®2 RAPEEERNM/NT T 10 REO RN EE

Beijing (n=17)

Seoul&Busan (n=16)

Kyoto&Sendai(n=44)

SCCPs 2007-2009 2007-2010 2007-2009
congeners range (n>MDL) median Range (n>MDL) median Range (n>MDL) median
C1oH47Cls <9000-16000 (2) - <9000 (0) - <9000 (0) -
C1oH16Clg <6000 (0) - <6000 (0) - <6000 (0) -
C1oH45Cly <3000 (0) - <3000 (0) - <3000 (0) -
C1oH14Clg <2000 (0) - <2000 (0) - <2000 (0) -
C1oH43Clg <600 (0) - <600 (0) - <600 (0) -
total C4,Cl, <600-16000 - <600 - <600 -
C14H1oCls <10000 (0) - <10000 (0) - <10000 (0) -
C11H45Clg <6000-6300 (2) - <6000 (0) - <6000 (0) -
Cq1H47Cl; <3000-3800 (3) - <3000-3400 (2) - <3000-3200 (2) -
C11H4sClg <2000 (0) - <2000 (0) - <2000 (0) -
C41H;5Clg <600 (0) - <600 (0) - <600 (0) -
total C44Cl, <600-6300 - <600-3400 - <600-3200 -
C1Hy1Cls <20000 (0) - <20000 (0) - <20000 (0) -
C12H20Clg <9000 (0) - <9000 (0) - <9000 (0) -
C1oH1oCl; <6000-11000 (6) - <6000 (0) - <6000-7500 (2) -
CqoH1sClg <3000-5800 (6) - <3000 (0) - <3000-4400 (4) -
C4,H47Clg <2000-4600 (5) - <2000 (0) - <2000-3800 (4) -
total C4,Cl, <2000-21400 2400 <2000 - <2000-14300 -
C3H2Cls <30000 (0) - <30000 (0) - <30000 (0) -
C43H2,Clg <9000-25000 (7) - <9000 (0) - <9000 (0) -
C43H»(Cly 9300-15000 (17) 12000 <6000 (0) - <6000 (0) -
C3H5Clg 5100-8800 (17) 6200 <3000 (0) - <3000-4800 (2) -
C43H1oClyg <2000-6400 (12) 4000 <2000 (0) - <2000-3700 (2) -
total C4,Cl, 14400-53800 23100 <2000 - <2000-8500 -

total C4.45Cl, 14400-66000 (17 37600 <600-3400 (2)

<600-17500 (6)

MDL: method detection limit
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AT BRF AR BB (RMOZEMRHEENIFIER)

DHET RS E
BEENBEINIYEOEZS Y > 7 — HAEDLERE
MhiBEE e W, B - iR - BFOLFYE QKRB AR

HEpFEE O
B AT

F— R - 5T

Wroetn 1 TR AR F B A FERIR G A2 - RFEBAE

MEES

AEIL, HEORBEITERNRSINAPEIZOWTEREZHREL., &
NP LI ONBAICB T IERBEELOREEE 2B I 2HME L,
ERRBRN ZICREIN TV AHBOREID S 5. 2004F B L U2009FDE
EREDFR— N, 2006FEORA. 2006FDIMIFEIZDOWT,. POPs (4,4-DDE,
hexachlorobenzene (HCB), trans-nonachlor, PCB-153, BDE-99). POPsfx## &
L Ta-endosulfan & Upentachlorophenol (PCP), 7 = / — )L R E R EHAHF
& L Ctribromophenol (TBP) B X tetrabromobisphenol A (TBBPA), /K&
{tPCB& L C4-OH-PCB187, /K#{LPBDE & L T6-OH-BDE47IZ DWW T A
EE o7,

FefE A BEOFEERFAETIE. FHEES TREROERRZRPOPSIZMA T,
endosulfan NHEICHRH S, PBDE-99%2PBDE®D £i%5 &9 5B H o 7z,
7 —)VIEES TIE. BETTIBPOEFENE <. TBBPAN 16K EMN 5,
6-OH-BDE47T N TN S K /=, TBP, TBBPAIX R #.1Z. PCP,
6-OH-BDE47T/NMIR IR T 2 @A A SNz, T/ —)VEHES TRREL
B - MEORICEEOMBEEIIASNT., TNS5ok MNBEHZEIIREL T TIK
BNZEERELE, BEIZIET o/ —IUWKRNAFIVLE NS DNRIEL.
FNSEEIRNAL, MRTHREDIERBILERLEZ, INSOFAEREREITE b2
LT 5 LTSHERL EEDN S,

