), 3.7 (1.4~20) ng/g-lipid TH-7=, H 1 H]L ZPBDEs
BE L OMICEZZBRIIA SN0 > 7= (Mann-WhitneyUtest, p>0.05),
Hox L, HATK 2EANAEERNRBBIRICRE 2R3 5 LEE LN,
PBDEs 2% L B 155K & ORICBIEIE R SR> T2,

FAF &

AFETIE, B AN OB 2> 5157 HAE-CAH - PBDES #REEIZ DV T

LT, AR T, BRI T IR EE AN —F i <, I < MK - MLk 12 PBDEs
DAL TWD Z & 2R Lc, AW To PBDEs #iEITiEED A AN

PBDEs iREDO#HE L FETH -7, fEx N T C D PBDEs SRR

48



o3 ORFFEIE PBDEs EUEARO G - P SOV TR 2 72012 kR< 2 & DT
ERNVHDOTHD,
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94 %  JRPKER{E PAHs BYEARDITIEOBRJE & fEEA (ISR U DG HA

F1H 1TUoIc

SR EIERALKTE (PAHs) 13K L D2 HMWE O AR5 RIREEIC X 0 i &
5 2O EOMEG A EEREZ b LB OMRIRTH %, PAHs (X HE T 20
LAREY, AR, MK, ZNa%, e RRBEOBIC AT 2MoRIcE T
WD,

PAHs O#MEIZHOWTIE, WHO OEEZ AMFERKE] (TARC) 723 2012 431
1£, 17 %D PAHs 2812B (b MIKT2HBAMEDOAIREMEN & 5) LU 1) &
(International Agency for Research on Cancer) L T3, PAHs Ot MIxd
DI MR RSN TV D, PAHs BMEWNIZHINEND &, F F 7 v — 2 P450
SIZE DR SIUKIBIEIR L 720, S DA R E oo TRPICHEIES LD,
FEMRER 72 PAHSs (12 X D NME~OIREERIEZ N2 0, KRAEEE, i E
RERTH D EHE (Hattemer et al, 1991; Phillips, 1999) S 71T\ 5

AT T — B DU ERWTEY, BERCHET R IZE £ 5 PAHs (I
L DBREE YO WS (R K 5, 2011; Cooper,2001,2003)723% 0 [HRE & 72 -
TWb, %72, #EE#EO PAHs IBFZICHOWTIE, M EToAsERE OS>
BERPH LS, YT AERROENTND 2 E XY, BEE T, BHEEOH
Bri N CARRE 2 HIE L CBREETG Y & DR M2 B L7213 7, B
#H (Forcell et al, 20071233V THEAAE RS L OIRENREE & L CTHins A & T B
U A7 FHIIZ DWW THEFIRE ATV, ZOJRKNBEE®E I PAHs 245 L T
Do TUVUINBDOHEHT A, F, WAEIZ L DB O PAHs BREENERE S
nTWb, BEH (Forcell et al, 2007; Moen et al, 1996) i, #R81-> PAHs

BRER IOV Tl pyrene DI TdH 5 1-hydroxypyrene (1-OH-Pyr) O A Fi4:
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ZITH>TWBHD, fihd PAHs REMIZHOWTOREITERMS N THE 5T,
1-OH-Pyr Z# & 7-4h> PAHs /KEE(EMIZ DO\ T OFIAE OB Z HE LT
Do

AWFFETIE, Mo BREHHR PAHs 2386R £ OIREEJR & 72 > TV D il
57212, LC/MS/MS % BV CIHEFERILIEIZT, 1-0OH-Pyr & Te/ki1b
PAHs 3 {4 4% (hydroxynaphthalene (OH-Nap), hydroxyphenanthrene

(OH-Phe) X% Uf OH-Pyr) 8 BMEKIZHOWTHWHEDKRF 1TV, WEE ~D
BREE AL~ AL MR L7, F72, BE# (Forsell et al, 2007, Moen et al,
1996) & i LR PAHs REHRIEXI LM AT Z & TR 0 FEM7
PAHs BRI OMRIZOWTHRGEET 2 2 E 2 HIOE LT,

5281 IRTZERITEIRRACKFZ G 3T IE OB
4-2 FEBRME KR O 54
4-2-1 RS - B

LC/MS/MS AT X BB LA 8 LC/MS i £ % 7 — /L & Tt lisrt R
DOHEET o E=U L& W, 72, FRUKIZ MilliQ Gradient #iffik g 2
TARVARTHE)THRE L7202 W, 77 o oiiaag BRI,
Sigma-Aldrich #:# g -7V 7 v =% —PRiE (Type H-2 from Helix pomatia)
& iz,

