Table 4 : g (
Comparison of dietaly intake of n-PFCA with reported data

Sampling
site

Dietaly intake (ng day) | I R S D
nPFOA n-PFNA  n-PFDA nPFUNDA n-PFDoDA n-PFTIDA nPFTeDA reference
8  (C9) (€10)  (C11)  (C12)  (C13)  (CH4)

Study type

y duplicate diet I 185 4 6.5 5.8 This study .
daiy duplicate diet  Mean | B ,, Karman et al, 2009

daily duplicate diet [ N R R |  Karrman etal

Noway ~ 2008-2009 estimated intakes Mean 31 95 13 67 6.7 - - Haugetal, 2010

a Calculated using a body weight of 70kg : i ~
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— Figure 1

China (Beijing; 1993(n=50)
and 2009 (n=50)

Korea (Seoul; 1994 —
(n=50) and 2007

(N=50}) Five samples pooled together
(30 g from each sample)

Homogenization j
—b {(sample specific)

Japan (Kyoto, Okinawa, ]

Hokkaido; n=100, 1990 s PFCAs analysis
sample)}

Japan {(Kyoto, Okinawa,
Hokkaido; n=100, 2009 sample)

Food purchased by volunteers

Fig.1 ¥ > 7))V OALHE
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AT BRI EMI R MBS (RMOZEMAHEEIZEER)
SE TR

BELENBRINIYEOEZSY Y > 7 - HEORAZE :
AANDLEY HIR TR RE R RTETRYE

SHEUFEE RO — EEERRE - #R
Wl 1 B ERET  FERFEREGEAUIFIRIR A £ - KP4

=1

AARDOEWNEIBFANOREZEOBRESEFERNG, BITEEXTT — 4K
ELTWLIHAANOBAFICHEAET 2ERRERYE (NLH% : PBDE &
HeBB (TeBB). K#AH K : MeO-PBDE &bipyrrole ) DREZHSNITAH I &
Ths., BAORILME (s SEmiaiEs () oY > IV e
HAL. INSORFERERYEOHBEIZI DWW TR 21772072, 7238 HeBB,
MeO-PBDE. bipyrrole ORFFALHN 5 OB EFNIES . SRR OHME & 72
%o
BA.H OPBDEs (BDE-47 and BDE-153) OEEIIIFREY > IV TEW—H,
HeBBOEEIIILEBE CHEIZE N o7z, T DOFERE. PBDEsEHeBBIZ R 7x o 72
BMERKERF O ENRBINZ., 2 DMeO-PBDEs (2°-MeO-BDE68 &
2,2’-diMeO-BB80) I DY > TN TEHEBE TH o=, 2 f D bipyrroles
(DBP-BryCl, & MBP-Cly) IZHHMUSZEN RS 3, FBAETRIIH AL O Rz - 2 AR
RICHRT D EEZ OGN, RERERMEORBERE S BRBEZEEZT SN
T HEDITIE. 2N OIERYE OB OHEMOENIZDWNWTE 572 5
INRDENS,

A. WIEEB WSIHEM (RERGE - BEEM - i

Polybrominated  diphenyl ethers &) ITHWENTEZMN(Ueno et al.,
(PBDEs) . hexabromocyclododecane, 2004), 1990 4F X 5 penta-. B LN
hexabromobenzene (HeBB)/2 & DR 3FE  octa-PBDE # GO H EHEH I L 0T
{L#EHRAI (brominated flame retardants: 4E O BIZEFT B2/ > TW S
BFRs) 13 AW E 2@ CHH L T (Ueno et al., 2010), PBDEs(D7%EE B
W5, ZN5 DIEEWEIADWN<E [ ZHAFEORAEE (Ueno et al., 2004),
ERSMREELEZES, WECPAZ b & 9 (Eslami et al, 2006;
WBUMRE (LR NOBITNIRE 4T Haraguchi et al,, 2009¢c) -+ Ifil &
T\ % (Kawashiro et al., 2008, Costa and (Kawashiro et al., 2008) IZB W THE
Giordano, 2007), HAIZBWTPBDEs XN TWw3s, HAICBITBPBDED b
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FADBEIIERITHDERICDH D
MY, BIEDBFROM AR TR &
TETERESTWHORBIRTH
% (Watanabe and Sakai, 2003), £7=
PBDE & [Al#£1Z, HeBB 13#i%E - 75 X
Fv o - BREHOERAE U TBLE
THEIS0 > (1994 — 20014F) A
I TW5 (Watanabe and Sakai, 2003),
BATHRICTBNWT, HAERADIEIHLA
FHeBBIEEIIHME SN TWDIN
(Yamaguchi et al., 1988), fFF.# HeBB
DT —FIEEZ7R0,