A, WIEER

BAANDEROBREI NI
WEE LT, HAIIPOPSIEMTH D

endosulfan ®  pentachlorophenol
(PCP) o OBR H T H B
tribromophenol (TBP) 2

tetrabromobisphenol A (TBBPA), &
5 ZPCB*®polybrominated diphenyl

ether (PBDE)D/KER{LARIZIEHL T
Wb, ZOXOREBREST T/ —
VHENT T AL B R W < &L
EH . MR RESE. REEEZA L.
e ZECRIE G ~o%
TFRME I N T W S (Sakai et al
2001; Meerts et al 2000; Gerhard
1999; Kawashiro et al 2008).
endosulfan 33 HAI AR DBh
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BERIE LU THERAINTWEN, HERT
D BEFBFRIT2010FI1TRI LTz, L
UREARIZIIDN RO BB TN TN S,
F7~, PCPIZL. dioxin® FE7/RFiIHEYE
TRESH TR EE SR HTEA
'kfoto Tblé(Sakal et al 2001), Z#

SIEBYHRITHEERME L THRAS
ZH'CIA% (Delegn 2010; Sjodin et al
2000; Guvenius et al 2003) A%, HA
ANDERNBREEIT DWW TITRE DR
EWTH S,

7 x /= IVIEEERFI T H 5 TBP
JEJZUTBBPA WEHE - TSI AF Yy

cESEBIZEMAE LU THERD
J: <FEHNTWS (Watanabe and
Sakai, 2003), T 5 IIAEILFERITE
BHINPOPs EFRIL THO., BEAEY
FTHRHI SIS, TS ORMME
Qv b M. BAEREEICET ST
—Z1ID7R, '

— 4 . PCB * polybrominated
diphenyl ether (PBDE)IZ bt FHgEEIC
L OHEANTREER LS NEEZ K
T ZEDHEZIEND. wiL. RBEH
IZ7KER (EPBDEDY R X 3, HHRAR R
WEANDOEENEHMEINTNDS
(Meerts et al 2000; Haraguchi et al
2010), 7z, BEFOT7 =/ =)Lk
NOT ALEYN, AFIUERE LT
JEVATE, MNBEEEZET I EITLD
2EHEZZ 505 [ujii et al 2011),

KO HML, B FADETRE
BIREBEZONLSBRIZBITDHHER
WMED>E, 71/ —IVERFLEY
DEEBIONZFOL MpEE EEY
BECOEEEZHSMNITSZ &
TH5., I TREFRITLLEBEDN
STERMBEOEBREZHET & &
HIZ[E—HIE (PR ITHBITSRAB
LUOMEHFBEEZHARDL I EE L,
SHTRISRIE. POPs @ 4 fi, ¥R

(PCP XL a-endosulfan) . MR

# (PBDE, TBP 3L TBBPA) .
7K, PCB (4-OH-PCB187) BL X
/KE:{t. PBDE (6-OH-BDE47)& L. %
NHEOBENSOENEERAB X
QMR OREEZ I Uiz,

B. WAk

1) 7 IVINE

BEAEBO DB, 20044571324 FF
MICEBIT 28%F - ] (BAeEITAX
TED) 2RI 274 7Q0R)NEHR
N bDZE/MH L. 2009FE 71X
24KEIICEBINT 2 8%E - RF - MR %
REL. HEENA—/N—ZETHEBAL
EHDEMRLE, TNENHEHAIF
PJ—TREEE (L L. 100gaiED /NS
B RIVIZRT, BEFREDR— &
L CwmRE L=, b b iniEalElI s
B R FAEMREEN > 7 Koizumi et
al 2005; 2009) D RFAEID S B,
2006412 MRE D 40i%H D B (1044)
Mo NZmE (ImL) 2R L
77. AL EHZ. 2005-20064F 12 hHE
D26-39%DRLE (94) Mot n
H0EFERLE. 2O (B Mt
B ICBET 570 b a—)L(E25)1F R
HRFRKZBEEZPTCR - EEH RN
@%%KHEF[&DE(J){@@%@EAV@E
DA I, %DH%/E\EﬁSbiﬁ
LEE %5z, Tablel 17, #2ft %@
Hbisg, PREUEE. 4D, éT@“

2) {bEWE

POPs ® 5 &, 4,4-DDE, HCB,
trans-nonachlor [IB R LFE X D B
A U7z, PCBREMEKIIBP-MS R4
(Wellington Laboratoriestt#) % f
W 7= ., TBP, TBBPA 3 Xk WX
4-OH-PCB187 & AccuStandard #: %
ERAWRE. NEBEELTHWE
[13C]PCB-153, [t3C]a-endosulfan,
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4-OH[13C]PCB1873 L U [13C]PCPIZ
Cambridge Isotope Laboratories ft:
HMEHWEZ, U TANATIEA R
v 27 )V A RKZFEDr. G. Marsh) & 0 ##
JE X172 4-methoxy-BDE121% A \»
Tz MR U - A3 % B B
BREEEERAEI O NT T T
4 —RERAWE, >UNT) (Wako
gel S-1) IR EMEIOBAL, FH
RZ130°CT 3 Krf#zIREE=,

