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Table 1. Levels of toxaphenes and mirex in pooled breast milk collected in

2007-2008 from China, Korea and Japan

Sample Source wet Concentration (ng/g lipid)

() palar 26 palar 50 mirex
pooled milk  Beijing (no.1-5) 5 1.0 1.8 0.34
pooled milk  Beijing (no.6-10) 5 0.9 1.7 0.32
pooled milk  Bijing (no.11-15) 5 0.8 3.4 0.36
pooled milk  Beijing (no.16-20) 5 2.4 4.8 0.25
pooled milk  Seoul (no.1-5) 5 2.0 4.9 0.20
pooled milk  Seoul (no.6-10) 5 4.2 10.2 0.47
pooled milk  Busan (no.1-5) 5 2.8 6.2 0.22
pooled milk  Busan (no.6-10) 5 4.4 8.9 0.27
pooled milk  Sendai (no.1-5) 5 10.0 24.6 0.72
pooled milk  Sendai (no.6-10) 5 11.7 25.7 0.81
pooled milk  Takarazuka (no.1-5) 5 11.3 24.5 0.63
pooled milk  Takarazuka (no.6-10) 5 7.5 14.4 0.63
pooled milk  Takayama (no.1-5) 5 7.5 15.4 0.68
pooled milk  Takayama (no.6-10) 5 8.6 17.2 0.70

Table 2. Levels of HBCDs in pooled breast milk collected in 2007-2008 from Japan,
Korea and China.

source wet Concentration (ng/g lipid)

(g) a-HBCD B-HBCD y-HBCD
pooled milk  Beijing (no.1-10) 10 2.9 <0.5 <0.5
pooled milk  Beijing (no.11-20) 10 <0.5 <0.5 <0.5
pooled milk  Seoul (no.1-10) 10 1.3 <0.5 <0.5
pooled milk Busan (no.1-10) 10 <0.5 <0.5 <0.5
pooled milk Sendai (no.1-10) 10 <0.5 <0.5 <0.5
pooled milk  Takarazuka (no.1-10) 10 3.6 <0.5 <0.5
pooled milk  Takayama (no.1-10) 10 2.7 <0.5 <0.5
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RS BRI ERMB S (RROREHERHEETTFEESR)
HERF R T E

ERNBSSINDIYEDOESS ) > J — HhsEO R
R T 4 T YU R RIEOHH

7 IR SR IR O R

Vi o
=

MAEE
BATORIT 4 7Y A MeFEME 20T 2 BT, BA, BEB I ORAP OKRERD
ZGCMSAZ V== %1707, £T. M SERBNBR SN TV S{LEYHCHs,
HCB, DDTs CHLsDEEZAIFE L, RPT 4 TV X N2EORBOFER. F1HICRHAF
— )V S 72, HCH, DDTs, 3k Udicofoliz DT AP E > E> H A DJIE
T EEEE R L, —#, CHLsiZAAS®BE> FE O ERETH > /2. ZOREHAE
N5, PENSOHARMIESHCH, DDTERAER I NS, E<IKHFETHERSINT
KA Bdicofol /N HARAIZ b E N2 Z &3, dicofolic Rl & L TE ENS5DDTE M
WIBAL, L TWAAEEENE X 5115, CHLSICDOWTIHHABENOBME /2T 2
7 EUSOEN S BERANEZ 5ND. ARETIIRIS T+ TU A R2BO D5, 1418
ECNI[& T &1 4 >1t: (electron capture negative ion) | IETHEBEEICHRIETES

>33

\./

EDHMN0, ECNIICK 2 A7) —= 2 7k TER L.

A. WHEEHE

b NESERBIN S 7 EFA Lz Y DR
AL T, DDTs BL N HCHs N EFE
TEBETKRET 52 L. — 45 PCBS CHL
FHENBATEWI EZRELTNS
(Haraguchi et al 2009). ZD72NT
DDTs OFRMN SERFEEZHEET D HIEE
LT, op-DDTp.p-DDE JLOIE A2
0,p-DDT/p,p-DDT by S5 RRZHEE T
LN INT VWD, &k, FETHEAH
ENTVWHY AR KA EL T
DDT NEENHIENHFHEINTNV DS
(Qiu et al 2005), RFALICERENBREINS
fbEWEERET2ICHZ0, T, R
F47UAMDH 5B, HCHs, HCB, CHLs
BLU DDTs ORAF DIERE D 2RI
ME L. &5 ECNI TR SN S1L
EHMEERRL,. MBEEOEWEEYZ
ARy 7L, TNHIZDWT, BHAE,
hE, BEEORATORN DMRREERE
froztzHME L,

L7z,

B. WAL
2007-20084F IR L 7= EH-FL (b 2
,¥L§7 . ycuu o)

Haraguchi et al 2009) ?_fct?b
5, BANGEHEZME LD, TR
BIO NI ST 4 THRIELZOE, #hit
UIzALSmE E > D AT NI LK
ML= HDEGCMSHEIE Lz, 13 21
IBEIBEVCECNIE—RZHWN, RIOT 4
T A RB2REI D W TR/ T &
L., B RRBIN 7SR NZHE
B (B TOEMEERRKRL .