—h., RBHEROEBHERZNEY)
ELUTHREEBOEBHEEBRNS A
k< S {tPBDEs (MeO-PBDEs) &/\II
47 > {tbipyrroles 3 i S 11T W %
(Haraguchi et al., 2009; Marsh et al,
2005), Z#151IPOPs & [AHkIC R4
BHICEXDBHELSCT NI ERASN
TW5 (Haraguchi et al., 2010; Vetter et
al., 2009)., 2 fDbipyrroles |ZPBDEs
EHEU LB ENREZED
(Hackenberg et al., 2003; Tittlemier,
2004; Vetter, 2004), JLKNEE - A&7
Z7 O - S - WAL SR
W X 1T W % (Gribble, 1999;
Tittlemier et al., 2002, 2004; Vetter et al.,
2001, 2009), Z# 51X in vitroslBRIZ B
WTHAFF RO ROFES
. bipyrroles DR FNDIEERZE D IR
A5 (Tittlemier et al., 2003), L
MURINS BHARARALH OB IRRA
WOWTOTF—FIIBIELETHEREIC
MR,

AWZE O BHNL, BFOfERZEA
DBEEFBRNS, BIEETT—4%
MARBLTWDHAENDRAAIZHE
E9 2 REFMFEEME (NTHE:
PBDE 8 & HeBB . K & H 3k :
MeO-PBDE#A & bipyrrolefd) DEE %
BHENITHIETHD, FH, HE
DAt ClbigE) & i vh s G

) ORIV EFERAL. KRET
5 RBZGEYMEDBEITDNWTHE
HEEZRF L7z (Fig. .

B. #5EAE

1) B> 7 IVINEE

AWFFE TIERER R A AR BN >
27 (Koizumi et al., 2005; Koizumi et al.,
200)ICRFESNTWVD 2005015
20064F 12T CTALEE . MR O W h
MO IR EZIT&200AY T
JVEREF L7z (Table 1),

2) {LFhE

— D O #i 1E & (4-methoxy-
3°,5’,2,4,6-pentachlorodiphenyl ether
(4-MeO-BDE121, WAEHEE U THEA)
& 2,2’-dimethoxy-3,3”,4,4’-tetrabromo-
biphenyl (2,2’-diMeO-BB80) I Dr. G.
Marsh (A b w7 BRIV AREF) D5
it XN /z, 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 1E & 13
Cambridge Isotope Laboratories
(Andover, MA, USA)LX DIEA L 7=,
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%
T ZF NN Gribble et al. (1999)
BE Wu et al. (2000)DFHETE K
Lize HAZOR NI TT7 4 —I2L%
MEIINTNEI9% L ETHDE I L%
MR L., MR D K O 2R ERL
CH Wz AT U 72 AR AN



BE{L? () CGER).LOVBAL,
U A7) (Wako gel S-1)1E RIS
(KBO)XZDEEAL. fHEARTIZI30CT 3
g g, SE, ofdfEL
TRBHKRERLEOHEX %
Fig. 2 IT/RT,

3) Rk

AP REZRIGEDE D7,
Feifit. ZIIVEE ORI 5T 4
— (gel permeation chromatography :
GPC), Y UNTIVH T LT DHEHE,
B4 F -t 14 21k GC-MS
(GC-NCI-MS) OFJIETIr72->72. B
B IZiE s mL o & A
4’-MeO-BDEI121 (0.2 ng)Z#smL. &
aUBBhYILA IY =), PIF
WIT—FIVEMA. n-NFHNTXD
felfEmiti Lz, TNRL—F —TiE
megkl, IREEREZHE L. I8
B 50-300 mgZE T/ OORAY > En-
ANFH (1, vIZEEN L. GPC B
7 I (Bio-Beads S-X3, 35 g of gel
material; Bio-Rad Laboratories, USA) 1Z
TVEEREEITRo-, i 4
mL/minC. H&#)D0-mL7 %R\ =%
D80-mLIE M2 Z BN L 7z, EITHE
HigEERET DI, YUATI
$19 L (0.2 g, Wako gel S-1) 1ZfF L,
OO RAY n-ANFH 2(12:88, viv,
15mL) THH L7z, WWHRIE 200 L
IZETEME L., GC-MSIZTO &7/
o7z,

