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BA G BRI AR E S (RMOZEMARHEETIFIER)
mOMRREE ERS

FEMOBEAREHIBIT ST o/ —)IVERF (LAY OIREHE S RELL

e SRR - B
SRR ERIEEDFSER - K2k

MrzeaoEsE RO
Witk B BwT

e E

AHETIE, HEAANOBBIZTHERNBEINOGMED S G, T/ —I)VHEN
0% >At&% (tribromophenol, tetrabromobisphenol A, pentachlorophenol,
hydroxyl-PBDE) D B/ 5 OB IEORELL 2t #i A POPs (DDTs, HCHs,
CHLs, HCB)3B X U # POPs B8# %) E (endosulfan 3 & W dicofol) & i L 7z,
1993 4E, 2004 F£H LN 2011 F I FE BB W TRES X TRE L ZRERE
Dx—hEBHWE, HHA POPs @ 2011 0O —HEREIT 1993 F£DH) 49%
EHEE S, £ 7= dicofol ® endosulfan OEHREICHEADEMZRLZ, —H.
T/ —IIVERBRRERFNITH S tribromophenol [ ZT R TOEENSKRHE
N, BREORERDEAIIR SNan o7z, tetrabromobisphenol A %
1993 FOEE 3 MK, 2004 FORF LMK, 2011 BF 1 RETHRIEINZ.
7z /—)VEH pentachlorophenol (3 1993 4™ 19.8 ng/day /N5 2011 4
@ 4.0 ng/day 124 LU7=. /KB PBDE & L T 6-OH-BDE47 % 11 #& A0 5
MIBENZDN, TOANFIARDIEFIINLDEEETHRE SN, #EICHRME
RSN o7 22 ,6-dimethoxy-BDEGS &2 D i A F )L ALK % 2004
BRI 2011 FOEFENSKRE Lz (BKEIE 4780 ng/day) . TN5D T
J =V R EEOEBRE OBt E RT TS IIE s NRNho 2,

A. WHFEHB
BRANDOHERERNBZINDHHA
POPs > POPs f& #ff ¥ H & L <C
endosulfan, pentachlorophenol (PCP),
2,4,6-tribromophenol (TBP)
tetrabromobisphenol A (TBBPA), & 5
IZpolybrominated diphenyl ether (PBDE)

D KB ALK (OH-PBDE) W% 5N 5,

ZOXIBERERESCT =/ — IV
NOT ACEYNTIN W < FLiE,
RIEEE, fEFEEEREL. BES
BAZBEURE (LB NOBITHIH

HEINTWD (Meerts et al 2000;
Kawashiro et al 2008).

7 x /) —I)VIEERFITH 5 TBPB
KU TBBPAIRIME - 79 AF v - &
[EBITHMAE L THRERED X<
HHIN TWWSB (Watanabe and Sakai,
2003), I NS ITYEIFREE R
PBDE CHERILTHO., BELEYF T
bR INTWS, UL, ZN560
BRERPBLOE FOBREICET
DAt = G YA

—7J. PCB®PBDEIZ. k& MENT
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IREBALARICAH S 3. EERNIZERE L
HEEBERITIEDELIOND, &
T, B85 FF T hydroxy-PBDEDR H & 31
TWBIN, ZORAEFRSLEEHITDONT
WAL m% W, F 7=, BREE R TPCP
2TBPRED 7 = /=)oy >
LAY, IBIETE DB W AF IR
X IUEANITED A EN. KNREES
ENETIEHEZILSND,
ARZEOHMIL, BRITERNBRES
NHEYEDSE, 7o/ —IVER
FEYW e LITHERFERZH S M
12U, BIREOEZ20F M OHER 2 1
S5MITHIETH D, T I THAM
HizsWwTkEAXTHNELZRE
2 RWT, 1993, 20048 L TR20114ED
KF il T OB YLREE &5 )8 D I
= OREREF N, g,
T BLfPOPs 4% (DDTs, CHLs, HCHs,
HCB) . POPsBd # #) & (dicofol,
endosulfan) . 7 . / — )L B (PCP) |
7x/—IVHERA (TBP BL D
TBBPA) . /KEE{LPBDE (6-hydroxy-
BDE47) BEXURZDA FFMKEL,
FNOLOERENS DEREOHE &
el 7=,

B. WAL

1) B> 7 IVIUE
BERE DX — MI24ARFRHICEIR
TEHRE - R (AEEITXRTED)
2RI T4 7RSI N
HDEZNTNHEHIFY—TREY
B—{t L. 100gRi&D/NE 7R MLVIZ
V. WERREL . ZOWFEICE T
%570k a—)V(E5) I E K FE K
BEIEERZERL - BEE 5 & NE 5 R
FREOMEZERIC L VAR SN,
shEFE2ENSEMICLO2FAEZE
7=. Table 1 (2SN O Hiuls, BRAVAE,
FEis, BEBBIWNEEEZRT.

