BTG BFEM RS (REOLOZEHRHEENITTESR)
Rl e |

BERMBESESNLYWEOEZSY T
(2) HRABAFOREZEZRHMRAHBCDs, 2,4,6-TBP, TBBP-AD{GERFERRED

i B
MFoEE RO E— BERREEER - E9%
WoEHE B mAm T SRR - BhE

ME, AENOTYWEDI AT TEAA L FMO—REL TREZRHERA
(brominated flame retardants :BFR) @t M A\OBEFMANEEH SN TW5S, KBF
22Tl BFR O TAF Y TOEI 70 RFH % (HBCDs)., U TJOET x
J—)l (2,46-TBP). o7 OEEAX 7 /—)l A (TBBP-A) ITHEHRZYT,
BAMICE D NBREERRBOMRAZIT/Ro/, HAD 6 Ml TR N/
F 64 BKIZDWT LCMS/MS IZ KD ERZITIR o Tz#E R, HBCDs B DT
391X, o-HBCD T 2.21 ng/g-lipid. B-HBCD T 0.19 ng/g-lipid. y-HBCD T 0.29
ng/g-lipid, 2,4,6-TBP T 0.53 ng/g-lipid. TBBP-A T 2.97ng/g-lipid TH o7z, HAE
DOFRAF D HBCDs DIEFRIIZ O 10 FRETHMEMZRL, Oy 7 #EE &

EXRTHEBNWI EDNHSENI RS Tz, RS TIIREAL A BFR BE S Filn. HE
EEE DBWBIRIZR S NT., BAT BFR BEIIMOER (BELHFHTLE
fbBIRE) OEBEZZITTCNEEEZ LN,

A. BHZEER
L _—THEDRIZ. POPs EZ=4% Y
> OHiIL, BEFEH PO RE
EYNETRL TS, FRITRY &1k
Y7 xZ)lT—75)V (PBDEs) 72 ED
5% R %M A (brominated flame
retardants :BFR) 3. ¥BEEALEIY K&
e FTHRHESINTHEHZED TV
% (Kajiwara et al., 2008; Isobe et al.,
2011; Tanabe et al., 2008) . BFR 3 2004
fE. 7 V7 i O PBDE 850 B Hl %
ZUF. AFY ORI aRFhHE
(HBCDs) &7 I 7JOEERA T =/
—JU A (TBBP-A) DX D7afliDEER
HOBEHANESTRLTETNS
(Tanabe et al., 2008; Isobe et al., 2007;
Ueno et al., 2010; Law et al., 2006) .

PBDEs [ZDWTIIHAERIZBIT2E
EEYHBEE FANDOBREIIDONWT
WS DD DOEITHEND 50

(Kajiwara et al., 2008; Isobe et al.,
2009; 2011; Lam et al., 2009; Moon et al.,
2010)., HBCDs & TBBP-A IZDWT D
BRI DI, KK TIIREREL
TWw5EAH HBCD. TBBP-A.
2,4,6-TBP D{GEREEDIEE T DR
BICEEE5Z 5B RNEZMAT 52
DIZ, HAD 6 HUSIZET B 5 F i
EHERBOREN SR 72 64 &
EORAFBI O T 217725 7=,

B. WgEhiE
AT EUEL D FE & Table 1 127w
T, 2008 FEMS 2010 FEDORNZHAD
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6 Hus (CEy, A, B, R, &
&, EIF) TERIRLUEZFALZH WS

(Fig.1) . BFALK) SmL ITPAZEH#ELE LT
3 D *Cip-labelled HBCD FPE{A,
B3Cyy-labelled TBBP-A . *Cg-labelled
2,46-TBP Z¥ML 7z, Ricyroo
AE UNFH (1, v EINAZ,
iR & 184 L gih 22 ]E L. GPC
M, RIINEZELSZDHIC
d18-B-HBCD ZiR{ML 7z, LC/MS/MS
DFfiRELE 7O N T L% Table
2 & Fig. 2 IR T
C. MR - B8