4) R EER

KR Y)E (13F8) D E 121 GC-MS
(Agilent 9573i-MSD 5973i, 6890N-GC)
A L2, GCMSDRESM MR
A4 % Table2 IZRT, RIEHA L
LTRAY > ZAWSEAF (LA
F oAb E—R T RN I LD
7))V B NEEHE (4°-MeO-BDE121) &

gL TEE L=, MBP-Cl; 1 m/Xz
386 T. TDMDEFIEYIBr1 F
Sz 198 XU THRHIL 7=,

5) mEEH & ME R

7 R0 2 T IVEICTT
o7z, HHITEEYE ZHRML T, (=
IN# % R 7z, GC/MS-selected ion
monitoring (SIM)IZ X 5 [EIIN R 13 & b
53 EBRAII%DHFIZHD | AR
{72 (RSD, relative standard deviation)
13 10% LLFTHoz (0=5), E=EFRE
Sl (limits of quantification, LOQs) &
TFIN AR =STENULEESG.
0.01 ~ 0.2 ng/g lipid TdH o7z (Table
3)e SHTENLOQLL FTH o255
LOQD -5 DIEZFIEIZA Wz, Fv
D7 L —2a 2 id&YWENL~S50
ng/mL O#PFHTRFREREEZRL
7= (>0.99), & EHHLR D 7z 8 1Z Standard
Reference Material (cod liver oil,
SRM1588b, NIST) (Stapleton et al.,
2007) DHHZEFTF. RSD <11% (n=5)
& R R 221G,

6) WeatfEbT

% 3t % H71 1L SPSS software version
18.0 for Windows 2007 (SPSS Inc.,
Chicago, IL, USA)Z& f W\ /z, HuEiZ=D
R 7E 1L One-way analysis of variance %
AWz, BROFER & RFBLLSYOR
EE R D AH B8 12 I3 Pearson’s correlation
coefficient & f\3/z, P ff 0.05 LA F
ERETICER E R L,

C. WFsERER
tEEEPBOBANS 6 D
PBDEs. HeBB BX U\ TeBBZEMH L
77 TS DEEZTable 3 IT/RT .
PBDEs @ & i% 43 | BDE-47 & BDE-153
T, BBEIT <0.2 ~ 69 ng/g lipid (F
JLE 1.5 ng/g lipid) DEPFATH O, i



BOY > TINTEWEE TREIN
7o LU0 JbiEE R 1 Rk
M5 &2 E DBDE-47 (46 ng/g lipid)
B L U'BDE-153 (4.0 ng/g lipid) M3
S N7z, HeBB & TeBB I Z 11 11
<0.05 ~ 2.5 (F¥fE 0.53) ng/g lipid,
0.76 5 6.6 (CFI¥51E, 2.6) ng/g lipid T
H o7, TeBBOREICHIRAITR S
N7 - 7273, HeBBEE T #EE D
B2 TIVTHEEIZE N 2 7 (p<0.01).

AWZETIE. BAFICRABRRE
ZIERYE & L TMeO-BDEs& /N[O
Abbipyrrole ZA&H L7z (Fig. 2). iF
DY > T IV T, MeO-BDEsD D &,
2’-MeO-BDE68 & 2,2°-diMeO-BB80 13
Y > TNV THERIZEN (TN
Z#10.39 & 0.20 ng/g lipid). MBP-Cl,
E DBP-BrCl, DEEIZZNZTN
<0.01~0.94 ng/g lipid & <0.01 25
2.7 ng/g lipid TH 0, HUIFHAIR SN
N Tz,