C. WtoehER

Table 1 23R &% HCB, HCH (o-, B-, v-),
CHL(oxyclordane, trans-chlordane,
cis-chlordane, trans-nonachlor,
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cis-nonachlor) 3 & ©8¥ DDTs (p,p-DDE,
p,p’-DDD, 0,p’-DDT, p,p’-DDT) DRE R
9. FERITIE HCHs Y 246 nglg
lipid 2. DDTs 7} 1458 ng/g lipid Z/R L.
HABLIOEEORALL LD H 1 #Him
WETHo7z, —4. CHLs IZDWTIZH
ARHA T 25.8 ng/g lipid #;r L. FE, 8
EFALLOAERIIEWETH =, RITF
47U 52FBOMEROKER. FiEicoa
RV SNz 1 F I3 ELIET
X, m/z 139, 250 %, ECNI TiJ m/z 250 -1
F 2 CHER LU, REETHEMAT 109
ng/glipid TH V., BEBLOVOAAFATD
KWETHREHEI N,

D. %R

HADORDT 4 7U X MEEWMED ECNI
HBICE DR ) —Z 2 T3 EZHTHTH
%, b hHFEBIIB T2 aFR—ILicD
WTOREFIIMBTDHROZETHHOD
Nie<, B TE Moz, Pak—
JV F GC £ T 3 » B B
(4,4’-dichlorobenzophenone =DCB)& LT
I, BENICIIERETERWN., 7F

MEBNEDT 2 TY A MEERETH D,

F/-, BRIEBEYE TH S trichlorophenyl
ethanol & GC L T—#7 XN TDCB %
HECBZENDNoTz. THIZ, PaFR—
JVIZEARRY & LT CI-DDT &g Fhsd Z
EDMER S5 (Yang et al 2008) 1E D,
dicofol ® DDE "DILZEEHEHHME N T
W5 (Qiuetal 2005) Z&NS, &% DDT
B L D dicofol DIGHR DFREA & FEEAMG 7344
ETH5D,

AFETIIRS T+ TUAR2EDS 5,
14 8 N ECNI[ & T i % & 1 4 >
{t: (electron capture negative ion) ] T
BREICRETES I ENREINZ,

F. @RGRIEH
AQY,

G. BFFERER
I aSCER

2. FRFEK - TOM

H. HMEHED HE - BERHR
. FREFEUE

AW

2. FEHHERBER

AV

3. Tl

A

I. >k

Haraguchi K, Koizumi A, Inoue K, Harada KH,
Hitomi T, Minata M, Tanabe M, Kato Y,
Nishimura E, Yamamoto Y, Watanabe T,
Takenaka K, Uehara S, Yang H-R, Kim M-Y,
Moon C-S, Kim H-S, Wang P, Liu A, Hung
NN. Levels and regional trends of persistent
organochlorines and polybrominated
diphenyl ethers in Asian breast milk
demonstrate POPs signatures unique to
individual countries. Environ. Int. 2009, 35,
1072-1079.

Qiu X, Zhu T, Yao B, Hu J, Hu S. Contribution
of dicofol to thte current DDT pollution in
China. Environ. Sci. TEchnol. 2005, 39,
4385-4390.

Yang X, Wang S, Bian Y, Chen F, Yu G, Gu C,
Jiang X. Dicofol application resulted in high
DDTs residue in cotton fields from northern
Jiangsu province, China. J. Hazard.
Materials. 2008, 150, 92-98.
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Table 1. Levels of major persistent pesticides in human breast milk (pooled) from
China, Korea and Japan.collected in 2007 - 2008

Concentration (ng/g lipid)
China (n=4) Korea (n=4) Japan (n=6)

Hexachlorobenzene (HCB)  20.3+10.3 17.4+2.41 16.6+6.34
*HCH 246+105 15.4+5.6 12.1+£5.5
a-HCH 3.1+3.1 0.3+01 0.31+0.09
B-HCH 241+100 14.9+£5.5 11.6£5.6
v-HCH 2.3£2.5 0.3+0.1 0.14+0.12
Chlordanes (ZCHLs) 4.1+1.8 10.3+£1.8 25.8+6.11
oxy-CHL 0.7+£0.3 3.2+0.7 3.2+0.6
trans-CHL 0.08+0.03 0.13+0.02 0.19+0.05
cis-CHL 0.09+0.03 0.1440.01 0.36+0.18
trans-Nonachlor 2.7+1.2 5.9+1.1 19.2+5.1
cis-Nonachlor 0.5+0.3 1.0+£0.2 2.940.9
ZDDTs 14584723 144+3.6 121+24
p,p-DDE 1359+650 124429 109+21
p,p DDD 11.244.5 4.22+0.74 3.5+1.5
o,p-DDT 9.3+6.4 1.7+0.2 1.0£0.2
p.p’DDT 78.5+63 12.6+6.3 6.8+1.5
dicofol 10.946.2 2.07+0.9 0.42+0.41
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RS BRI EMH S (BROREHERHEETTTESR)
SHETIR S E