AR DA E EN S EE
130.8~2.9%. EAEHTI2% ThHo
770 SIHTHE B 2 Table 310R 9, ik
T HBCD % % £ ® o-HBCDs ,
B-HBCDs$ & W\y-HBCDs (X7 NZn
100%. 91%. 64%DE|G TR /=,
a-HBCD D A S fE132.2ng/g lipid T
HU. EHBCDRMEAEGEI OEEED
83% (24-100%) % 587z, —7FB-HBCD
Ey-HBCDIZZ 1€ 119.6% (0.08-51%)
&7.0% (0.12-75%) TH o> 7=, HBCDH
aF CIIER M5B T2.2ng/g lipid TH
S5/, 7x /) —J)VEBFRD S 5,
2,4,6-TBP & TBBP-A1290% & 97% TH&
HEn, ZNENEMEEE T
2.9ng/g lipid T o 7z, HBCDs D B &
DOH T, o-HBCDDEIGNEmW I &1
I E—B L TWwb (Abdallah
and Harrad, 2011, Kakimoto et al., 2008;
Polder et al.,, 2008, Shi et al.,, 2009,
Eljarrat et al., 2009) . 4[8](Da-HBCD®
R (2008-20104E DRFALEED 13X
1T WP %% (Kakimoto et al., 2008 :
1988-2006FE DRFALEED LD HE L,
HAOBEESIZBIT2HBCDDEE D
wBhEaRLTWS, BEOHAD

HBCDsOEEIFA Tz —F >, 0T 7,

74 UE>, /)7 —(0.25-0.86ng/g
lipid)k D bE <, FE, )bF—, B

75, NbhF A, A FY Z(1.0-3.8ng/g
lipid) & [F]#2 T -5 7= (Carignan et al.,
2012; Abdallah and Harrad, 2011; Polder
et al., 2008; Shi et al.,, 2009; 2013;
Eljarrat et al., 2009; Malarvannan et al.,
2009; Thomsen et al., 2010; Colles et al.,
2008; Tue et al.,, 2010; Harrad et al.,,

2009) . AAEHNESCHITHEIEZ T
BizDHDO, HBCDsN Y A Y iz <
EXR, 77— v /N TEWER
T IIgEE —2 L T % (Watanabe
et al., 2003; Law et al.; 2008) . Isobe et al
(2009) V& H A& AN @ g B # #& & @
HBCDs (0.85-39 ng/g lipid) 237 XU H
DHDIDEWI EEZHREL TNV
(Johnson-Restrepo et al., 2008) , RFH.
F O HBCDs & TBBP-A VL %e 17 WF 42 D
PBDEs E A EOEBETH > =
(Haraguchi et al., 2009) ., TBBP-AlL
a-HBCD &PBDEs & [/l L NV TR &
7z, TBBP-AILHA TORITHZEN
Dir < EBRIT TERWD, B TO
TBBP-A (3{73F13, 2.9 ng/g lipid) X
HFE ORI EEE O P EECE
¥J 0.4 ng/g lipid) (Shietal,, 2013) &
DHELS, AFVAPLT T A LR
FET& > 7= (Abdallah and Harrad, 2011;
Cariou et al., 2008) . AHFFE TII3MA
IZHB W TIERIZTEIEE D TBBP-A
(>100 ng/g lipid) DI Nz, TH
HHRERZICL2HbOEEDN S,
2,46-TBPOHANFEEIZDONTD
MRITERSP LT DV T O AR
INTHD (130 pg/g lipid, Kawashiro
et al., 2008) . ARWFFLDOHHTHERITZ
NEFBETHOZ, £z /T
—ORARAB O HHER (0.077-26
pg/g wet, Thomsen et al., 2002) & HI[F]
BETH- =,
B[HEYE & Fiin, HEREOMHEE
B8tk % Table 4 & Fig. 3 IZ/;RT,
2,4,6-TBP 3L TN TBBP-A ORICIZIE
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DRI S 31 = 0.286, p<0.05), T
Nns 2 o007 x /—)VIE BFR D3R
O ZERT Z ENRBI NI,
HBCD ¥:E4ko pB-HBCD & o KUK
y-HBCD & ORNZHBIEIL 5 N7a -
/=M%, B-HBCD & 7 = / — )Lk BFR &
ORI N I S Nz = 0.44,
p<0.01) 4F i & OHIEIBIFRIL y-HBCD
WKWBWTOARS N = 0278,
p<0.01), HiPER L & ORI, y-HBCD
WHEWTOAIEOMHBEANIL S Nz,
Table 3 IZHBWT, TBBP-A., y-HBCD
VAR B s C ) P B 0 A ) A B
SN B IR o 72 (p>0.05).
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FEifs & OMEANA SNz, HARERND
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Table 1. Sample information of human breast milk in Japan