2) fbZ#YE

TBP, TBBPA 3 X T8 PCP X
Wellington Laboratories#:3 Z F V1 7z,
PEEHE & L C AV /zo- [PClendosulfan,
B X O 4-0H-[PCIPCBI87 &
Cambridge Isotope Laboratories %1%
AWz, SUZDANAIEIA Ry D
BRIV L KZDr. G. Marsh) L D GEE X
7z 4 -methoxy-BDE121%& i\ /2. &
iz R U 7 va e 1 7% B8 2 35 5 B
FridEERksI O N TS T 40—
AERAWE, YUNT) (Wako gel
S-1) IR MEELDBAL., FHA
[Z130CT 3 KFfsig s Bz,

3) BT IVEiLEE

BEREIRF— IR SERYED
L. (D) BB, 2) F VRS
7 axXR T I 74 —(GPO). (3)
KOH+EtOH/NFH 1z X % #K-#R 7 B
HH EFEARE (AFIVE). @) U
HTINH T LK BEROTFIE T
W, GC-MSIZXKVDE&ELRZ. DK
%% Fig. 1 TR,

(1) #kF10giz0.1% FE (SmL). T
5 ) =)V T F )N LT —F)m-\FY
>(2:1:7) 20mLO A EIEE D X UONE
W8 (a-[°Clendosulfan, B X O
4-OH-[°CIPCB187. #1.0 ng/mL)% i
AT, ®EDFA XL, BLOEEHCX
D EEESEEL /=, 2EEDR UM
Uizt LIEas2flE Lk,

Q@ BRIy rooxAsy >
(DCM) : n-~\FH 2 (1:1 viv) IZIRfRL .
Bio-Beads S-X3 oL (N1 F T v
Rt 12 U7z, BEMRIZRGE =
VY, i 4 mL/min T, &#)D9I6-mL
BEHTHIREZREL. 20D 64-mL
ZEINL 7.

(3) GPC EH W Zn-NFH (10
mL) &% E L. IM KOH-T% /) —)b
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(T3)ERCmL) THEE M 2T\, k
g (fiEmE) EThE (T /-
WE) OBl 7. RIS ENET mLE
T L7z, 7/ —I)VWESEIX IM
HCl2 mLZ A28, n-N\FHY T T
FIVLT—F)V (8:2, v/v, 10 mL) Tififh
HEEZ S EfT VL, MR E B L.
CTIRAY L (PITFINIT—TIVIE
1K) ZMATO-AFIULZTT - 7128,
ANFY R 1 mLETz,

@) WHomEEd, URTINHAT A
(02 g Wako gel S-1) IZff L T,
DCM/n-hexane (12:88, v/v, 15mL) Ti&
WU, MRS D210 &
L T4’ -methoxy-BDE121 %l 2., 200uL
IZETEM L. GC-MSO MR & L
7z

4) nias L E &

GC-MSIZ Agilent GC/MSD-5973i 12
6890N-GC % 2t L /= 2R & & F Wiz,
14 Mt E— RIZ& A1 A Melb A1
F A4t (ECND %, iRFEHAIIA S >
Z H Wz, GC/MSDRRE S & Mkt
LWE OWMH A > % Table 2 1ZRT .
WMEOERBEZAA 7O NI T A
ED> TV E NS i L TE
ik U 7= B Tl o 72,

5) MMEER L BEREE

75 7 BEIRL0Y > IV I ET
W, BHEE— I NFEELRWT &2
BU., ZUEYE (Table 2 IZRR#ED
IZ2DWNWT1-10 ng/mL) DOHRGFHAAD
RINENNERIXT74~99 % . HAELE(R
Z1312% LR TH o7z (0=5). EER
R@oQE 7/ /A Xtk = 10T
BH9T25E, 0.1 25 10 ng/g lipid®D
HiPH T d o /=(Table 2). HHTEHLOQ
LR TH - 7=8E.LOQD 120 1#E % -
B OHEICH W, REBIISYE
EH0.1 ~ 5.0 ng/mLD#HPH THEERE