BRNBEINIMEOEZS Y > 7 - HEAORARE
HA N DY) E bR eE R — R R E

SHERFZEE RO — B ERRE - %

Wkl BRFES T RERERFREEVI SRR LY - KFhA

o EE

AFZEO BT TFANOREZEOBRIEFERNS, BIEETT — 0%
ELTWRHANORBARICHEETL2REZREREME (N TH¥% : PBDE &
HeBB (TeBB). K& HI3K : MeO-PBDE &bipyrrole ) DEBEZHSNITH I &
TH5. ARORILHE (tiEE) SHmmmaE @b oY > IV Ed
AL, IN5OREBERGERYEDOHIRZEIZDOWTHRITZ2fT7/2 o7, 723 HeBB,
MeO-PBDE, bipyrrole ORFALFN S OB EHNIEES . FRINVEAOHRE & 78
%o
A% OPBDEs (BDE-47 and BDE-153) DEE Y > TV TEW—H,
HeBBOEEIXILMBETHRBICEN /2. ZDfER. PBDEs&HeBBIid ®ix-o 7z
BERBZEDIENRBINZ, 2T DMeO-PBDEs (2°-MeO-BDE68 &
2,2’-diMeO-BB80) 12 {M#B DY > TN TEHIEE TH o7z, 2 F& D bipyrroles
(DBP-BrsCl, EMBP-Cly) IZ HHUEN R 5N, FBARITHAREOR: > 7458
RICHRT D EEZEZ OGN, RERGREMBEORERIE S BEZEZH SN
THEDITIE. 05 OIERYE OB OHERIOENITDWNWT S 57855

NRDEN5,

A. WFFEER VBN (BN - BEEM - it
Polybrominated diphenyl ethers ) WICHWENTELD(Ueno et al,

(PBDEs) . hexabromocyclododecane, 2004), 19904E X7 & penta-. B K N

hexabromobenzene (HeBB)7: & D R 3%
{LE#EPRHI (brominated flame retardants:
BFRs) ([3¥# A E Z @ UL T
W5, N5 DILEWIEN M < EL
ERSMREEZ R, RS REALZ
BURRE (LB NOBITHHRE SN
T\ % (Kawashiro et al., 2008, Costa and
Giordano, 2007). HAIZHB W TPBDEs

octa-PBDE #fd B FEHFNIC L DR
FEOFEMABIIEITBIZR>TNS
(Ueno et al., 2010), PBDEsD LB IRE
WZH AT #EOfEE (Ueno et al., 2004).

E bk F.  (Eslami et al., 2006;
Haraguchi et al, 2009¢) - Il &

(Kawashiro et al., 2008) IZHB W\ THE
INTWD, HAIZBITSHPBDED L

-102 -



AN DOBREIIEEITHEDEAIZH D
A3, BIEDBFROf# AR IT U &
TETRBOTVWAHDONBIRTH
% (Watanabe and Sakai, 2003), F /=
PBDE & [AI#k1Z, HeBB 13#ifE - 77 %
Fv o EQ]UESOERA E U TEILE
THEIS0 N> (1994 - 20014F) F A
I3 TW 5 (Watanabe and Sakai, 2003),
FATHHFEIC BN T, HARN DRI
FHeBBEEIHRE SN TWDMN
(Yamaguchi et al., 1988). ft#.H' HeBB
DT —FIXERE7RN,

—h. RBHROKEERBILEY
ELUTHREEOWBIFAERBRNS A
;% 2{tPBDEs (MeO-PBDEs) &/\[O
7 > fbbipyrroles R T N T W 5
(Haraguchi et al,, 2009; Marsh et al,
2005), T 415 1ZPOPs & [AIRE 17 & i3
HIZKDBEMELST W ENHe N
TWy5% (Haraguchi et al., 2010; Vetter et
al., 2009), 2 f# Dbipyrroles |dPBDEs
CHOULUZEYMBEENREZFD
(Hackenberg et al., 2003; Tittlemier,
2004; Vetter, 2004). LK - &7
ZY OfE - 5 - WTETLEDN SR
X 1T W % (Gribble, 1999;
Tittlemier et al., 2002, 2004; Vetter et al.,
2001, 2009), Z31 51X in vitroak BRITH
WTHATF L KO RBI|ES
11, bipyrrolesD BEF N\ DR E S IR
AINS (Tittlemier et al., 2003), L
D UTRIN S BHARNEF 1 OFE IR
KDOWTOTF—FIBMEE THEHEIC
AN

AFED HHNE, BT OREERZEA
DS ERERNG, BIEETT—%
NARELTWDHAANDRAFITH
T 5RFHERYE (NTHXK:
PBDE %8 & HeBB . K & 1 %k
MeO-PBDE#E & bipyrrole$d) DEE &
BHENZTH5ZETH S, R, HAE
D AL ClbyigaE) & e s G

) ORAY IV EFERL, BET
DRERERYEOEBEIZDWVWTHE
WrEEmE L7z (Fig. ).

B. W75k

1) U7V

AW TIE R F ARG BN >
27 (Koizumi et al., 2005; Koizumi et al.,
2000 ICRF S NT VD 200505
20065120 CALHEE. RO 1
MR EZ T8 200BAY > 7
JVEFEH L7z (Table 1),

2) {LZEWE

— D O #i IE & (4-methoxy-
3°,5°,2,4,6-pentachlorodiphenyl ether
(4’-MeO-BDE121, FIEHEE L THEA)
& 2,2°-dimethoxy-3,3”,4,4’-tetrabromo-
biphenyl (2,2’-diMeO-BB80) (X Dr. G.
Marsh (A hw 7RIV LAKFE) D6
= 7/=. BDE-28, BDE-47, BDE-99,

BDE-100, BDE-153, BDE-154,
hexabromobenzene (HeBB),
1,2,4,5-tetrabromobenzene (TeBB),