A oY > 7V (%52 0)
IZOWTILEYIBEROHBEREZ
Table 4 127", JtiEE Tid. BDE-47
& BDE-153 TIXIE DM B (1=0.927,
p<0.01) MR SN, HETIZRS
N7zno 7z, FARIZHeBB & TeBBIZD
WTHILiEE THEEMEN R 5 iz
(1=0.628, p<0.01), {H#E TR 5172720
> /= . — K . 2-MeO-BDE68 &
2,2’-diMeO-BB80 TiX. i TIE D
BY (1=0.522, p<0.05) N FH 5 N7=73,
t#EETIERERSN AN k.
DBP-Br,Cl, & MBP-Cl; |3 i 38 T
B IEX R s N kN,
2°-MeO-BDE68 (r=0.478, p<0.05) &
2,2’-diMeO-BB80 (r=0.767, p<0.01) D [
WZEWHBIN R S N7z, MRS Hik
HUERBATRBLCEYORE &F
i & OFRNCHBEIEIX R S Niadh o 7z,

D. #&

1) PBDEs

AWFgE CTEPA HPBDEs D I E 13 5
TR ERMEOMEZRL K
(Haraguchi et al., 2009; Kawashiro et al.,
2008; Thomsen et al., 2010), FIE D H A
TOPBDED KA (Eslami et al.,
2006) THUZED R S5 N7z K D12 A
2= CTH A FPBDEEDEEIIFEILT
HisENH B ZEERLE, 2DLD
732PBDERE DA EIIE LN —DD
BRTHHEZEZEND, L LARN
5, At oY > T IV L EER N
PBDEsE & (1 YLH : 1.0 ng/g lipid) & /R
TN T, 192 7)IV7E1T69 ng/g lipid
SV EIEEOPBDEs R S 7z
ZEFFEHITET S, 02 & &
N DOPBDEsEEZ IIRAEFEIDBND
A AN ELQLEBOREEULHEED
BENBRENRKTHS I L ERE
L T\ % (Fromme et al., 2009; Thomsen
etal, 2010), X7 OZEWIREEL Lz
e T3 E OPBDEs NS B
BEENSEE TN TS (Ueno et
al., 2004) . PBDEs @ #l hk& 1%
BDE-47>BDE-153> BDE-100DJET %
ST, BTN S OEEICHE
PE1Z 72 < . BDE-47 & BDE-15313 &72 5
FBREREAFDZENRBEINS,
#.# O BDE-47 ®BDE-1531Z % % &
B (1.6)& D HALEEG.0)D
FH NG o Iz (Table 3), I DS RIZK
B #E ik (BDE-28 3 & IN BDE-47)
DHBENEENENS EWMT5Z
EERBT S, ZOMEMIILKFEED
EniathgizlamEiromiiansg
KH R /LPBDEsOEIGMEmNE WD
FERE—F9 5 (Ueno et al., 2004).

2)HeBB &ZDiREFZ{LK (TeBB)
HATIZ HeBB IZBFRE L THE
350 b > (1994 — 20014F) (Watanabe




and Sakai, 2003)H M TN TE /AN,
MEOFEARRBELINE MEFRIRI
DTF—HEIARRLTWS, XK TIE
BAHICHeBBE ZDBE RN
TeBB7' b B ) =1 R FE TR S 17z,
Z DFERIZHeBBAYH ARIZBNWTIA L
L., E FANDOBENRNWTNS Z
LERLTWS, HeBBlL#gE DY
CTIWTHEIZEN =M. TeBBIZ
DWTHIEEITIR >N/
(Table 3), HeBB 3TeBB °BED-47 &
DOICHBEIE S NRD - D,
BDE-153 S I IEQO BN R 5172
(Table 4), Z ® Z &1X. HeBBN
BDE-153 & BB NEL TSI &%
R L TW5, TeBB dMiyazaki 5
(1986) 12X > THID TRADN SR
IN/=DY, HeBBIZHERR SNz o7z,
TeBBZE U EE - TEHBIIONT
DF—H1272<. TeBBDO A JH T
HeBBE BB B I EDHEZ LN,
1988 DFAE T, b MG T
HeBB & TeBBA'[A] L X JL(2.1-4.1 ng/g
wet) THRH 47z (Yamaguchi et al.,
1988). v M EHWEEIYER T,
TeBBId HeBBOGY (FiRFELY)
THBDIENRINTWS, HeBBIX
TeBB & AL #E I B W TIEDQO BN R
5708 ETIER S o 72,
Z D#ERIIHeBBO HI DME R ER D7
fEERBL TS,