Kigft PAHs fR%Edn & L CROLMA AR D 1-OH-Nap, 2-OH-Nap KO
1-OH-Pyr & Toronto Reserch Chemicals %™ 1-OH-Phe, 3-OH-Phe & O
4-OH-Phe % i\ 7o, PNEBHEYEY'E & L T Toronto Reserch Chemicals #1:#o
3-OH-Phe-dg s O 1-OH-Pyr-dg # A\ N2, Hafe, EifE7T > € =7 LK OEHET
N U D A AR IR RS RS A A VT
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4-2-2  FRYERIR OFHR

PR 2 A 2 ) — )VICHIR ST, EERR AR L, 0.016~280 ng/mL
DOFPH CHEEUEIRIR 2 K/ A # 7 —/v =50/50 (viv) 2 CliE AR L CHIlE AEYE
WA LTz, £72, 0 FNO 9 EOKFENFEAKFICER S 72 3-OH-Phe-dy
J Y 1-OH-Pyr-dy % FiV T, OH-Nap K% OH-Phe % 3-OH-Phe-ds T,
1-OH-Pyr % 1-OH-Pyr-do (2 T NEEHELLIC L 0 B A VB L 7=, 2-OH-Phe (Z
S TCIE 3-OH-Phe ORI T, 1-/9-OH-Phe (22 TlZ 1-OH-Phe D&
MIZTERZITo T,
4-2-3  JREEl

PRECEHZ, A7 R SRR A ARV ILIC T 2011 45 B AR JE A
B 3 HREICRMA 104 (44 -fhe4) v A 7r—2sRay
T N AR TERIRLCAE 29 il E v, BRI, #iifE 3 HE O —FR %
BRELL, BREUZMBARIBIC TR BIR 0 00T £ TIE-30°CLL T CRAE L7z, IR
X, R LT F = BmICTHIEERITo 72,
4-2-4 LC/MS/MS > AT LM QNI ESAE

LC/MS/MS &%, MS #& |3 ABSCIEX #:# QTRAP5500 % LC %{& %
Agilent 5 1260 >V — X% H\ /=, LC ~OBHEARIL 10u L, » T L4
— 7 R 40°CE Le, W H T LI2iE Sigma-Aldrich %! Ascentis
Express C18 (2.1 mmID X 100 mm, 2.7 m) %\ 7/=, BEHEOFEEIL 0.3
mL/min, 2 mM FEfE7 > & =7 LKEHQA), A% —VBIZLD 7Ty
N &EAT o1z, 77 V= MG, BIERL (A 45%, B:55%) XV 12
BET (A:20%, B:80%) &2k 5V=777vxz el
A FAEE= VY v 2T L—A Ak (BESD EORFT 4 T A A E— K

AERAL, AR K OVSEREIOHIE L Selected Reaction Monitoring (SRM)
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F— N TIiTo7=, {EFEEIX 700 C, Ion Spray Voltage #-4500 A EXE L, FE
=2 74# (IM-HI- — [M-H-COJ-) i34 % OH-Nap : m/z 143 — 115,
OH-Phe : m/z 193 — 165, OH-Phe-dg: m/z 202 — 174, OH-Pyr: m/z 217 —
189, OH-Pyrdy: m/z 226 — 198 #E=% VU 7 L=, {R&EH & L T,
2-OH-Nap, 1-OH-Phe &} 1-OH-Pyr ® MS/MS A7 hLEE=H Y T A
v DR E T (Fig. 4-1), £ 72, MS/MS @ declustering potential (DP),
entrance potential (EP), collision energy (CE), collision cell exit potential

(CXP) DOiiftziTo7z, F=4 1 7 A4 KO DP, EP, CE KU CXP
DFMSAE % Table 4-1 1277377,
4-2-5 JRH 7 VT F = ORE

U227 ) — GRS BB riéE JCA-BM 1650 (HAE -4 (2T
7 LT7F=fEREX Y b Y Fy F-S CRE (BHbFHH) 2 M\ T
R 7 VT F=r w2 HIE LT,
4-2-6 RO RITALETE