2’-hydroxy-2,3’,4,5’-tetrabromodiphenyl
ether (2°-MeO-BDE68) B X O
6-methoxy-2,2",4,4’-tetrabromobiphenyl
ether (6-MeO-BDE47) @ & #ifi IF & I
Cambridge Isotope Laboratories
(Andover, MA, USA)X OBEA L /=,
Bipyrroles (1,1°-dimethyl-
3,3’,4,4’-tetrabromo-
5,5’-dichloro-2,2’-bipyrrole

(DBP —BI‘4C12) &
2,3,3°,4,4°,5,5 -heptachloro-
1’-methyl-1,2’-bipyrrole (MBP-Cl;) D&
He I FNZF 3 Gribble et al. (1999)
BEN Wu et al. 2000)DHiETERK
Lize HAZOR " T T T4 —12&5
FMEIINWTNHO%U LETHE L%
MR L. EIERHRB X O ERIERL
IR Wz, 2ATICREA L 7= A RIS AN



B b (Bk) CEX).KODHEEALZ,
U BT (Wako gel S-DITFIEHEE
(KB X OEA L. FHETZ130CT 3
R = B/, Sl afrdgel
RAHKRREFLEYOHENXZ
Fig. 2 1Z/R 7

3) FEEk

M RERBGRYE DT,
feifititt, SNV EEI O NI 57T 4
— (gel permeation chromatography :
GPC)., Y URNTIVH T LITKDREHE,
a1 F 2 -L¥EA A A GC-MS
(GC-NCI-MS) OFJETIr72->7z. B
B B2 iE s mL o R AT
4-MeO-BDE121 (0.2 ng)Z#sml . &
AaUBAVT L, Y ), PITF
NWI—FI)IVEMA, n-N\FHNZKD
felizt Uiz, T/NRL—4% — T
mAEREL, BEEEZMELZ. 1§
B 50300 mgZ Y7 O0ORAY > &n-
ANFH > (1:1, vIZIEMN L. GPC 7
< I (Bio-Beads S-X3, 35 g of gel
material; Bio-Rad Laboratories, USA) 1Z
FOREREET R/, HE 4
mL/min T, H&A)DI0-mL7 Z RV /=18
D80-mLIFH /3 Z BN L 7z, EIT
HIEEZERET 27201, 2 URTIV
15 L (0.2 g, Wako gel S-1) 12 L.
OO AY 2n-AN\FH2(12:88, viv,
15mL) TAEH U7z, EH#KRIE 200 uL
WETEM L. GC-MSIZTAITZ1778
27,

4) e =

St &8 (13F8) O E 121X GC-MS
(Agilent 9573i-MSD 5973i, 6890N-GC)
2 L7z, GCMSDRRE S &kt
AF > % Table2 TR, BT AL
LTAY > ERHWDEAF AL A
T At E— RTINS LD
73 )l B PENRE (4-MeO-BDE121) &

kgL CE & L7z, MBP-Cl; I m/kz
386 T. TOMDORFEYIIBr( A
(miz19B I8 TR L 7.

5) mEEME MERE

75 2 dBiE10Y > TIVEIZTT
o7z, FHITEREMEZRML T, [H
IV 2 % 3K 7= . GC/MS-selected ion
monitoring (SIM)IZ & 5 [BIIXZR 1 4 ik
o EH8AIN%DHFHIZH D . HXHE
2 (RSD, relative standard deviation)
X 10% AR TH-o72 (n=5). EER
5 E(limits of quantification, LOQs) I
STFIN AR =5STERNLEES.
0.01 ~ 0.2 ng/g lipid TdH o7z (Table
3)e SHTENLOQUL T TH o 7255,
LOQD ¥ D ZFREIZA W=, v
7L —2a > R&YWENIL~S0
ng/mL O#HIFTRIFREREZRL
7z (>0.99), 45 EEHHLR D7z 81 Standard
Reference Material (cod liver oil,
SRM1588b, NIST) (Stapleton et al.,
2007) DA ZEFTVY. RSD <11% (n=5)
& BRI R TR,

6) HatfEdT

% 2t #% H1 1L SPSS  software version
18.0 for Windows 2007 (SPSS Inc.,
Chicago, IL, USA) & i\ /=, HUEZED
¥ %€ 13 One-way analysis of variance%
MWWz, RIEOFEE & RFLEY DR
FE 8 @ AH B8 1Z |3 Pearson’s correlation
coefficient % i\ 37z, P f 0.05 AR
EREIICE R E R LT,

C. Mok R
JbigE MR OR-ANS 6 D
PBDEs. HeBB BL U TeBBZ#HI L
72. T35 DIEE % Table 3 1Z/RT .
PBDEs @ & i% 73 {& BDE-47 & BDE-153
T, BIEEIL <02 ~ 69 ng/g lipid (F
JUfE 1.5 ng/g lipid) DA TH O, I



BOY > TINTEWEETHREBEIN
7zo UM U7 5 ItiEE O 1 Rk
NG S B E DBDE-47 (46 ng/g lipid)
B L UBDE-153 (4.0 ng/g lipid) A& H
I N7z, HeBB & TeBBIEF 11 Z 1
<0.05 ~ 2.5 (‘F¥5fE 0.53) ng/g lipid.
0.76 5 6.6 ((FIfH, 2.6) ng/g lipid T
Holz, TeBBOREIZHIHAEIIRS
N7 o 7=/, HeBBIEEZA¥gE D
B T IV THEIZEDN S 72 (p<0.01).