ERLZ(>099). HMEEHODOZD

Standard Reference Material (SRM 1954,

Organic Contaminants in Non-Fortified

Human Milk, NIST) Z W TE=L /=,
4 4’-DDE, HCB, trans-nonachlor,

BDE-47IZ DWW T L2/ R Wi

HFRAEE D 15% AN T H - 7z,

C. WHFERER

1. BEd O POPs VERYE DHER

WEHOEE (1993, 2004 B LN
2011 %) % POPs & L T DDTs,
HCHs, CHLs 3 X UNHCB %, POPs {&
i & LT dicofol 3L W endosulfan %,
7z /—I)WE{bE% & LT PCP, TBP,
TBBPA 3 & TN hydroxy-PBDE % 4347 L .
F D5 HE % Table 3 12777, FELL
% Fig. 2 12R9 ., BEREDHE— D
1993 FF DG E % & 5 & . TBBPA
>DDTs > CHLs > endosulfans >
Cl;-MBP>HCHs DIlE T d - 7=/, 2011
£ Tld DDTs>TBBPA >endosulfans >
CHLs DIETH 7=, 2011 4£D POPs
B HE (DDTs, HCHs, HCB, CHLs O &
1) 1% 1993 FIT AT 49%I2i L
7z dicofol I& 20 ng/day 7» 5 0.6 ng/day
., endosulfan {X 40 ng/day N5 20
ng/day ~JEA U7z. B A (50kg)D 1kg
70 O — HEHEEDL ngkg -
bw/day) &= K ® % & . dicofol,
endosulfans @ EDI {ZZ N3 K 0.3
BEWY 5 ngkg * bw/day 720,
FAO/WHO I[Z X5 E FiNAHRE

(PTDI, 2ug/kg bw/day for dicofol)

(JIMPR, 1992) B XU AEEHE (AD],
6ug/kg bw/day for endosulfans) (Lu,
1995) @ 0.015%B LN 0.08%IT Y L
7=,

2. BEHOT /) —I)VEBRIUA R
FAEDOHER

- 80 -



7x /) —)VESET, TBP 29 X T
OREBHAENSHEHIL. EENAE DI
1510.7~27.8 ng/day DERETH > /=
N, WAEMITR SN o 7=, PCP
T 1993 £ D 19.8 ng/day 7 &5 2011
D 4.0ng/day ~ME T L7z, TBBPA I
30 Bk 8 BRI SR SN, A
I¥ 90 ng/day & HEE & N7z,
hydroxy-PBDE @ 5 &, 6-OH-BDE47
i 11 FUBHCEYS 6.8 pg/g wet) N5,
2°-OH-BDE68 13 5 Bk (K 12.6
ng/day) SRS NN, BREL
THETE Mmooz, BRFEE
(ADI) WNERFE I3 TW5 TBBPA D
EDI IZ 1.8 ng/kg bw/day T. EAEI
L728ATH ADIL L0 4 M2 BN
BTHolz, BFEOHFMELET, Eid
7 x/—)VFE® methoxy (K TH 5
TBA. PCA BL N 6-MeO-BDE47 $
K TN 2°-MeO-BDE68 Z#&Hi L 7=, 1993
FEDOREICRBITS TBA O TBP IZxT
BHEALIT 005 THo/za, 2011 4
T3 0.09 THo7z, PCA ® PCP IZxf
I BB EIX 1993 £ T 0.01, 2011 £ T
0.05 Tho/z., —4. 6-OH-BDE47 &
6-MeO-BDE47 D REETOREHIIH
1:1 TdH -7z, TBBPA O dimethoxy /&
XS EIOREFEGE T3t = Nan

277,

3. #H MeO-PBDE DOt
BEARI0OMRAR P 13K S F

\Z 1828 D dimethoxy-PBDEZ A& i U 72,

FNRTZAAXRT RIS
2’,6-dimethoxy-2,4,3°,5’-tetrabromodiph
enyl ether (diMeO-BDEG68) & HETE & 41,
EREEYE OB TH - L&
(Fig.3) . ZDRDIT1993FEREMNS
B ENT, 2004FEDRETIL0%,
2010E D BETIT10%DHEE THRH S
Nz, REEREIL. 2010FRET
4800 ng/day TdH o7z, MREDEEN

5, ZOBRAFIVbEN=EBHbNns
Jx /IR SNz, 2o
B & I 2°-OH-6-MeO-BDES68,
2°-Me0-6-OH-BDE68,
2’,6-dihydroxy-BDE68 D W\ T NN T H
5 EHEE U (BBEREINE S NN
T2OKRER) .