PREEEORTLERE, BE#R (L et al, 200005 5512, R OB A A % H1E <t
GLT 510, B-rvra=F—8IZ LY Baa0u a1 To7, Kk 5.0 mL
Z 1M 212 < pH5.0 (ZFA8%, 0.1 M EfET + U v A58 (pH5.0) 5.0 mL
WLz, B-7 NI u=F—ElE% 10 v L (=850 units) MMz, 37CT—
e (K 15 B¢fi]) BARERUSZ1T o7z, £ D%, WHEMRMERH (200 ng/mL @
1-OHPyr-dy & U} 50 ng/mL @ 3-OHPhe-dy) 50 L /%, WHHZI— U v
Y (Waters ! Sep-pak C18, 500 mg)iZ X 2 EtEHIH 21T -7=, EHEI—F U v
Dk, AZ 7= 5mL ERERKI0mL TarT 4 a =7, Bas LR
BN AN LTz, Z0%, UK 8 mL THFL, A%/ —/L 8mLICTHHL

Too WWHIRZZEFHKI FTHzE L, A%/ —/ K01 M FHERT b U w7 A
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Table 4-1 Mass transition monitored and MS/MS conditions

Precursor ion  Product ion

Analytes (m/2) (m/2) DP(V) EP(V) CE(V)  CXP(V)
OH-Nap 143 115 -120 -2 -30 -10
OH-Phe 193 165 -175 -4 -50 -20
OH-Pyr 217 189 -60 -10 -30 -16
OH-Phe-d9 202 174 -175 -4 -50 -20
OH-Pyr-d9 226 198 -60 -10 -30 -16

4-2-7 FLEHEAT

HEEBREIZOWTIE, IBM #0 SPSS 11.0d % AW TR 21T - 7.

HBH AR & B
4-3-1 JRFKERIL PAHs O3HTENY T—3 3
REGEIERES O SRM 7 v~ k277 L% Fig. 4-2 [Z-T, B2 TOHHTRS
Wis 12 53 IRIC B S v, F 7z, WEEEME I W 2 BK R BIR DO rfriRs
BN L0 B o TWAR, ZHEEEH (Ramsauer et al, 2011) &
=T 5, A%lE, RFERFFHEOZEN D72 18C FERRE O NEIEEYE O
AHEE L2V, ERO B PHIL, OH-Nap, OH-Phe T 0.016~30 ng/mL,
OH-Pyr T 0.28~280 ng/mL TRA4F72EMME (r>0.999) & FHXHEER =
(RSD<4.5%) MG 6z (n=4), F7z, b MREEZ AW THRMEIGE %
To72, B MRABHI W AAEIRE N, 0.06~0.12 ng/mL % ) 0.6~1.2 ng/mL
® OH-Nap }, * OH-Phe ¥/, 1.1 ng/mL % 0¥ 11 ng/mL @ OH-Pyr £k
VAR % 45 2 WD L CUSINEIGRBR 21T > 72, OH-Nap, OH-Phe K& 1% OH-Pyr

&2 OFLIENLERIE, 88.6~102.3 %, HXMAEVEMAIT 6.9 %LL T & BAF 72255 5
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i5HZ LN TET- (Table 4-2),

104

- ™ % 2-OH-Nap
" miz: 217 — 189 1-OH-Pyr N4 miz 143 — 115
o0 / 1584
[} ™ It 1-OH-Nap
0 000 /
“ 0 i 40 4§ 50 1] [1] 1] n 5 1] [ 0 [ 100 s Mo
30005 Timo.mn
2000
™ 821
N . miz: 193 — 165  O-OH-Phe 1-/9-OH-Phe
MR R R R R R A T O T R TR R b \
Tine, - 4-OH-Phe
" " 1-OH-Pyr-do s j\“
m/z : 226 — 198
o / £ A R Tw:ém R A R TR R
" W 3-OH-Phe-d9
“ miz:202 — 174 Paiiihe
10001 1500-
(gt it RS VRSPV -
82 8 86 B8 80 682 a4 BE 9 va'n:m 102 104 106 08 10 12 14 NE 1A “3'0 st L‘O "5 5"0 5"6 SY‘B “ TMZ% 7f5 0"0 st ufo 9"5 Wyﬂ 16‘5 1"‘0
Fig. 4-2 Typical SRM chromatogram of the standard mixture
Table 4-2 Recovery of OH-Nap, OH-Phe and OH-Pyr from urine
(n=6)
Added Added
Concentration(ng/mL) Average(%) RSD(%) Concentration(ng/mL) Average(%) RSD(%)
1-OH-Nap 0.060 98.5 3.4 0.60 90.5 4.2
2-OH-Nap 0.11 91.8 6.7 1.1 88.6 1.0
1-OH-Phe 0.10 94.7 6.3 1.0 99.9 5.8
3-OH-Phe 0.12 95.3 6.9 1.2 99.8 0.9
4-OH-Phe 0.083 91.0 3.9 0.83 101.6 1.2
1-OH-Pyr 1.1 102.3 4.9 11 100.0 1.4
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4-3-2  JIER R ORES