AL Tl BRI KRR E SR
RIEHYE & L TMeO-BDEs &\ 14
>Abbipyrrole ZA&H L7z (Fig. 2). i
MDY > 7 IV T, MeO-BDEsD 5 5,
2’-MeO-BDE68 & 2,2°-diMeO-BB80 i
WY > TN THEREIZEDN S 2 (FN
Z40.39 & 0.20 ng/g lipid). MBP-Cl,
& DBP-Br,Cl, DBEEIIENETN
<0.01~0.94 ng/g lipid & <0.01 5
2.7 ng/g lipidTH D, HIBAETIR SN
inolz,

JeiEE SO>I (%2 0)
WZOWTLEYIRBER OHERE 2
Table 4 12”9, JLifEE TiX. BDE-47
& BDE-153 TIXIE DB (=0.927,
p<0.01) RSN, WETIIRS
N7z, [FAkIZHeBB & TeBBIZ D
WT HILEE THBEIENR S N2
(r=0.628, p<0.01). #E TIZH 5 Nian
> /= . — K . 2-MeO-BDE68 &
2,2’-diMeO-BB80 Tid. 8 TIEDH
BY (=0.522, p<0.05) WHE 5 N7,
tEBETIETRSNEZN D &,
DBP-Br,Cl, & MBP-Cl; {3 i #152% T 4H
BT E S Nmdos 2N,
2°-MeO-BDE68 (r=0.478, p<0.05) &
2,2’-diMeO-BB80 (1=0.767, p<0.01) D[
IZEWHBIN R S N/, M & HiR
HMUZERBAFRRBLEYWDORE & F
s & ORI R SN o 7z,

D. &

1) PBDEs

AW 5% T REA HPBDEs O I 13 4
frifge &Mk OMERLE
(Haraguchi et al., 2009; Kawashiro et al.,
2008; Thomsen et al., 2010), &L D H AR
TOPBDED AHIFLFIAE (Eslami et al.,
2006) THUE AN L & 172 K D12 A
K THRAFPBDEEDEEIIFEILT
WIENHH I EZRLTZ, 2DLD
72PBDEREDOEENIE XN —DD
BERTHDHEEBEZOEND, LIDLAED
5, db#gE O > T IV g B K WY
PBDEs{EE (FFUL# : 1.0 ng/g lipid) & /R
TN T, 197 IVIZT69 ng/g lipid
EWD EEEOPBDES R S N7z
ZEIEHICET S, Z0ZEIE E
N OPBDEsEEZE I BEHELDHNDY
AT A NP BEIMMORBELHEED
BEMRBENRRTH S EE2RB
L T\ % (Fromme et al., 2009; Thomsen
etal,2010), X7 O&EEMIEEL L=
WH5E Tl & I E OPBDEs N T &
BN SRE SN T WS (Ueno et
al., 2004) . PBDEs @ #f % &
BDE-47>BDE-153> BDE-100D 6 T
ST, BTN S OEEITHEE
1372 <. BDE-47 £ BDE-15313 8725
FBREEEZEDZENRBEINS,
#. 1 OBDE-47 ®BDE-15312 49 5 2
E I (1.6)X 0 HIb#EEG.0)D
FINE D o 7= (Table 3), Z DfERITK
B & ik (BDE-28 H XX BDE-47)
DHBEDEEN LINS EHEINT 5 Z
LERBT 5, ZOERITIEKEED
Rtz amEmiromtiang
K FLPBDEsDEI SN EH N EWND
FERE—E9 5 (Ueno et al., 2004).

2)HeBB &F DR FEAR (TeBB)
HZATliX HeBB |ZBFR& L TH4E
350 > (1994 — 20014E) (Watanabe



and Sakai, 2003)2MF A ST E AN,
EEOFEARRBEIOE MERIRM
DTF—HFIEFARL TWB, KWL TIT
AL FICHeBBE Z DRI TN
TeBBAN LB &1 B S TR HE S 7=,
Z DFEFRIIHeBBY H RIZBWTIAS
IEEIL., B hNDBENRNTNSZ
EERLTWS, HeBBIZALiEE DY
>INV THEIZE N DM, TeBBIZ
DWVWTHEERIR SN Ao 2
(Table 3), HeBB [dTeBB °BED-47&
ORICHEIRER SN o zn,
BDE-153 I IED BN A 5 Nz
(Table 4). Z ® Z & iX. HeBBA®
BDE-153 EBRERENELUT I &%
R L TW3, TeBB (dMiyazaki 5
(1986) 12X > THIDH TR S
N7z, HeBBISHERR S 72 o 7z,
TeBBZ ST EF¥E - TERFKITDONT
DOF—HF1d72 <. TeBBOFE AR IZ
HeBBE I RABDZEHEZ SN,
19884E DFE T, b MR I
HeBB & TeBB7 A L X)L (2.14.1 ng/g
wet) THH 417z (Yamaguchi et al.,
1988). v b EHAWCEWHET,
TeBBId HeBBO Y (HRZ{LY)
TH>DIENRINTWS, HeBBIL
TeBB & AL I B W TIE DN R
SN, TR SN Mo T,
Z D& EIIHeBBD Bl DU ER ER D7
fEERBEL TS,

3) MeO-PBDEs

AW CTHRE S N7z 3 D MeO-
PBDEs (2°-MeO-BDE68 .  6-MeO-
BDE47 3 X 1)2,2°-diMeO-BB80) IR
RYHRTHDZENALNT VWD,
2>-MeO-BDE68 & 2,2’-diMeO-BB80
DIEEIIDH T NICBDE47L DK 5
/7. 2°-MeO-BDE68 O BDE-471Zxf 9
LEELIIPEOY > TSIV TE NS
7= ({1 #8:0.40, Jt#83E:0.06) (Table 3).