Region N Sampling Number of births Mean age
year 1st 2nd 3rd
Miyagi 17 2009 10 4 3 29.7
Tokyo 2 2010 - - 2 28.5
Gifu 3 2009 - - 3 32.0
Kyoto 3 2009 - - 3 333
Hyogo 19 2008-2009 10 6 3 30.9
Nagasaki 20 2009-2010 8 8 4 28.9

Table 2. List of analytes and parameters of LC-MS/MS detection

Compound Abbreviation  Formula Ik MRM-transition DP cp DEP  CE CXP
(min) (m/z) ™) ) \2) ™) ™
2,4,6-tribromophenol 2,4,6-TBP CeHaBr,O 7.9 328.6—78.8 50 3.0 14 52 2
Tetrabromobisphenol A TBBP-A Ci5Hp2Br Oz 8.8 540.5—78.9 80 7.0 32 86 0
a-hexabromoceyclododecane «-HBCD C2Hy4Brg 10.2 640.4—78.7 25 8.5 30 48 2
f-hexabromocyelododecane B-HBCD CoHysBrg 10.6 640.4—79.0 40 6.0 28 30 2
y-hexabromocyclododecane v-HBCD C2H4Bry 10.9 638.4—78.9 45 4.0 48 56 0
13¢-2,4,6-tribromophenol PC-2,4,6-TBP  C¢H:Br,O 7.9 334.6—78.7 55 11.5 32 54 2
BC- Tetrabromobisphenol A 3C-TBBP-A CsH,Br40, 8.8 554.6—79.6 80 7.5 50 86 0
B3C-g-hexabromocyclododecane BC-a-HBCD C2H 4Bry 10.2 652.5—78.7 30 6.0 26 32 2
C-p-hexabromocyclododecane BC-p-HBCD C12H5Bryg 10.6 650.5—78.8 30 9.5 25 32 2
BC.y-hexabromocyclododecane BCy-HBCD Ci2H 4Bry 109 652.5—78.7 35 8.0 26 28 2
3B~ hexabromocyclododecane dye-B-HBCD Cj2H 5Brg 104 659.5—81.0 40 7.0 26 50 0

API 3200 MS/MS parameters of declustering potential (DP), entrance potential (EP), collision cell
entrance potential (CEP), collision energy (CE), collision cell exit potential (CXP), and the retention
times were also presented for all targeted analytes and internal standards.
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Table 3. Concentrations of a-HBCD, B-HBCD, y-HBCD, TBBPA and 2,4,6,-TBP in Japanese
breast milk

Concentration (ng/g-lipid wt)

a-HBCD B-HBCD y-HBCD TBBPA 2,4,6-TBP THBCD
Primipara n>LOQ (%) 28 (100) 23 (82) 15 (54) 27(96) 28(100) 28(100)
Mean+SD 28%21 0.18%0.15 0.24+0.80 6.7+10.6 0.7120.44 3.17£2.67
Median (Range) 23(0.22-9.4) 0.15 (<LOQ-0.7) 0.031 (4.3-0.01) 1.65(39.9-0.01) 0.73(1.90) 2.48(0.46-13.9)
GM (GSD) 2.1(0.00) 0.1 (0.00) n 0.034(0.04) n 1.56(0.94) n  0.44(0.00) 2.44(0.00)
Secundip n>LOQ (%) 18 (100) 18 (100) 12(67) 18(100) 18(100) 18(100)
Mean=SD 1.6£0.6 024£0.15 045142 17.6£35.7 0.800.54 2274162
Median (Range) 1.6 (0.7-2.6) 0.20 (0.09-0.7) 0.051 (6.1-0.01) 3.37(151-0.7) 0.72(1.78) 1.95(0.86-8.12)
GM (GSD) 1.5(0.0) 0.2(0.0) n 0.055(0.1) n 534(0.0) n 0.44(0.0) 1.95(0.0)
Tertipara n>LOQ (%) 18(100) 17(94) 15(83) 17(94) 18(100) 18(100)
Mean+SD 2.0£08 0.17£0.12 0.19%0.17 138517 1.02+0.75 236£0.92
Median (Range) 1.8 (0.8-3.4) 0.14 (<LOQ -0.4) 0.14 (0.57-0.0) 3.96(2209-0.0) 0.81(3.36-0.30) 2.01(1.02-4.28)
GM (GSD) 1.8 (0.0) 0.1(0.0) 0 0.11(0.0) 0 447(4.7) n  0.84(0.0) 2.19(0.0)
Total n>LOQ (%) 64(100) 58(91) 42(66) 62(97) 64(100) 64(100)
Mean+SD 2215 0.1920.14 0.29+0.92 46,7276 0.820.57 2.69+2.04
Median (Range) 1.9(02-9.4) 0.15 (<LOQ -0.7) 0.08 (6.1-0.0) 3.20(2209-0.0) 0.75(3.36) 2.20(0.46-13.9)
GM (GSD) 1.8 (0.0) 0.13 (0.0) 0.06 (0.0) 2.97(0.9) 0.53(0.0) 2.22(0.0)