3) FHik

B, BABIOMEFOELRYE
DHNTIRIZQ) BB, 2 ZIVE
B O NI T 7 4 —(GPC). (3)
KOH+EtOH/A\FH 1T X % 4Bl
H EFBERIL(ATFIVE). @) > UR
TNV AH T AITEKBAE®E. B
GC-MS-ECNI-SIMiz X 2 E&DF/E
Ti1o7z. TDHLZEFig LITRT,

BAEFREDR— b #lB10g1T1%
FE(2mL), 2-70/)8N ) =)L TF)
IT—F)bmn-A\FY 2 (2:1:7)20mLOFH
BISERINT Y — 27 v T ANA
27 ([*3C]PCB-153, [!3Cla-endosulfan,
[13C]4-OH-PCB187 3 & UA[18C]PCP.
%0.2-1.0 ng/mL)Z AT, EEI T
THREZFA AL, BLSEEIZED B
a7z, 2EERDR ULz
wEEWUBHEEZ20E L7,

% : #ARl1glc, 1%FE (@2 mL), 2-
/8 —=)b@mL), PITFIT—F
V(1 mL), n-A\FH>CmL)ZA.

I)—=2Ty TANRA (R E)ZMmA.

ABRENTIREOERLEZDE, B
EoBEL Tz, ZO¥EZE 3BT WA
RESOETEMKELZ. b, BIiE
BEORTEIILVEOMBETH 272017
DIXIND Tz,

A : 3BE5 g 121%F B (5mL), 2-

Joa)N/) =)y PTFIIT—F) :n-
AFH 2 (2:1:3) 20 mL ®mEBENN

7Y =27 T AN 7 (FE)EmA.
HEERE, 0oL T LB 2L
U7z, ZO#EMEE 2 DR UHK
R L%, BiiaEz2llE L.

GPC H#l : BEREIX— b,
ABLAMmEN S OB w®ITZENZE
#1Bio-Beads S-X3 column (20 g of
gel material; /N4 T v Rf#) 12
fFLlz. BB 7OBO XS >
(DCM):n-N\FH > (1:1 viv), k4
mL/min T, ®&#D50-mLiEH TIEE
EREL. ZOHD40-mLy ZEIN L
7z

KOH/m-~NFY > 7Bttt : GPCEE
HiE Zn-NFH (10 mL)EKE L.
1M KOH-T% / —)U(7:3) ¥ #e(2mL)
THERME ZfTn, B (FHEES)
ETE (7x/—)VEHEy) ZoBEL
77 FRPEMEIM31 mLE TEMEL .
7z /) —)VEESE 2M HCl 1ImL#%
m Z 7= % . n AN F U
> :tert-butyl-methylether (8:2, v/v)
R (5 mL) Tt & 3 [EfT W, Hhi
WREBWL., D7V AY Y (PITF)
IT—7)VEHKR) ZMATO-AF )tz
frolztd. NFY WK ET.

SURTIICE DR MBS &b,
UM IVH T (0.2 g of Wako gel
S-DIZfF LT, DCM/n-hexane(12:88,
viv, 15mL) TEH U7z, RIS Y
AN 7 &L T4-MeO-BDE121
A, 200nLIiZ £ TE#HE L. GC-MS
Do hralkl & L7z,

4) TR S EE

GC-MS % Agilent GC/MSD-59731
IZ6890N-GC %z £t L = 4R 1E 2 il \»
2o A7 ME— RIZEAF AL
A F >4t (ECND) . &EHTZEIAS
> &M U7z, Table 2 IZGC/MSDEK
ERMEE DT RYE DRI A A >
ZRY. MBOERIAA>7OX b
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TILDITFIENEREE D LB
Lo TiTiao 7z,

5) i B B & ShERAE
75>9@¢mw%y7wﬁtﬁ
. IEE— ﬁﬂffbmm;&%%
oS L/to EAEY)E (TablelZft#is
jurt110ngmL)@mu«\@ﬂﬁmE
I 21X 74-91% . A o R R £
(relative standard deviations (RSDs)
I <15% T®H o7z (n=5). EEREF
(limits of quantification (LOQs)IX3
TFIN A XHSTHEET S &, 0.001
M5 0.1ng/glipidTH > 7’\_(Table 2).
SHERLOQLUL FTH o286, 0%
AEICAWE, FXYUTL—var
BEEWEEH0.1 ~ 5.0 ng/mLD#H
P CHEIEERL72(>0.99). HEE
B O/ & ., Standard Reference
Material (SRM1957, Organic
Contaminants 1n  Non-Fortified
Human Serum, NIST) 2 WTEE
L = . 4,4-DDE, HCB,
trans-nonachlor, PCB-153, PCB- 187
BDE-4712DW T4 \FF}?I/TJH'% Wil
BE15%LNNT—H L7z,