2°-MeO-BDE68 @ & £ [X BFRs & O ]
CHEEIIR SN BRWI ENS
(Table 4), BFRs &3 575 5MEERE
BEDZENRBEINS, RiEDOWHE
T, 2°-MeO-BDE68 (It 7 2
Z DRl B ADOHFESRE NS -
< 0%) [ZMeO-PBDE O ZEFE D HE
WEINTWD (Haraguchi et al.,, 2009,
Hisamichi et al., 2007; Marsh et al,
2005), TDZ EEHBETHE, BAF
DMeO-PBDEsD H3RIZZN 56 &% <
EOWMENTHDIEEZ NS, £
Hb 35k 35 13 45 D Hb Ik (D MeO-PBDESs 1D
HEBDEWVIZEDHDEEZ SN
%, 7=& Z L. MeO-PBDEs|d &
BOBRICERTT DRE DWEEITK
f£LTW5 (Haraguchi et al.,, 2010).
MeO-PBDEs3 & T)NOH-PBDEs (7K1t
PBDE) A ¥ VTR NI TT O
A THMHE TN TS (Lacoste et al.,
2008;Athanasiadou et al., 2009), L7» L
Z DA fﬂﬁmijiﬁﬂn@fé‘%& [
LU#7:%, MeO-PBDEs O#FEMEIIAH
T&H 57\, OH-PBDEs 1AW < &L
ERMHDZENHSENTWD
(Kawashiro et al., 2008), Wan & (2010)
. MEEE LA A O R TR N S
N %OH-PBDEsld. PBDEsD /KL%
Y TII7R <. KAMeO-PBDEsH i
AFIENZdbDEHREL TS,
o, B ERL K
MeO-PBDEs (3t FMEANTE 5I121%
P DBV OH-PBDEs 1Z23t9 % ml
YWRND 5, A FHD2,2°-diMeO-BB80O
132’-MeO- BDE68 & IEDHHBI 2 /R g 7=
D, M UBERKEFD I EAVRB X
N5, 2,2-diMeO-BB80II 7 2T 4
WWHEMEND R S N/z (Haraguchi
et al., 2009a, 2009b; Marsh et al., 2005).
FOMBIIBENT TV T DEET
%22 -diOH-BBSO & & 2 6 11 %
(Isnansetyo and Kamei, 2003).



4) N4 >A{bbipyrrole
BAFITHRESNZ 2@EON\O
r > At bipyrrole ¥8 (DBP-Br,Cl, &
MBP-Cl;) DL, 2’-MeO-BDE6S
ERL NIV TH o7, DBP-BryCly &
tEEOY > TIVICEEETR SN
72o HIRY BT L /=2 v FARNN
5 &R E ODBP-BryCl, DW= T
WA, T OHRITIEKEFE D ERE
EHEOERER (BYHE) THhdEH
ZA685, UL 7N 5DBP-BriClLiZ
HREITHE D1 ¥ FH A (Haraguchi et al.,
2009a). HADOMHGIZHEIS 7 25
(Haraguchi et al., 2009b), 1% D38
(Tittlemier et al., 2004b) THEHIN
TWAED, KEFEIZIES AL TWY
HEFHIND, MEORATIX
DBP-Br,Cl, 14 2°-MeO-BDE68 B & T8
2,2’-diMeO-BB80 & H B/ MBI Z R L
7273, MBP-Cl, & ORNZAHBEMIZR 5
NN olz. ZOMRFRIIBEREKDE
WZERBL TWD, 2 Dbipyrroles
X W b % A K M 7Y BDE47
2>-MeO-BDE68 & 8 l L T B 1
(Hackenberg et al., 2003; Tittlemier et al.,
2004a), EREEH TH R OSFERIEZ
R EZEZLND, TNHOFEET—
137D, DBP-BryCLIZ & % T2
7% % & BB (Tittlemier et al,, 2003) %
MBP-Cl; 1T X % H 12 E O AW iE
(Vetter et al., 2004) NRME I N TS
DHTH 5,

5) AR OHEE—HENE
REEY O OHFE —HEW
&= (Estimation of daily intake:EDI) I3,
FL B @ ¥ R 9 8 B & (Oostdam et
al.1999) ZH LIZEHHE L7z, TORR
% Table 3 127K 9 . PBDEs® EDIIX
PenBDEs (O NOAEL (No Observed
Adverse Effect Level, 0.4 mg/kg body

weight/day) (Viberg et al .2004) 100
FOLUPFTHok, 2D ENS
PBDEsO .z @ U7z AR D EZ
BOYZAZEPInEEbDNS, L
M UTRIN SRR OFEFEERE T A
CFEB S TERZEERFDEOER
MUETHS (Sly et al. 2008), 5
\ZHeBBMeO-PBDEs, /\ 7% >t
bipyrroles D& IV E 724 < VA
WTHDID, GBI SRDHWFENK
VH5ND,