FHLE 10 44 3 HHEE 29 MRIKDJREEIHTER LV, OH-Nap O OH-Phe
T RCOBREN LB SNz, £z, 1-OH-Pyr (3 FIRILT

(<0.28 ng/mL) T > 7= 2 K ZEBRNZ 27 BB SR &7z, JREEF SRM
yn= 77 L% Fig 4310877, MIHSNIEEZ 7 VT F = AEIC L W HiiE
2TV, MEEE Lk 24, o (REHPH) 13 1-OH-Nap T 0.36

(0.18~4.96) 1 g/gCre, 2-OH-Nap T 0.57 (0.22~13.05) u g/gCre,
1-/9-OH-Phe T 0.12 (0.03~0.54) 1 g/gCre, 2-OH-Phe T 0.07 (0.003~0.18)
1 g/gCre , 3-OH-Phe T 0.14 (0.08~0.35) u g/gCre, 4-OH-Phe T 0.07 (0.02
~0.29) ug/gCre, 1-OH-Pyr T 0.11 (0.01~0.69) u g/gCre THH7=, F7=,
PAHSs (2 & 2 B§R £ O ESEBRTE O "TREME & it L7, BRI+ > PAHSs MREERRIE
IZDOWT, =N AT PAHs IE 2 FM L, BREEREHA 21T > 2 RE
(Moen et al, 1996) Tl¥, MR AKX LV @iAEO PAHs I3t Sy, HEEIL
~0 PAHs O ERURFEREEITT 2 AR ER S TOMD B EIC &L D%
RBEBENRETH D EME SN TN D, AP TIIHEI 1~ PAHs WEEE % HH:
A FTRE 72 PR EEH AT 1 TR 21T o 7,

AW BB THREEHEOAFBICOWTHRE L & ZAKE L 1 408
BREE Cdh o Tz, BUEL PAHs IR#EOBMRIC OV T Ol &weE (L et al,
2005; Ramsauer et al, 2011; Strickland et al, 1999; Stephen, 2002) 73 % 7=
OWRER 1 4 %R 94 (BB 3 44 - SRALE 6 44) 26 MARIC DUV THERS
N TOMZERE IOV TG L7z, #E 1+ & M3t B /KR PAH IR iR
(DWW T ONEERE i % Fig.d 17, BT & o RME ORERIZONT
Mann-Whitney #EZ1T > 7225, AEZE (p>0.05) ZR.LNR o7, AR5

TIROTRIZ Eh L 72 RILAL OB ENEREEIL 7 ) — U ifklch T e 7e
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PAHs BBZE Lo EZ25N5, LaL, Mo P ronbiiEn s

PAHSs &2\ TIHE BB OE Y,

T VDO,

SCILIRNVIESRI K JOF S

W2 X 0BT B & (R A 6, 2011; Cooper DA, 2001, 2003) &1 TE D,

FIRAA DN B E DRSS

Do Ak, BITAIEZ AW THA 2 fkft

L, &AL PAHs

TOBRBREK Y 27 GHli 2 BEES 2 Z &AM E E 2 5,
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Fig. 4-3 Typical SRM chromatograms of OH-PAHs in human urine samples
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B Engineer
O Other crew

0.8

0.6

Concentration (png/gCre)

0.4

0.2

0.0
1-OHNap 2-OHNap 1-/9-OHPhe 2-OHPhe 3-OHPhe 4-OHPhe 1-OHPyr

Fig.4 OH-PAHs concentrations in urine for engineers and other crew
members

Error bars represent the 2x standard error (2SD).

The data represent the geometric mean of the concentration of each

congener.