C. WHERsR

. REROERYIE

AFE(2004 Ea‘ootv 2009 F) 5
M U729 kM 5y T, POPs
(4,4-DDE, HCB, PCB-153,

t-nonachlor) 3 X X a-endosulfan %,
7 x /) —)VE#E5Tid PCP, TBP,
TBBPA D134, /KE2{t. PCB @ Fpk4y
4-OH-PCB187. & 5IZ/KEz{t PBDE
DO EFS 6-OH-BDE47 Z#HH L 7=
(Table 3). 2004 FEB LN 2009 FED
EAXOBEREIS R — b 20 #E
FOEEEE A5 &, 4,4-DDE>TBP
>a-endosulfan >HCB>PCB-153 >

BDE-47 ODREIEICHRI TN/, 7=
J —)V¥EHE 5 TiX, TBP(32-76 pglg
wet)D D &2 TBBPA 78 20 #R{kH 18
BAEMN SR SNz, £/2. 2009 £
DREREMNS 6-OH-BDE4T /% 20 5l kL
15 iEHCE 6.8 pglg wet) TR S 1
7=, PCP EEIL. 1-2 pg/lg wet TH o
72, 5122009 EDEEN S BDE-99
>BDE-100>BDE-47>BDE-153 @
BEMKROREIN 4 BikA SN, D
55 1 A TIZ BDE-99 D 850
pglg wet Z/R L7z,

2. BAHOERYE

B OF %S T, 4,4-DDE
> trans-nonachlor > HCB >
a-endosulfan OEEIEICEE S N/
7 x /J — )V @ 45 T,
TBP>TBBPA>PCP>4-OH-PCB187
DEBEIEICE&E X7z (Table 4).

3. IMiEHFOELYE

IRBMIE (40-47 JEE) F ok
4> TiE DDE>PCB-153>HCB>
a-endosulfan>t-nonachlor D, 7
x / — )y 54 Tk, PCP >
4-OH-BDE47 > 6-OH-BDE187 >
TBP >TBBPA OBEIETH o 7=
(Table 4).

4. HEE—HEIE
BEFREDR—FTHRIEENS
BERDPOBELEEBBEDN S KA
(50kg) D —H O E & (EDI, pg/kg *
bw/day)B L OAIRIC L 5 RHAEDI &
KDz, TOkEFR%E Table 5 12”7,
a-endosulfan 3 XX PCP OEHEIL
FTNZFNT53 B LN 82 pglg wet TH:
EFELDIZIEZNITEWETH - =,
BDE-99 R E D& Wil #HI DWW T EDI
ZEHET 5 E 0.17ug/kg bw/day &72
0, ZOfElL, PentaBDE & NOEL
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(400 pg/kg bw/day)(Viberg et al
2004) L O MNIRDIERNWZ £ o Tz
BEPFIZEEND 4MeO-B LN
4-OH-BDE47 Z#&E9 %<& EDI i
524 pg/kg bw/day 720D . PCB-153
® EDI EMETHo . TBP BLWU
TBBPA @ EDI i3#nZ1 2332, 185
pg/kg bw/day T o7z AIRIZ K D F:
A. EDI % t-nonachlor 7% #J 60
pg/kg/day 2R L. ADI @ 0.01%IZH
B L7z, 1 FnoD POPs i3 EDI fEIL WY
FNH ADI D 0.001% LA FTH o /2.

5. BE, BAB LMK RO EE
D BEE
EHYaROBEOHBELZ R

£, BABIVMEK Z & IRz R,

FNZTNOFETPOPs X RIF/RIED
B Z R LN, 7o/ —IVIERSE
L&Y 4ARMIZDONTHEEIIR SN
Izinolz, BE-BIL-mEMOMBEE
IZPOPs BT =/ —)VkHIS & D
AREIMHEEA S NGB o7,