D. &

1. BEH D dicofol L N endosulfan
DHER

POPs OEHREIZDWVWTITEE2 0
FERNZ A ER N A 5 N7z, dicofol,
endosulfan 3 K R R (L H ) (HexaBB,
TetraBB) T H A EHIAIZH > 7=,
endosulfan {IHA, V)L, JLHOR:
AFIZEBL TWS29 (Fujii et al
2012a), BIEmEE_S Y O TDNNE
ERDONS, ZEOD endosulfan DB
HHL N)T, REOFER R EIFIZ
[ U Td 57 (Desalegn et al 2011), &
M a- B & BRI 1:1~2:1 TEE
NTWBA, afiZdtm KRB N S E
PE Al B X S NUCIRHL L T D (Weber
etal 2010) . L7z2o T, BEUAD
B#EE & L T o-endosulfan D K05 D
WARZHERTLHEEZSNS,

2. BEGFO T =/ —)IVEYEOHK

TBP I3FHEL =7 =/ — VIS
DOHFTIIRDZVWERETH o7z, #&
RERJIZIE 2004 SFBEETEIREN S <,
1993 4F & 2010 £ TIXZF DEH =TI
BT R SN o 7z, TBP [ IEFEDHE
FERCEERAEBYICE o TEE. K
HEN., ¥BEHEMAT 39 pgkg dry wet &
HeE SN TS (Whitfield et al 1999) ,
—5 T TBP [JEEMAF & U THR 3000
NUEDFEENHOD, NTAY AR
RICHEENT S (Watanabe and
Sakai, 2003; Suzuki et al 2008), Z D7~
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. TBP O b hMgEIIRFHEB LIV
INTAH A NIZ X AW/ ADH S %2
BT OINENDH D, SHICEBEFIT
TBA 73 TBP @ 1/10 D L NV TIREL
TWiz, TBA IIEREF O TBP H3EF
WAEMCLZ D AF I NEdbD &
Zz5Nn5 (Allard et al 1987),

A E[DFE L 7= TBBPA 12 30 Fifk
5 MRN S EK 1080 ng/day MRS
. BIEI O TORHE®ESERIL
7= UL UHENDian=o. #E
/IR TH S, TBBPA LB Hs D
NIEDOANFEAS H 26) 5. B
AW OIFHN, LETHREENTWY
% (Ashizuka et al 2008 ; Watanabe et al
1983b), Z DD EFEHF D TBBPA I
WY & EEYOmGIZHET S &
EioNsd, FEOBRTIERK
2000pg/g wet @ TBBPA Vs = 1.
SEOFEZ DHEREEIFZIZFELCT
> 7= (Shietal 2009) , TBBPA &t
BHRTAFIVELINS Z ENAISN
T V)% (George and Haggblom 2008), L
L. 4 | o E T
dimethoxy-TBBPA 1345 i FR 5+ LA T 72
D THEREILFE/ZAH T H % (Watanabe
et al 2003)e HAANDBEEIZLD
TBBPA DOH#EE — HEEEEDD)Z KD
HE,HEEDN—ZNITA LY FAY
T4 @ EDI &0 &< (Driffield et al
2008) . HEIOEENS O TBBPA O
EDI & KRERFENTIHA SRV, BRIN
OEMEZEES (COT) X TBBPA DFE
HEMmERK<HZEEL. ADI %
Img/kgbw/day & L TW5B, 2N &Rk
12 L7284, 4 [E O TBBPA @ EDIVADI
i 7z 0 &vy, TBBPA 31k THE
VTR R A 45 975 (Hagmer et al 2000)
Z D7 2011 4D TBBPA B HIL# %
DIEZEROZH TR, BT DBREZ K
ML TWbsEEZS5ND,

PCP D& MIFEHIL. 1993 £ TIiX 99

ng/day &HERE S 317273, 2004 4, 2010
F L% 20 ng/day AR TH o7z, PCP
WENT AT A MESTHH O WAL
L BBUAAHEZ 53D (Suzuki et al
2008), PCA |3 PCP @ 1/20 LA F D LA
VTR S N7z, 23T PCP AN EREE N
AW () XD AFIIEEINn, B
MANBEALZDDODEEZEZEN D
(Mardones et al 2009; Watanabe et al
1983),

REFO 11 Mtk 5KEL PBDE
& L C. 6-OH-BDE47 Mkt 7=,
Z DIKEE{LARIE BDE-47 ORGP D ]
AEtEIK <. MEEAEYHR (Haraguchi
et al 2011) EEZX 5. BEWRED)
RHETHENIZAD., FOFEFIMERFIT
BEBIHEEZOND, B 1 DD
43 2°-OH-BDE68 H & (ZH i X 7z
MW, BEFICEZEDAFIVIEIAER
(2’-MeO-BDE68) DA NEEETH -
7oo WHDENZBENGENDYH D & T
BENDN, FMITOWTIIAHTH
%5, Z 5L T. hydroxy-PBDE &
hydroxy-PCB & FAEJRIIRZHH DD,
RNIREIC K DFEEN O T4 ORI
K DR FEENDFE R E (Meerts
et al 2000) DFEEINDHD. TED
BRMERHBEICERTOILEND 5.