E. &
AWFETIEIHANORANS AL
BERIGYYE (PBDEs & HeBB)&
RABRORIKFZIEW
(MeO-PBDEs & bipyrroles) 2 #& i L
72, PBDEs (BDE-47 and BDE-153) O
BEIZMEOY > TV TE W7,
HeBBIdILiBE THERBICE N2, T
M Z & 1ZPBDEs & HeBBI3 B 75 o 7= i
BREER DI EERBLTNS, 2
ff O MeO-PBDEs (2°-MeO-BDE68 &
2,2°-diMeO-BB80) B X N 2 fE @
bipyrroles (DBP-BryCl, & MBP-Cl;) IZ
DWTHHIBENA SN, TDENZ
HAORILEE TR > R ERZ
HODHEEZEZ NS, BRERIGRY)
BOWMBRE E@EEEEZH SN
T HDITIE. ZN5 DFEEYE O
HEEEEBRIZOWTE 5 5K
NRD 5N B,
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Fig. 1. Sampling sites of breast milk in Japan (Hokkaido and Okinawa Prefecture)
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Fig. 2. Structures of naturally produced brominated contaminants.
2’-MeO-BDE68: 4,6-dibromo-2-(2',4'-dibromo)phenoxyanisole;
6-MeO-BDE47: 3,5-dibromo-2-(2',4'-dibromo)phenoxyanisole;
2,2’-diMeO-BB80: 2,2'-dimethoxy-3,3'5,5'-tetrabromobiphenyl;
DBP-Br,Cly: 1,1'-dimethyl-2,2"-bipyrrole;

MBP-Cl;: 2,3,3',4,4',5,5'-heptachloro-1"-methyl-1,2'-bipyrrole.
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Table 1 Information regarding the participants and lipid contents of milk samples from

Hokkaido and Okinawa.

. Location mean . 1o
resion Latitude Longitude year n age lipid (%)
Hokkaido 42-90°N  140-99°E 2005 20 30.5 2.30
Okinawa 26-20°N  127-69°’E  2005-2006 20 30.3 2.63
All 40 30.4 2.45

Table 2 GC/MS conditions for analysis of brominated compounds in human breast

milk.

Carrier gas helium (head pressure of 3 psi)

Injection mode splitless _ ‘

Column P-5MS (30% dlmet}%ylpolysﬂoxane 30m x 0.25
mm i.d. and 0.25 um film thickness, J&W
Scientific, CA, USA) _

Oven. 70 °C (1.5 min), then 20 °C/min to 230 °C (0.5
min), and then 4 °C/min to 280 °C (5 min)

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

o 230 °C for EI, 150 °C for ECNI) =~
Ionization mode CNI (electron capture negative ionization)

Reagent gas )
Target ions , (confirmed ions),
m/z

Methane i

79 (81) for  brominated
contaminants

386 (388) for MBP-Cl;
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Table 3 Concentrations of polybrominated diphenyl ethers and related compounds in breast milk collected from Okinawa and Hokkaido.

Okinawa n=20 Hokkaido n=20 Overall LOQ (ng/g lipid)
Freq Freq
10Q) Mean Median Range L00) Mean Median Range Mean Median
Concentration (ng/g lipid)
BFRs
BDE-28 16 0.12 0.12 <0.06-0.38 6 0.16 0.030 <0.06-1.9 0.14 0.040 0.06
BDE-47 20 0.97 0.87 0.10-2.2 16 2.7 0.40 <0.08-46 1.9 0.56 0.08
BDE-99 14 0.20 0.16 <0.1-0.48 4 0.62 0.050 <0.1-10 0.41 0.050 0.1
BDE-100 11 0.16 0.080 <0.1-0.56 4 0.41 0.050 <0.1-6.7 0.29 0.050 0.1
BDE-153 20 0.60 0.56 <0.2-1.6 10 0.54 0.19 <0.2-4.0 0.57 0.48 0.2
BDE-154 14 0.19 0.16 <0.2-0.41 3 0.13 0.10 <0.2-0.57 0.16 0.10 0.2
YPBDE 20 2.1 2.1 0.55-5.1 16 43 1.0 <0.2-69 3.4 1.5 -
TeBB 20 24 2.0 0.83-6.0 20 2.6 2.6 0.76-6.6 2.5 2.1 0.01
HeBB 19 0.19 0.20 <0.05-0.46 20 0.86%* 0.71 0.20-2.5 0.53 0.32 0.05
natural products
2’-MeO-BDEG6S 18 0.39% 0.28 <0.06-1.6 12 0.17 0.070 <0.06-0.69 0.28 0.14 0.06
6-MeO-BDE47 8 0.050* 0.030 <0.05-0.13 0 <0.05 <0.05 <0.05 0.040 0.030 0.05
2,2’-diMeO-BB80 17 0.20%* 022 <0.04-0.45 7 0.040 0.020 <0.04-0.12 0.12 0.070 0.04
MBP-Cl, 19 0.19 0.11 <0.01-0.94 17 0.090 0.070 <0.01-0.43 0.14 0.080 0.01
DBP-BrsCl, 17 0.23 0.20 <0.04-.062 18 0.45 0.28 <0.04-2.7 0.34 0.25 0.04
Ratio
BDE-47/BDE-153 1.6 1.6 5.0 2.1 33 1.2
TeBB/HeBB 12 9.8 3.1 3.7 4.7 6.6
2’-MeO-BDE68/BDE-47 0.40 0.32 0.06 0.18 0.15 0.25

All data were calculated by assuming that values below the LOD were equal to one-half of the LOD. *p<0.05, **p<0.01.
an>MDL
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Table 4 Pearson correlation coefficients between the levels of the major brominated contaminants in

breast milk from Okinawa (n=20) and Hokkaido (n=20).