2SD: *,3.5; **,6.3

FAHi FL

ARFGETIE, PAHs BRERIC E DN A DU A7 B3t (Forsell et al, 2007,
Moen et al, 1996) STV DRI D JR k(b PAHs IZOW TR L7z, iR
ROBERE LD RFEHI Y o T AER RO TE Y, M ETORBDBEH LN &
5, PAHs /KER (L4 8 BRI DWW CHEETAE 4 i L 72 13910 TTh 5.
ARYEDY PAHs BREERHATICE B C & 2 L HIFF S L D,
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«
2>

H5E A
AWFGE TIFAERGE P REE G U ERE 2 IET 5 2 &2 & 0 ARIREIRL
DI ZATV, BMSCREGROFHEZIT I LW OB LWRANbDE=4 1

VI HERRETHZERANE L, E=4 Y U RBRREGEME L LT
PCBs, HO-PCBs , PBDEs & OH-PAHs #3®%E L, i ZNOBREEH WS
ZDWT, FF, ARG BREEE YW B IR E O 72 D O'E B HTE A
TemBE A2 BRI L, B Lot 2 VT, BARANDBREG MBI
L OMBTREA IR T 5 Z L 2 HIO L LU FOFERENS DT,

%2 BT, ikt PCBs BRI & SRS MiET 22 L2 HE L
T, HRGC/HRMS % W\ 7= g 4 > PCBs O i Ji i 4= B3 AT 515 % B L,
LT OBFRERCR T BTz,

HARDEEEEAN 24 DR T T 4 7 D BAFTZRIMIZ DUV ToHHT & FEhE L S
oA LR EFRAA 2350 Uz, ik~ 5315 95 O PCBs SR H S 7=,
4 1fi F1#s PCB 2 O 771.9 pgl/g-4ifi (139.6 ng/g-lipid) TH -7z,
F 2 M+ PCBs B4R & LT CB153(22.2%), CB180(11.6%), CB138(8.4%),
CB182/187(6.6%), CB118 (5.6%), CB163/164(5.0%), CB99(3.9%), CB74(3.6%),
CB146(3.3%), CB170(3.0%), CB156(2.2%)4 i L, ZiLH O EMERITIMm K
H1is PCBs IR D 75.6% % 56D T iz, 2 PCBs 5&%:{& 0 CB153, 180, 138,
187, 118, 99, 74 1%, 7 = =/VIED 24,5 (LITHER P EHR LT BEARTH - 72,
I D DEMERIT PCBs OFIE R ORAMRIZHESE, —kARAARANIZON
THHM R LD THD LHERIST-, 209 i PCBs SMERDRIE MM OB D
FMAR AN E = L OIS 5 Z LI ik @ PCBs BMEASAMIZE T 53¢
MEHRZSD Z N TE 5, Ik PCBs &R HTEIT PCBs 12 L 2 E#

A2 NARBRERRTAT 23 AT REZR 7200,  BRETVH YA & o8 T PCBs DOBRBI{HYLRT
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CESEo e EZ 5,

¥7-, PCBs OENRH TH 5 HO-PCBs (oW T, 57 #i#% PCBs O 1%
REH FMERIZ DOV T LC/MS/MS % VN i iE iR B o Ak 2 B LT,
F7o, AR LIotiEZ O THARDA 102 41250V TLiET HO-PCBs £
YEAR DT 21T o 72, £ 72, AIRFIC PCBs 22 13 BERRE IOV TH HRGC/MS
[CTHIEL, 3 PCBs B2 5 L HO-PCBs BAVEMAHE I O RS, 4E o0 iRip
EDBFNEIZHDOWTELEZATV, LT ORI EF BT,

#eBRE 102 40 HO-PCBs & PCBs = S BMERREHIER RICOWT, Mg
11y 7sHO-PCBs #ilJfl 1L 27~648 pg/g-ifiLi, T 9l 156 pg/g-MiECTh o7z, F
7o, MY 1sPCBs #i[HI% 182~3097 pg/g-iik, HHAf 558 pg/g-1iik T -
72
F72, 1024 0N, PERFBEZE SN 214 (BiE114, Ltk 104) &R
FEC DWW TIMEF HO-PCBs EZBMERIR L & FERP & OBIRICOWT, BT
Z1T-727% (Mann-Whitney Utest, p > 0.05), £ BMEAJEE 2OV THRERE
EOFERBRITR 0o o BERF LMt PCBs R HME{RL ORI T,
CB146 & CB180 TIE®, CB163/164 & CB170 CADA B/ BE A58 7=, Mk
i PCBs 8 FPERIEIE &L BERIFIC OV T CB-146 TH E/RIEDRH 2OV T
WLz, LovL, 20RO 4HO-CB146, 3HO-CB153 (22 CIIHERIF
EOREITR LN -T2, ZhiE, 4HO-CB146, 3HO-CB 153 73, #%kd Bl
PCBs #fE{R (CB138, CB146, CB153) 2»HLORFHC LV KL, £/, —
)72 PCBs BPEMREEFENEITZ CB153 > CB138 > CB146 Th H7- 9,
4HO-CB146 1%, CB146 b DR DD /NS < BENFE O Hiv/gin-o
TbDEFEZ S,