4E, [ZCHTEEHIT dimethoxy-
PBDE B XN Dt A FIULARDNEA
LTWasZENDLMoTz, TORGI
2’ -MeO-BDE68 & [RIERIZHBIEANY T
ARSI, BEYTHEB IR SN
TWaHN, B TERE TRIES N
Bl Z N F TIZ/aW, 233 PBDE O
@Y TIE72 WA, PBDE & 3EBIME S
ZH L. KRNZREENH S BN s,
dimethoxy-PBDE68 ¢
2’-methoxy-BDE68 & O #H B8 1 13K 7n
S, TD7, dimethoxy-PBDE X
MBEOFHERICHRKT L EEZ SN
Do
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— K NITFUTRECKOERT S
PCA, TBAB L UAMeO-BDE®D k£ 5 7z
O- A FI)ALKRIZEZE B Y OIRNIZ A
DEBRAFIMENRZ B ENAS
NTW5, KHES (2012) DS TIE.
TBARZ I v M7V —AICLD
BB A F IV S N TBPIZ G &
N5, EEPCAIIBAFIEENT
PCPZELBZELEBMEINTNSD

(Ikeda and Sapienza 1995). 4 [AI#&Hi
L 7z hydroxy-PBDE iZ 2 W T %
methoxy-PBDE @ i A F )L AL A3 #E Il =
1% (Wan et al 2010), 2D XD 7T
T J—I)VEIZWT NSNS WN < L
MEMER SN T VWD 2D, A RF AR
EEDTEZIY TTHHEND
5o

-

4 =

|

E.

=

4E, TBREAA TE52BEDE
YL Tl PEsk D ERPOPSIZ N A
T, 7z /—=vENOT ALEMOIE
PeREEHET D EEDHITRERL
MBOIMEDIMIIDNWTHANRZ, &
L ) POPs B L N BPOPsER ¥ E D
201 1EDEIREIT19934FE & D BT
VR L TWER, 7o/ —)I)biENa
FIALEHD S B, RBHEKRDITD
WTIEHBRIENREsNRiho 7z, TBP,
TBBPA 3 & Crhydroxy-PBDE O & Hi &
IZPOPSENEITIEWE TERL TW
Z EHEE SN2, endosulfan B L N
TBBPADEDIIZ D W TIFADIZ K &<
TEo TROBEEKD L X)L T
HEE2ILTWEEZI SN SN,
hydroxy-PBDE > # i 12 #& i L &
dimethoxy-PBDE & Z @ it A F )L LAk
WIZDWTIEEEMIZ I N TR,
51, TOE MBEBERIZTDWTOEM
EERAMERMNTHIENEE L
BHinbd,

F. {EEEBRER
ARV,

G. MHERE
1. X FER
A

2. FRFEFRK - T Ol
L

H. AR EMEDHIFE - B EIR
1. KBS

72U

2. EHHEBE

A0
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Table 1 Information of dietary homogenates in duplicate diet study from Kyoto 1993, 2004 and
2011.

Area Sampling year [ n | Homogenate (g) | Age Body weight (kg) | Fat (%)
Kyoto 1993 10 | 2205 53 (47-59) | 54.6 2.20
Kyoto 2004 10 | 1905 69 (63-76) | 48.4 1.66
Uji 2011 10 | 2972 65 (62-75) | 51.0 1.19

Table 2. Selected ion monitoring (SIM) used in the GC/MS analysis for dietary food from Kyoto
area.

Carrier gas Helium (head pressure 3 psi)

Injection mode Splitless

Column HP-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 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 (150 °C)

Ionization mode Electron capture negative ionization (ECNI)