2°-MeO- 2,2’-diMeO-
BDE-47 BDE-153 TeBB HeBB BDE68 BB80 MBP-Cl,

Okinawa

BDE-153 0.348

TeBB -0.202 0.107

HeBB 0.364 0.775%* 0.053

2’-MeO-BDE68 0.070 -0.189 -0.199 -0.078

2,2’-diMeO-BB80  0.299 -0.188 -0.104 0.074 0.522*

MBP-Cl, 0.432 0.540* -0.168 0.490* 0.029 0.021

DBP-Br,Cl> 0.284 -0.059 -0.137 0.158 0.478* 0.767%* 0.279
Hokkaido

BDE-153 0.927%*

TeBB -0.214 -0.088

HeBB -0.117 -0.031 0.628%*

2’-MeO-BDEG68 0.054 0.197 -0.077 0.069

2,2’-diMeO-BB80  0.004 0.071 0.049 -0.273 0.221

MBP-Cl; 0.268 0.298 0.054 0.069 0.183 -0.090

DBP-Br,Cl, -0.064 -0.108 0.301 -0.024 0.408 0.480* 0.129

#p<0.05, **p<0.01.
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after log transformation), = 5IZHEOHRDDTRREIIHA - ®EX D 10500 E
Eholr, ZORBEIIHETIEDDTE EHIZ AR —IVOBREDE NI & 2R
WL TW%, LALAERS, PaOR—)VODDTHEICH T 2 RELkIZE<, DDT
BRICBIT5P AR —IVOFLIIMENEEZ SN,

1. Yads-—)b

A. WFFEER L TH®ET 5 (Qiu et al, 2005;

TaAR— VIR R TRSY ZFlx
CERBELILTHEAINTWAILEY
BThHbd, DAFR—)LUIDDTE L
Rl K (Fig. 1) & RefE Gk, 4
WIERETE) Z2ES. B hAOREEE
NFEEINTND, VIR V8
X TEADDTZHE R, & 512Ky
Rl TELE I N D, RSDODDTIEZ
ODFEFIAR—IVEFPITARHY &

Turgut et al., 2009), HATIZ O R
— VB ()bt ) 1195650 5 ff
S N720%, 20044 17 BB G KR
L. 2010 ICHe Ik BE & SN/,
UL RNSs Y afR—) )V & REdE
THETOHHEH SN, HEMTIIDDT
DEBRFERIF ER > TWwD(Yang et
al., 2008), TIaFR—I)iIt DR
HEERH O, FERAEDERDN TN
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% (Lessenger and Riley, 1991;
Settimi et al., 2003), @M FEHEE L T
I &R - HEBRE I R EN
5 & DHE B & DS H 5 (Lessenger
and Riley, 1991), F7-EENEED
DDT#a & 2 a7 — )L VAl 32 R e
DEBEEZED 5 & DOEFWMFRRS
IN® 5 (Settimi et al., 2003),

WY 27 TEHFEORHILPDDTE
FEITHA - BEIZHEGEGNW I ENHS
N TW 5 (Haraguchi et al., 2009; Hui
et al., 2008; Kunisue et al., 2004), —
# FETIHERGHDDTEO X 515
FIRN T AR — )V E G OARH T H
KT BHEDOHREDH S (Qiu et al,
2005;Qiu et al., 2010; Yang et al,,
2008), L22L. b bHSkROAKEE
FOTaAR—)IVOREIEIZE -
INTWRWED, B MR TORE
EHHISNTWARN,

AWFFE Tld gas chromatography-
mass spectrometry (GC-MS) T
EI-SIME— FZHAWTHAF NS D
AR =)L D IEDIEN 2l A7z,
GC-MSA#HrTidafk—IVIEGCH
T B X N dichlorobenzophenone
(DCBP) &725b, 201 A >t ZEH
WT, HRFBEOREAFOD aR—)L
EEEHL. S5IZFODDTEEED
EEMS, B MIEE T 5DDTIEREIC
PAXR—INNEDOEEEEL TS
MNMRET U7z,

Fig. 1 Structure of dicofol

Cl Cl
Cl

oE®
Cl Cl

-117-

Fig. 2 Map of the sampling locations

B. W 4L

1. #lBHEREE

FRAL G RHI IR R 2 A RN >
77 (Koizumi et al., 2005; Koizumi et
al., 2009) DIREFREIZHEH L. 5
210 N\DRHEMN 5147 — )il Bl & 157~
WA ORAHAE &1 mLE &£ 01
7 —)V15-mL& L7z). sl BHI20074
N5 20094E DRI HE (60N, dLEL.
2007412 H —20084E9H). ®&E (30
Ao V)b, 20074£10H; 30N - 7Y
> - 20084F12H —20094E1H). HA
(B0, flI&. 2009424 H —5H; 30\,
FEi%, 20084E8 ;30 A, Hil. 2008
F6H-10R)DRT T 4 TINHER
man (Fig. 2 #HigSR)., AR
BHIHEZ4—SHICERAN, HL <
WEBIERO MBI L - THRILE N,
ZOWZE T O b a—) )L(EB)ITEE K
FRFGIELMER - BEE R NES
R BIRREOMBEERIZLD K
RIN, ZMEETICEmMCELIEE
Z157=, Table 1 1. ZINF DEH,
BMI (body mass index). M.
R, AT OEE%ZRT . FE
THE—A> FEERICEK D ITXRTH)E
mTH 5,