HO-PCBs HZ ZME(KREE, PCBs HE MR L Flh & OFABIRILRIZ DV
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TiE, Y1sPCBs & PCBs FZRMARIREE LAEIORICIE, & TOEEEMEMRIC
BOTHERIEOMBBMG (p<0.01) BARALNZ, Y7HO-PCBs & HO-PCBs
T2 R AR SRR ORI, M CHEEREOMHBEBERA RO, L
L, HO-PCBs T ZHMAKPREE & 4F i & OFERIEAMRIC DWW TIE, PCBs 2 8k
RIREE & P ln & OFICA B 2B HRE SN TWDH T2, Bl PCBs FMEAR
WP A S & U CmARBASR S & 3l L 7= & = A, HO-PCBs FEEM(K & 4
it & ORI H B ABIRAMRIT R e h o 7,

g HO-PCBs F 2 EAMAKIRIE & Bl PCBs FELEMAAIREE & OBIR, HEIR
I & OBIEIZ OV Tl L7z, HO-PCBs BRI & BEIRIE & ORI DWW T
%, BB PCBs ML) 5 ORI L 0 ARkd 5 HO-PCBs EAME(RIZDOU
T, XV @EREDOHE PCBs BMKDREZZT 5 Z &NE 2 LIV B
TR Lo T,

3 | T, RERENRATH S PBDEs (25T HRGC/HRMS % AV =4
REEHR T IEDBRFE 21T\, B L7 oirika AV T HAR N 20 44 OfiFs] 4
TV ERNT, ERFE O PBDEs BRI & 3R IZ OV THRE 21TV, L
TOWRRERE BT,

i) 20 BlomgE, K, By, RERMAREEIC DWW THE L7z, 3~6 B3R
BARD EZE 25 FMEAKRIZ OV THIE L7z, 23BHI IR\ T 50% L0 EDEIE TR
7z PBDEs 8RO G FHREE, ik, FHls, REY, A5WGHRHAR 5 oo 8 fr
PRNZBNTH %2.4, 2.6, 1.4, 4.3 ngl/g-lipid Tdh -7z, NENHHR CHRENE
fE gL & 72 o 72, PBDEs [ZMRIAMED MW T2 D IBIAFERRICEE 2 B v T A 23
B L7z, F72, WE L B ERO AR T b EE 2 RIERIL, BDE-47
L BDE-153 T& Y %\ T, BDE-100, BDE-99, BDE-28/33 THh~7-, ZiL5

BVERIRE ML AARANOMOEHE LR TH 7208, KEOHE LV ITFL

62



IR WRETH 72, EU LIXFREDORE ChH -7z, 4 FEHD Y 7 )LRHT
¢ X PBDE J & 4 = 2 BRI I3 B @O EBIAN AL H 7z, PBDEs (X
RPNARRRCARIE TSR A LERE L T D Z E AV LT,

% 4 B ClE, PAHs ORI CTh 5K PAHs IZOW T, I E RS
PRI LD Ir BB T PAH R &FHIVAIC SV TRES L7, naphthalene,
phenanthrene, pyrene DJRHKER{LAEHY 8 (LA DV THHTEZ IFTER
LTz, JRORIAFRIZIT SepPak C18 (2 L 2 [EMEfH Z2, HIE 1% LC/MS/MS
MV, FEFERIGEIC TRIE Lz, ARBFFEIC &0 LT OBURBE b i,

PAHs BEEEIZ L 2R A D) 27 BREAE ST 2 HB L o JR ok iz
PAHs (2O TRl L7z, ARAIREEI L D IREEHTI Y > T A BAR O TE Y, fil
ETCORBRBEE LW L5, PAHs KER LY 8 BRI OV CHRZEFIE & F i
L7Z@EFWDTTH D, KRB OV T o FME & ik 21T
ST, AEIRIE L7 EICRB W TE, WITAOKBSNERER 7 U — IR
72 CW=728, (EEBRET TO PAHs IZ X 2BBEICOWTHER T o7z
B, ARGHTIED PAHs OWFEEEMRENIE K VY A7 FHIZISHARETH 5 Z &
PRI STz, BRFE LI AL S 14, PAHs BB AHMICE IR C& 5 L Wi s 5,
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