3) MeO-PBDEs

AWFFE TR E S N7z 3 D MeO-
PBDEs (2°-MeO-BDE68 .  6-MeO-
BDE47 3 X 112,2°-diMeO-BB80) 13K
BRYHRTHDZ ENHSNTNWD,
2°-MeO-BDE68 & 2,2°-diMeO-BB80
DEEITH T MNIIBDE47XL DKM -
/7. 2°-MeO-BDE68 O BDE-471Z% 9
HEELIZMEOY O TITEND
7= (h#%:0.40, Jt.y#gIE:0.06) (Table 3).

2>-MeO-BDE68 O 2 F£ I3 BFRs & D fH]
HBEERRSnaWnwWZ En5
(Table 4), BFRs &3 575 2% 0@ &R
ERDOZENRBINS., RIEDOWHE
T, 2°-MeO-BDE68 I i#Bit#gD 7 ¥
J DR, Y ADOHIESAE O\ -
< 0O%) 1ZMeO-PBDE D EFED T
I TWS (Haraguchi et al., 2009;
Hisamichi et al.,, 2007; Marsh et al.,
2005), TDZEEEETHE, BALAF
DMeO-PBDEs D HRIZZN 5 &% <
EDWEY TS EEZOND., £z
Hit 35,52 VKR 7 O HiLIE O MeO-PBDEs D
REBDENVIIEZDBDEEZEZ SN
5, 7=& 21X, MeO-PBDEs|d & Hh
BOWRBICEE T A5 EOERICK
fELTW5 (Haraguchi et al., 2010),
MeO-PBDEs3 J T)OH-PBDEs (7KEE1L.
PBDE) 31 ¥ U7 hIT7 DR
A THRHEINTWS (Lacoste et al.,
2008;Athanasiadou et al., 2009), L7 UL
DY B RN AEENTADE = Rl r
L#72%, MeO-PBDEs DEMIFAH
Td 575, OH-PBDEs 12440 < FL
ERNBBZENMENTWVS
(Kawashiro et al., 2008). Wan & (2010)
1. WEMALEC RO TR S
1% OH-PBDEsid. PBDEs®D/KE{LAR
#HY Tl <. K#AMeO-PBDEs/ i
AFILENZHDE|E L TWD,
IO, B bR ERLE
MeO-PBDEs {3t MRA TS 5T
MDY OH-PBDEs 1223t 9 % W fE
MND 5, BFAF D2,2°-diMeO-BBS0
1d2°-MeO- BDE68 & IE DM Z /R 9 7=
O, FUBERKEEZRF DI EAVRBS
N5, 2,2-diMeO-BB80IL 7 ¥ T Y
AT HERNDHER S 7z (Haraguchi
et al., 2009a, 2009b; Marsh et al., 2005),
FOHEIZBENT T )T OEET
%272 -diOH-BB80 & & 2 5 1 %
(Isnansetyo and Kamei, 2003).



4) )\’ >Abbipyrrole
BAHICREBINEZ 2#EDND
7 > 4t bipyrrole ¥8 (DBP-BrsCl, &
MBP-Cl;) DEEIL. 2°-MeO-BDE68
ERIL AR TH o7, DBP-BryCl, X
tBEOY > TIVICEEBEETRSN
7zo HIRLBICEMEL T v FIERAD
5 =B E ODBP-Br,Cl, WX T
Wb 780, FORFITIREHEDER
EHE 04 RER (BRYME) THoEE
A 535, LN LR SDBP-BrClhid
ThREUTHE D1 & FF A (Haraguchi et al.,
2009a), HAOMFITHEILS T 25
(Haraguchi et al., 2009b), 51 % DA
(Tittlemier et al., 2004b) THHEH TN
TWa7ED, KFEFIJASA/mL TN
HEFHINS, MEBORATIE
DBP-BrCl, 1d 2°-MeO-BDE68 3 L T8
2,2>-diMeO-BBS0 & A B/ M Z R L
7278, MBP-Cl; & ORICHERMEIE R 5
Nizholz, ZORERITBEREDE
WEIREL TW5, 2FfEDbipyrroles
& 9 B b 2% W) K T 7Y BDE47 ©
2>-MeO-BDE68 & ¥ £l L T B 1
(Hackenberg et al., 2003; Tittlemier et al.,
2004a). REH THEMROER T
KT EEZEND, INLOEET—
2137208, DBP-BriCLIT & 2 Tl
5% 7% 1 fE (Tittlemier et al., 2003) %
MBP-Cl; 12 & % H & E DAY iE Mt
(Vetter et al., 2004) ME|HF N TND
DHTH 5,