6. 7x/)—IUKEXAFIUVLIKDEE
tbg

BEIIRHIND 7/ — IV
B 4 @ TBP. PCP B X O
6-OH-BDE47 B & i/ Thr it
SNBENHEDAFIVLIKR TBA,
PCA 3L 6-MeO-BDE47 BE %,
AE, BABIOMK THE L iR
% Table 6 IZ7R T, BEIIBIT 5 TBA
® TBP IZx T 2 E A H#ET0.156 TH
S 70, BT 0.38, MiET 0.55 %
~UL7=., PCA®DPCPIZHTBHERL
1% 0.33. FRELLIIRE T 0.06, MmiF
T0.02 THolz, —H.6-OH-BDE47
L 6-MeO-BDE47 OBETOEFL
FIIK 32 THhozA, kT
OH-PBDE @ & 7%, AL TR
MeO-PBDE O &0 =7z,

TBBPA O dimethoxy A3 BE. A
BIOMmEEBRBE NN o7z,

D. &8

1. BEHFOHFHBERYIE
VEEREE, AWZEiX. HH#®OR

A FlZendosulfanZE B L2720, &5
B, a-endosulfan OEBMEHRL )
DOFERIL. 20098 HHE T OFRERE R
(Desalegn et al 2011) & [RIHIPHTH 5.
ZOLANIVIE, 30w /N TOHERE
B.(1000 pg/g serum, 680 pg/g milk)
F DKW (Cerrillo et al 2005).
a-endosulfan|dBR E IXZEF NN ER D,
e K& & 0 RS AIC K DL
S5 ENHNSN TS (Shen et
al 2005; Halsall et al 1998) . L 7=/
5T, MEFDRIIABEINOMIZ,
KEMNEDRAICHERTHHD &
EZZ5650N5 (Weber 2010) .

4al, %NS BDE-99 MK &
BETHREIN/Z. ZORATRIZAH
TH 5., PenCB R 5 D Bk 5 # AL 1T
BDE-47>BDE-99 &N TWaM,
AAEXE O S B 484K BDE-99 73
FERSrH 0. 1#ETIE BDE-99
BDE-47 O#) 10 fEmBETH > 7=,
COMBEEOEBITIDT S L,
PenCB # G OMENREH TELL
=HDEEZLNS, KD BDE-99
BEORFETD EDI [TEEMHED 1%
LLFTHaIENE, BEIZLSMHE
BB I nEEBbNS (Table 5).
Nomura %(2007)iI2& % PBDE #%&
WDOWTHADEENSO® EDI X
1690 pg/kg/day & . S HIOHE
RiZZFNn%FE>5 EDI Ths, AR
@ EDI I3 EHRABREZ D LIZF
B %2177325 7= (Oostdam et al 1999)77,
WINHEEMEZ KES FER>TW
etz LBADOY X713 DIanER
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b s, B, Mmiksd PBDE OF
F%5r % BDE-47 Td 0. BDE-99 3%
HIB LU OB <. BERSM
& Bin-> T\,

2. BEHROT7/—IVEYE
2-1. TBP

TBP I3B8FED 7 = / —I)VEHE5S D
FTIdER D EBE11-130 pg/g wet) T
FF1E L 7z TBP {3 B0 O 3 O T
EABMICEK > TEE, RSN T
%(Higa et al 1980; Watanabe et al
1983a), AfEOEH SO TBP ¥
SHE. kETY LFRETENE
198 B XN 2360 pglkg dry wet, ¥
PEAT 39 pg/kg dry wet EHEE SN
TWw? (Whitfield et al 1999) . —K4
T TBP 3EERAIE U THERK 3000
MU EDODFEENDD (Watanabe
and Sakai 2003). TBBPA & & %12
NTATARDRFESNTNDD
T, BRADOIEREEDIZRAILLS
BMEOLHEZZS5ND (Suzuki et al
2008), TBP ORFAL, MiFEREIITI
Z 1, 130-2700 pg/g lipid, 18-101
pg/g lipid THD 7 = / —I)VIELEY
L DKW, TBP 31Mik L 0 A THE
BETHALNDDT, BRAMMEKAND
TBP OHEMERD 1 DERoTWDS
ERDON5S,

2-2. TBBPA

S EIOFHE TREHFIZ TBBPA Y
&K 14 pg/g wet RIS Nz, HAD
B ERE T, BRI ONEOMA
¥ (45 H 26)5 5 TBBPA 7% 10-110
pglg wet DL NV THREBEINTND
(Ashizuka et al 2008). TBBPA {3+
BINSHEMNOHAA D H D728 (Li
et al 2011), BFE D TBBPA /HF4i1iE
EVMEREMOmMAIZHEKT 5 LE
ZA6N5. BFEITXS TBBPA @ EDI