Reagent gas Methane

Analytes GC tg (min) Target ion (m/z) LOQ* (ng/mL)
4,4-DDT 14.45 71 (235) 1.0
4,4’-DDD 13.60 71 (235) 1.0
4,4’-DDE 12.76 318 (316) 1.0
dicofol 11.21 250 (139) 0.4
HCB 9.47 284 (286)** 0.1
o-HCH, 9.37 71 (255) 0.2
B-HCH 9.65 71 (255) 0.2
v-HCH 9.74 71 (255) 0.2
trans-chlordane 11.77 412 (410) 0.2
cis-chlordane 12.14 412 (410) 0.2
oxychlordane 11.78 424 (426) 0.4
trans-nonachlor 12.51 444 (446) 0.1
cis-nonachlor 13.78 444 (446) 0.1
a~endosulfan 12.40 404 (406) 0.1
B-endosulfan 13.51 404 (406) 0.1
hexaBB 15.91 79 (161) 0.1
tetraBB 9.62 79 (161) 0.1
BDE-47 16.45 79 (161) 0.2
Cl,-MBP 12.46 386 (388) 0.2
Br,Cl,-DBP 17.98 79 (544) 0.2
2’-OH-BDE68 (methylated) 17.74 79 (161) 0.2
2°-MeO-BDE68 17.74 79 (161) 0.2
6-OH-BDE47 (methylated) 18.29 79 (161) 0.2
6-MeO-BDE47 18.29 79 (161) 0.2
2’,6-diMeO-BDE68 19.51 79 (161) 0.5
TBP (methylated) 8.90 79 (81) 0.05
TBA 8.90 79 (81) 0.05
PCP (methylated) 9.52 278 (280) 0.05
PCA 9.52 278 (280) 0.1
TBBPA (methylated) 22.13 79 (81) 10
Dimethoxy-TBBPA 22.13 79 (81) 10
4-OH-[®C]-PCB187 17.38 438 (422) 0.2
a- ['*C] endosulfan (IS) 12.40 385 (387) 0.1

*Limits of quantification; S/N = 10, **confirmation ion
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Table 3. Dietary intake (ng/day) of organohalogens in dietary homogenate collected in 1993, 2004
and 2011 from Kyoto

analyte freq 10Q 1993 2004 2011 total
%  ng/miL mean  SD median min  max  mean SO median min  max  mean SD median min  max  mean SD median min  max

4,4'-DDE 100 10 14462 11088 10221 3751 36300 12715 7642 12304 2821 21658 8664 9303 5576 707 28227 11948 0446 9562 707 36900
44'-DDT 100 10 4812 4218 272 1407 13735 1451 1545 889 104 5053 1761 1142 1651 177 3515 2675 008 1795 104 13035
4,4'-D0D 100 10 4185 5273 2138 615 18036 1151 786 1074 130 2397 1166 864 1 89 2679 2167 340 1402 8 18036
Hicofol a7 04 310 462 107 56 1527 126 9% 80 20 am 58 3 54 20 113 165 285 80 20 157
HCB 100 01 821 873 568 150 2583 1055 903 60l 167 2684 1235 1630 412 Sl 4472 1037 118 534 61 4n
a-HCH 100 0.2 10.52 771 8.21 175 2602 188 163 141 43 604 262 122 274 87 409 5.01 59 274 43 2602
B-HCH 100 0.2 1961 528 1.6 820 2106 6.03 7.25 354 2 2344 554 331 430 3.9 1406 1053 843 611 32 2706
-HCH 100 0.2 592 344 481 228 1417 202 207 12 45 6.30 205 108 203 63 402 333 297 240 45 1417
trans-CHL 100 02 523 429 33 115 1278 118 84 9% 28 162 1072 879 663 122 442 571 677 263 2B 442
Cis-CHL 100 0.2 1595 1693 757 38 5303 1% 76 204 104 372 447 153 413 267 748 746 1132 381 104 5303
trans-NC 100 0.2 4345 43, 2035 550 12628 1302 888 1347 232 2653 2011 1528 1483 406 5847 553 2937 1596 232 12628
<is-NC 100 0.2 2504 2692 601 209 7076 515 380 516 5 138 704 567 615 143 2088 1241 179 601 5 7076
oxy-CHL 100 04 1045 951 68 325 3383 481 346 460 107 1105 465 397 292 152 1450 664 665 425 107 3383
a-endosulfan 100 o1 3857 4449 1342 431 1253 2 700 2183 1213 3319 3553 1682 3098 1522 6544 3205 2775 2351 431 1253
p-endosuffan 100 0.1 4109 4660 1947 359 14037 1146 770 1042 36 987 1635 721 1387 652 3014 2287 N7 1393 359 14037
HexaBB Er) 01 S1 39 10 05 2% ’ 102 54 05 316 1 20 1 05 ] 4 81 09 05 316
TetraBB 40 01 13 08 0 05 30 34 A 26 05 38 05 0 05 05 05 17 2 03 05 28
BDE-47 7 02 711 1071 182 78 2870 633 541 4%0 126 1578 218 38 20 71 18305 52 735 147 7 =7
2'-OH-BDESE 17 02 5 0 41 ey .1 3.3 4.5 3.3 4128 .3 57 .3 Bl 2.2 1.2 2.9 5 1128
2'-MeO-BDESS 100 02 91 90 56 36 35 95 557 167 38 1842 1170 3411 87 2 10874 552 1981 67 2 10874
6-OH-BDE47 7 02 6.8 108 57 S 288 285 381 10.8 1 122,38 4.5 8.1 2.3 S{SEEosis 124 25.1 3.3 12,8
6-MeO-BDE4T 3 02 905 1392 215 10 3607 1720 248 515 10 7895 1235 2766 449 10 906 1287 23 3% 10 %062
2/6-diMeO-BDESS 43 02 .10 .00 .10 .10 00187 18 9.5 L 810 482.9 1511.4 1.1 1 47845 185.8 8725 1.0 1 47845
Br4CI2-DBP 53 02 13- 8155 £ 10 505 302 477 1» 00 1578 276 594 212 10 1758 227 442 24 0 1758
CI7-MBP 57 0.2 4158 7285 17 10 2525 4300 5535 1523 J6 15064 480 830 82 B %631 B9 4T 250 10 21525
TBP 100 01 1072 823 821 293 2684 2780 1635 2451 320 509 1502 1548 859 173 5116 1785 1526 1168 173 5116
TBA 57 01 53 45 36 05 153 655 901 350 56 3013 135 162 56 05 442 281 578 7 05 3013
pcp 100 01 1976 1489 1749 152 4480 430 280 383 67 910 38 328 330 St 1118 835 1143 406 51 4480
pca 57 01 18 25 12 05 85 117 8 115 05 27 2 25 1 05 57 52 £ 20 05 2m
TBBPA 7 10 17676 35540 6040 500 108804 1568 1820 1340 500 6250 7673 22684 7673 500 72234 8972 24461 1012 500 108804