5) ASEOHE—HENE
BECEY O DOHeE —HEI
= (Estimation of daily intake:EDI) I,
7.2 O3 7 7L 5 HUE (Oostdam et
al.1999) =5 LIZFIE L7z, TOHR
% Table 3 2R 9 . PBDEs®EDIIJ
PenBDEs @ NOAEL (No Observed
Adverse Effect Level, 0.4 mg/kg body

weight/day) (Viberg et al .2004) ¢>100
SDLIUTFTHolz. 2O EMS
PBDEsORF %8 U3 IR O 2
BOY A PInwERDNS., L
MU RN S AR OIS TIXRA
CRRROTEEZEHERDEDEERE
INLETHS (Sly et al. 2008), =5
IZHeBB*®°MeO-PBDEs. /\ 17 > At
bipyrroles D&EF IV EZL < A
HBThdlD. GBI 5RDHMFENK
HEN5.

E. f&

AR TIEIHANDOEANS AT
HEZREYY)E (PBDEs & HeBB)&
KRB RKORZERILED
(MeO-PBDEs & bipyrroles) Z #& i L
7=, PBDEs (BDE-47 and BDE-153) @
BEEZMEOY TV TENW—F,
HeBBlIdt#BE THEICE N /z, T
® Z & IPBDEs & HeBBId 75 o /= B
ERBEERDODZEERBL TND, 2
7 @ MeO-PBDEs (2°-MeO-BDE68 &
2,2’-diMeO-BB80) B X N 2 & D
bipyrroles (DBP-BryCl, & MBP-Cly)
DWTHHIRENA SN, T DENT
HAOm LB TR > 2R AR Z
HOHEZEZEND, RERGEY)
BOBBRE EEREEZI SN
T B0, IS OIERMEOM
WEERABIIDOWTE 55K
MRDENS,
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Fig. 1. Sampling sites of breast milk in Japan (Hokkaido and Okinawa Prefecture)

OCHs Br, OCHs

oL A BR

2'-MeO-BDE68 6-MeO-BDE47 2,2'-diMeO-BB80



Br. Br ¢ Cl
[ M | [ > |

c” N NG o7 N Cl
CH; CHj CH; Cl
DBP-Br,Cl MBP-Cl;

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-Br4Cl,: 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.
region - Location year n mean lipid (%)
Latitude Longitude age
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% dimethylpolysiloxane, 30 m x 0.25
mm i.d. and 0.25 um film thickness, J&W
Scientific, CA, USA) )

Oven. 70 °C (1.5 mm){3 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

Ionization mode

Reagent gas )
Te}rget ions , (confirmed ions),
m/z

source
230 °C for EI, 150 °C for ECNI) = |
CNI (electron capture negative ionization)

Methane

79 (81)

contaminants

386 (388) for MBP-Cl,

for  brominated

ol



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
100) Mean Median Range 10Q) 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 0.62 0.050 <0.1-10 0.41 0.050 0.1
BDE-100 11 0.16 0.080 <0.1-0.56 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
ZPBDE 20 2.1 2.1 0.55-5.1 16 4.3 1.0 <0.2-69 34 1.5 -
TeBB 20 24 2.0 0.83-6.0 20 2.6 2.6 0.76-6.6 25 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-BDE68 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%* 0.22 <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-BrCl, 17 0.23 0.20 <0.04-.062 18 045 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-BDE68 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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