ZRDBE, BCKTOD EDI 5—4 &
DBWIZ EDRDMNS, FETIIEEN
5 TBBPA ® EDI # 250 pg/kg
bw/day EHEE L TH O (Shi et al
2009), A#ERITFNITIEW EDI &72
%5, BRMoBEEZES (COT) &
TBBPA DO #EHEMHakn 2K < &E L.
ADI % 1mg/kg bw/day &L TWw3%
(Driffield et al 2008), Z#12FLUElC
L7256, EDUADI (%)i30 7 0 fKwn
(Table 5).
—H4. G, BALY > TIVhr ok

H =7~ TBBPA OF5fE (720pg/g
lipid) % Kawashiro & (2009) O
% (22 pgl/g lipid) K0 1 & WET
Hol. FETIIHT TBBPA f (F
¥ 961pg/g lipid) 2VMETNTND

(Shi et al 2009) 8, 727 DR
TBBPA £E=4 VU > 75 —F3AHT
5720, MiEH TBBPA 1 10 ik
3K TOA MM SNz, FEMIK D
1999 FERBT N — T OREIFOBRE
ERIUCHERHIZ/R > TW5, SRR
HEHENIREMIZ BFR BEL TWa )0
EShbhnsiann, ZOREHFEIX
ST W92 (Thomsen et al 2002;
Jakobsson et al 2002; Hayama et al
2004) XU BEHWETH 5, TBBPA X
Mk TENLEEHZ2HEIT D

(Hagmer et al 2000) . REH D
TBBPA fr 3B EDBREDERE TR
<. HiIEDOBEZRML TWDHEEZ
5% (Covaci et al 2009) . BNE
BT, BB OREEMUIE O
CEL—FFEOBROZEIHFE NS
TBBPA SN TWW5 (Sjodin et
al 2001) . 25 LT TBBPA ®kt k
BEERNELTERBIUONTZSY
A RMREZ S, 2, HsE, BREE.
FEMNRERBRLEHER TAEN SN
BoHl, B —EDREX{MHTOE
ZEITNRETH B,
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2-3. PCP

PCP OEMIEHIL. 0.2-5.3 pglg
wet T7 x ./ —)VHEH 5 D72 TIK
BETH-o7, LML EMKATIE.
EAL TlE PCP<TBP THHDITx L.
M Tld PCP>TBP &72->THD,
PCP DIMEEBHENRZIT 5N 5,
PCP 13/%. PCP DEEIXSFEEY
577 pgl/g lipid Z/x L. Hong & (2005)
DF—4 (2.15 ng/g) LD NHEDEKN
BE72> TS, PCPIINT XY X b
A THHO., WAL DEFGAAHE
Z 535 (Mardones et al 2009).

2-4. /KE{t PCB B LN KE1t
PBDE

/KE{r. PCB (4-OH-PCB187) \3#F
A, BETREILEAECHREBEINT, @
EohHENE, il PCB nE%E
B THERNICIR DA E N, KB
fERBEN, MIKICFED EFHHIND,

XK E {t PBDE X & FE d i1
6-OH-BDE47 NLLERH) & B E TR
XNz, BARICEREEINT, MK
FICEET 5 E 0D i KEE
PCB & TH 5. KE{L PBDE ©
5% 6-OH-BDE47 X BDE-47 DA
Yclidian<. RRHEFK (Haraguchi et
al 2011) &E&EZ 5. BEIEED) N
SENIZAD, FTOFEF Mk ICRE
TEHEEZLND, D RERK
2-OH-BDE68 HIMEIZHFIET D748,
RBEL TIEA F LA (2 -MeO-BDE6S)
ELTHREEINTWS Fujii et al
2011), MFHFDEKRANEEIDIEWNIZTDWN
TRAHTH S, T5L T, Kt
PBDE B X UVUKE:{t PCB I3 FAHIZ
B25H500, EHITERNBREICELD
FEZEIAD T4 DA ETT K 2 Rtk
FHENDQEENRS I N, MIRFEEE
EOEFmN KD 5N 5,

3. 71/ —I)UKEAFIALIKRDRE
ke

SEIOFHET, BEO T/ —)b

M5 12 TBP, PCP, 6-OH-BDE47 2%
RSN, FHEESIZIEZENS DA
FIALETH S TBA, PCA BLW
6-MeO-BDE47 iS4, =5
DOERBHIIRABIVOMmME TR >
TW/z(Table 6).

BEHO TBA X, REFRTHEAE
U7z TBP MAEMICE 0 —8AFIV
{fbE# (Allard et al 1987). TBA &
L CARMEIZEE L (Watanabe et al
1983a; Whitfield et al 1999). & &+
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FILR DO A EERE, L TW5
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Table 1. Information of food homogenate, human serum and breast milk from Okinawa

Sample City n M/F Year Mean Age
diet04 (duplicate diet study) Okinawa 10 M4/F6 2004 32.2 (20-50)
diet09 (duplicate diet study) Okinawa 10 M 2009 36

breast milk | Okinawa 9 F 2005-2006 31.4 (26-39)
serum Okinawa 10 F 2006 43.7 (40-47)
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Table 2. GC/MS condition and limit of quantification (LOQ) of target chemicals.