Diethomogenate (10g)
+0.1%formicacid
“+ethanol/diethyl ether Hexane

+internal standard

Extraction of lipid

l Gel Permeation Chromatog@aphy

Fractionation
+ Hexane/1M-KOH:ethanol (7:3)

eutral fraction } ' Phenolicfraction

l +diazomethane

Silicagel Chromatography
eluted with 1220 DCM/Hexane

GC/MS-ECNI(ET) GC/MS-ECNI
for neutral pesticide for phenolic comp ounds

Fig. 1 Analytical methods for neutral and phenollic organohalogens in dietary homogenate from
Kyoto area.
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S DTBP.  PCPB L R6-OH-BDE47#2
EEdEosmETHREINEZZNSD
A F )L bt & TBA, PCA B L O
6-MeO-BDE47¥EE %tk U 7z, RFFLIT
Bl AHTBA,/TBPLLIZ0.03, PCA,PCP
ti30.10TH o 7=, —H4. 6-OH-BDE47
V3 4 BRAR D FEH5MEIL0.15 ng/kg bw/day
T, MeO-BDEDRBEDIRELFTH -
7~ . 2° -OH-BDE68 B X O
dimethoxy-TBBPAIL 4 [0l D REFL TIidtR
HTEhoTz,

D. %

AT OHHEERYE

?{Z}J [T T, HA, AEBEX
O E O RFALMN 5 dicofol B LN
endosulfanZ i th U 7= & U 7z (Fujii et al
2011;2012b) . S[El, RIGORALFT
H[7] L )L Ddicofol B I DRendosulfan
MR N7z, BFEH Dendosulfanida
R ERRIMNKILITEREL TWa &l
INTWD (Desalegn et al 2011) 7%,
FEAL R TIER910:1 & PRI OIS DMK,

Z UL, RNIZER DA N/ pit e
AR L /=7=% (Weber et al 2010)
FlZaMIIRAFICELSEEND
HF DWW AN XL 0 HAITaB DE
BNRKRELBE S TNBEZEHEZDS
115, Dicofold & WendosulfanD AR
\ZX BEDI 3T NETNHAEM 2B &
86 pg/kg * bw/day)z KE < FE[S T
Wa7zD, AWRADY X7 7mnE
Bbnsd  (Lu, 1995)

HexaBBIZ#EMR A & U CT4ERI350 b
> (1994-2001) MFEHETNTND

(Watanabe and Sakai 2003) . F& ILHi]
[\, PR X OILEE ORI
HexaBB BXL N TetraBB Z#H L 7=

(Fujii et al 2012a) . 5 [EAORFFLD
TetraBB REIIHERAOETNLD
DIDIENEETH o7z, TetraBB
I TEEARFITdH 5 HexaBBINERIEH T
fREFE S 3171 EEZOEND, KEE
DERBOKRFFHAE TldHexaBB&
TetraBB N3 ina{m)\ LTWwiz, B
F.H1ZHexaBBXL U H TetraBBMN & B E
THERE LU TWSHERIZ, HexaBBA L
MARN TTetraBBAEH S N THERE T
% Z &% RM L TV 5 (Yamaguchi et al
1988).

2. BAHYO T =)D Ak
B E A NF IR
SEFRE L 2 EIEORAF O TBP
EEV, AiEGEAE L 2 R AL R
KO EMN o Tz, TBP ITEHE D YEIE D
WEEAEEYIC Lo TEE, BN
T V)% (Haraguchi et al., 2010). —4.
TBP (I#EEMA (FPREMAE) &L CTHEM
3000 h LA EOBENRHONT XS
A M E SN TS (Watanabe and
Sakai 2003; Suzuki et al 2008), Z D Z
EMNSRAHRITIEE T S TBP I3RS
NS DBRBLUINTAY X ML
LWMADHF EBET HLEND D,
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TBBPA [ 20 ki 9 Bfk (Bt =
45%) THRHEIN. wjEIOMERFA D
TBBPA (nd-14 pg/g wet. BHZ 30%)
FOERBETH> 7=, HERDANIEH
TV, BEVE IS O N D F A FE 45
Hr 26)0 5 TBBPA 7Y 10-110 pg/g wet
BHEIN, tETHEREINTVWSD
(Ashizuka et al 2008; Watanabe et al
1983b), Z D7z, FF.D TBBPA V%G
RIBBEOWEY EBEMOM AT
Hkd2EEZX 55, TBBPA 131k
N TR IANE V=D (Hagmer et al
2000) . RFALTOMRHITEEDERE I
EHEE TR, REOBEZ ML
TWbEEZ5N5, TBBPA @ ADI
IO FEEZES (COT) TiX
Img/kgbw/day & U T\ % (Driffield et
al 2008). FLY2(5 kg)IZ L 5~ TBBPA
O HeFE — HEREED)IZ, ADI LD
SHIENWZ &G, #EADY A7IX
KW,

PCP 31 # 5% B8 AN v 2 & VAl
S5NTNSH, SHOFETHAFTOD
PCP X TBP &L TH72 0 KN
577, L7255 T PCP 1R I/ 5 REA.
FIZIEBITLICS WEEZ NS,

7KE{t. PBDE Tld. 6-OH-BDE47 M
4 BEMomRE SNz, T NIX
BDE-47 OCEYITIZ/2 <, BHEAY
INFEAET D 6-OH-BDE47 AR E %A
U THRMNIZER DA EN . MRIZi%
B, —HNBAICBITLZEEZS
15, 6-OH-BDE47 IZ7KEE (L. PCB & IF]
B RNBRER 12 K D FEEH O BURIR R
W%/T4@M9 K B B APREFE EE A

DBl EINREINS (Meerts et al
2001),

BEALIZIX OH-PBDE L 0 HFD A b
FIENERETREBINZ, A M
TR OH (R &L D IBYE N E Wi
BREOBIEN 22 < EORAITHBT
IT5EHERIND, £/=. TBBPA X

TEFTAFIEIND I EDHS
1 T35 (George and Haggblom, 2008).
L2 UAE, BFERFIZIEZD AFIVE
KiFMmHE TERho 77,
BAFITRIE 7z PCA, TBA B L
UXMeO-BDE D & S 72 A b F RIZK
NTHRAFIAENEZ 5 Z E0NEE
IN5., KEHS (2012) 1 TBA HRF
2O =LK OBGITHAFIV
fkEnsZEEzHENI U, £k,
PCA IEWEN T A FIVILIZ LD
PCP "IN B ENHESINT
W% (Ikeda and Sapienza 1995)
methoxy-PBDE {Z DWW T H — 1 A
FIIAL SN B REMENH D (Wan et al
2010). 7=/ — WL EMIT VTN
HARSWN < ELERERIN TV S
2. 7x /) —IMEOHAR N
HIMMGEIT OB, A MFIHERDEET
LENDH S,

A
E. fhm

4mE, HERANDORAFOEEKS D
56, EROHEHRFRPOPSITMA T,
BRrNOT AeEYERAEL . ¥
Mo EOREIEYIT TetraBBO 2
ENE <. D W T BDEA47 &
MeO-PBDEDJETH o7z, 7/ —
VS ETIE,. TBP> TBBPA> PCP>
OH-PBDE®DJIEIZHH & 7z, ADI #°
BREZSNTWATBBPAIZ DWTIE,
BADOARICL 2 EHREDEDIADI
RiFmD TR, BAICL L2t
DERTHEN WEEDNS, 71/
— VIR O TEREIZHEED H
HRDIERYS5T, 250k MR
BRAEHTUHEBEHREKZ T TR
MWZ EERBLTWS, BRFIZIE
Tz )= IVED AF IV LTz i
SEN, FOFMITERT 2HEND
%o
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