Carrier gas helium (head pressure of 3 psi)

Injection mode splitless

Column HP-5MS (30 m x 0.25 mm i.d. 0.25 pm film thickness, J&W Scientific)

Oven 70 °C (1.5 min) - 20 °C/min to 230 °C (0.5 min) - 4 °C/min to 280 °C (5 min)

Temperature injector (250 °C), transfer line (280 °C), ion source (150 °C)

Ionization mode electron capture negative ionization (ECNI)

Regent gas methane

Analytes GC tg, min Target ion, m/z LOQ*, ng/mL
p.p’DDE** 12.44 318(235)*** 0.05
HCB 9.35 284 (282) 0.002
trans-nonachlor 12.28 444 (442) 0.01
o-endosulfan 12.19 404 (406) 0.01
['*C] a-endosulfan (IS) 12.19 415 (417) 0.02
PCB-153 13.65 360 (358) 0.01
PCB-187 14.70 394 (392) 0.01
[®CIPCB-153 (IS) 13.65 372 (374) 0.01
tribromophenol (TBP, methylated) 8.77 81 (79) 0.002
pentachlorophenol (PCP, methylated) 9.40 280 (278) 0.001
[*C]PCP (IS) (methylated) 9.40 292 (290) 0.001
4-OH-PCB187 (methylated) 17.02 424 (409) 0.02
BDE-47 16.11 81 (79) 0.05
BDE-99 19.52 81 (79) 0.1
BDE-153 23.14 81 (79) 0.1
6-OH-BDE47 (methylated) 17.93 81 (79) 0.05
TBBPA (methylated) 21.71 81 (79) 0.1
[*C]4-OH-PCB187 (IS) (methylated) 17.02 438 (423) 0.02

*S/N =3, **EI mode, ***Confirmation ion
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Table 3. Dietary exposure of organohalogens in Okinawa area

Concentration pg/g wet weight)

sample diet04 (n=10) diet09 (n=10)
median mean SD min max median mean SD min max
congener

4,4-DDE 70.5 70.6 26.5 23.1 106 53.4 74.7 64.4 17.9 220
HCB 10.3 10.96 3.4 7.5 17.5 11 15.72 10.8 7.5 41.7
PCB-153 7.5 8.56 43 3.1 14.7 6.9 15.16 15.6 3 50
PCB-180 2.05 2.38 1.9 1 7.5 23 4.05 4.4 0.4 13.9
PCB-187 0.95 1.11 0.6 0.4 1.9 1.35 2.83 3.7 0.1 11.5
PCB-183 0.5 0.69 04 0.3 1.2 0.65 0.91 1.0 0.1 3.1
trans-nonachlor 0.5 0.54 03 0.1 1.1 1 1.52 1.3 0.3 4.5
a-endosulfan 16.15 18.55 8.3 12 41.3 17.2 18.0 6.4 10.5 29.7
TBP 72.4 76.19 29.1 23.6 131 27.2 31.7 17.4 11.7 68.1
PCP 2.05 2.56 1.5 1 53 1.1 1.24 1.0 0.2 33
TBA 2.35 2.98 2.6 0.8 9.1 12.75 12.69 8.3 2.1 25.7
PCA 0.6 0.64 0.4 0.2 1.6 045 0.63 0.4 0.3 1.2
BDE-47 34 3.17 1.3 0.5 4.9 145 14.15 37.8 <LOQ 121
BDE-99 <LOQ 2.44 4.4 <LOQ 12.2 <LOQ 86.08 268.4 <LOQ 850
BDE-153 <LOQ 0.24 0.8 <LOQ 2.4 <LOQ 0 0.0 <LOQ 0
TBBPA 4.5 6.58 4.9 1.5 14.1 1.7 1.71 1.7 <LOQ 4.4
4-OH-PCB187 <LOQ 0.01 0.0 <LOQ 0.1 <LOQ 03 0.7 <LOQ 2.1
6-OH-BDE47 <LOQ <LOQ <LOQ <LOQ <LOQ 238 6.81 12.1 <LOQ 39.6
2'-MeO-BDE68 <LOQ 2.2 4.0 <LOQ 12.2 4 23.04 51.5 0.8 166.7
6-MeO-BDE47 <LOQ 0.38 1.0 <LOQ 3 4.15 5.89 7.1 <LOQ 20.8

ratio
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TBA/TBP
PCA/PCP

0.25

0.03
0.33

0.1
0.2

0.1

0.2
0.7

0.5
0.55

0.52
0.83

0.4
0.8

0.1
0.3

1.3
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Table 4 Concentration of organohalogens from breast milk and serum from Okinawa area

Concentration, pg/g lipid Concentration, pg/g serum
sample breast milk (n=9) serum (n=10)
median mean SD min max median mean SD min max

4,4'-DDE 76097 91063 51053.6 30890 177352 1848 1952.2 14924 250 5250
HCB 7149 7089 3198.5 2766 12626 133.5 135.8 46.5 59 214
PCB-153 15972 13899 6353.9 4189 20753 235 214.6 65.9 64 286
PCB-180 9526 7780 4204.7 2302 13888 133 123.3 44.9 23 180
PCB-187 4435 3883 1963.8 1023 6290 38 34.9 13.5 9 56
PCB-183 995 826 345.6 230 1199 9 10.4 6.9 4 27
trans-nonachlor 52373 66911 35949 29254 144036 83 109.6 70.5 27 254
o-endosulfan 1032 1110 562.8 348 1954 133 156.9 82.8 96 373
TBP 1056 1167 745.5 131 2734 26 40.2 30.1 18 100
PCP 630 577 366.3 87 1094 143 216 166 87 633
TBA 386 445 248.9 28 850 10.5 22.1 28.1 4 87
PCA 33 37 18.6 7 68 2.5 5.4 8.6 1 29
BDE-47 566 873 7353 93 1990 <LOQ <LOQ <LOQ <LOQ <LOQ
BDE-99 325 540 513.5 <LOQ 1134 <LOQ <LOQ <LOQ <LOQ <LOQ
BDE-153 395 381 184.1 130 646 <LOQ <LOQ <LOQ <LOQ <LOQ
TBBPA 720 1035 650.8 392 2216 <LOQ 40.5 78.0 <LOQ 238
4-OH-PCB187 <LOQ 29 59.0 <LOQ 159 42 45.3 21.3 21 79
6-OH-BDE47 <LOQ <LOQ <LOQ <LOQ <LOQ 90 152 146 <LOQ 417
2'-MeO-BDE68 193 421 530.6 <LOQ 1606 <LOQ <LOQ <LOQ <LOQ <LOQ
6-MeO-BDE47 193 249 192.4 <LOQ 529 <LOQ <LOQ <LOQ <LOQ <LOQ
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Table 5 Estimated daily intake (ng/kg body weight/day) of organohalogens for dietary food and breast milk in Okinawa

food breast milk
ADI/PTDI?
EDI EDI/ADI EDI/ADI
(%) (%)
4,4'-DDE 10 3003 30 354 3.5
HCB 2 541 27 28 1.4
PCB-153 1 475 47 54 54
PCB-180 1 127 13 30 3.0
PCB-187 1 78 7.8 15 1.5
PCB-183 1 32 3.2 3.2 0.32
trans-nonachlor 0.5 39 7.8 260 52
a-endosulfan 6 753 13 4.3 0.072
PCP 3 82 2.7 4.5 0.15
BDE-47 40° 243 0.61 2.2 0.0056
BDE-99 40° 989 2.5 1.7 0.0043
BDE-153 40° 6.1 0.015 0.14 0.00036
TBBPA 1000 185 0.019 34 0.00034
TBP - 2332 - 2.1 -
TBA - 288 - 1.5 -
PCA - 26 - 4.0 -
4-OH-PCB187 - 39 - 0.11 -
6-OH-BDE47 - 119 - <0.19 -
2'-MeO-BDE68 - 420 - 1.6 -
6-MeO-BDE47 - 104 - 0.97 -

* ng/kg body weight/day
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> The breast milk consumption rate and body weight for infants were assumed to be 750 g/day and 5 kg, respectively (Oostdam et al.,1999).

“ No observed adverse effect level
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Table 6. Comparison of concentration ratios of methoxylated and phenolic compounds in food, breast milk and serum from Okinawa

food* breast milk** serum***
phenolic methoxylated ratio phenolic methoxylated ratio phenolic ~ methoxylated ratio
TBA/TBP 53.9 7.84 0.15 1167 444 0.38 40 22.06 0.55
PCA/PCP 1.91 0.63 0.33 577 37 0.06 216 5.24 0.02
MeO/OH-PCB 0.76 0.00 0.00 129 0 0.00 45 0.00 0.00
MeO/OH-BDE 9.02 6.26 0.69 0.00 280 na 191 0.00 0.00
diMeO/TBBPA 5.18 0.00 0.00 1035 0 0.00 101 0.00 0.00

na= not available

*pg/g wet (n=20), **pg/g lipid (n=9), ***pg/g serum (n=10)
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