LOQ: Limit of quantification, SD:

standard deviation; GM: geometric mean; GSD: geometric
standard deviation. Concentrations lower than the detection limits were considered to be equal to
half of the detection limit for statistical analyses. “Means and GMs with different letters differ
significantly (p<0.05, Tukey—Kramer HSD test). For example, the letters A and B inhdicate that the
corresponding values differ significantly at p<0.05, while A and AB or AB and B indicate that the
corresponding values do not differ significantly

Table 4. Speaman’s rank correlation coefficients between analytes (N=64).

Age Parity o-HBCD B-HBCD y-HBCD TBBP-A TBP
Parity 0.374%*
o-HBCD -0.039 -0.144
B-HBCD 0.05 0.005 0.000
y-HBCD 0.378%* 0.263* 0.171 0.161
TBBP-A 0.057 0.169 0.059 0.440%* -0.103
2,4,6-TBP 0.188 0.147 0.000 0.320%* 0.185 0.286*
YHBCD 0.040 -0.108 0.960%* 0.096 0.296* 0.111 0.031

*_ Correlation is significant at the 0.05 level (2-tailed).
**_Correlation is significant at the 0.01 level (2-tailed).
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JEAE MR AR B B (R ih D202 MERHEAEIFFEEE 56)

VIR (e

THRINBSSNOYHDOEZ ST ) 2T
(3) HABIOHEE MO N 7 05 A5G O ]

PO BT i
UEHTPIE SIEE e

55— SRR - S0
95— SRR - DD

BRNE &IN5 7 /=)Wy AbE&Y (POC) 055, hUsznod>

(TCS) Dk Mg OFEEMNAEZTT O HT, HAB I EE AL MyEF O
PR IEE 2 3 X72,2009-2010 4F D & MMEFFIZHIT S TCS D5 el X E

(V™)) T1.07 ng/mL, HA (GI#H) T 3.08ng/g lipid &720, HAAND TCS
BENMBEICEHWEZ R L. HAAND TCS A EETERICEKET T, B
B E RS IaNo 7z, RIROHERREZEETHE, TCS DL ITRABRBT
BRI N, ZO—HNIMEFIEE L TWwWAs EBbns, —K4., MiEHD
REBIED S E HCB. T2 RA)N T v > DA —)VI<LOQ~0.66 ng/mL O #i
PHCHHI S 7z, TCS 1, HATIE HCH, trans-NC B XX PCB153 EHHBE L 7=
N, BETIZABIEIZ R s niaho = 2 En G, TCS DOEIFENEBIHEHRLS D

WREVEDVRIZ S 17z,

A. WHEEER
EhZERENBEEENLS T/ —
W r Aeal (POC) D55,
F A4 1L TN E TIT 2,4,6-tribromophenol
(TBP) . pentachlorophenol (PCP) .
tetrabromobisphenol A (TBBP-A)3B LN
hydroxy-tetrabromodiphenyl ether
(OH-BDE) DO FEREZ I 2 H W\
THELTE/= (Fujiietal, 2014), {5
rEXBESIND MU ZOY
(5-chloro-2- (2,4-dichlorophenoxy)

phenol; TCS) IZDW T, HADRE,

BATRBELZHEEOREZEITEL
7z, TCS IZ. OH-BDE & [FERDE#
ZH LU, IRKEERETHBEAMELT
RAnsnNTnWb, 72 HEOLHERD
WEEZHICHEMINTHHINTS
0. BREHRIZHEET 5 & —ERi3g )i+
BEICEE N5 (Rodoricks et al.,

2010), TCS DEMEIHE N E TN DA,
Z D ERIK R B 3 R D 7= D Fa g HE
IMSEEIKICES ETHRIEISN. Bk
KANDBEBNREINT WD

(Bedoux et al., 2012), TCS 3. B
KETHARWD < ELEDHERINT
5 (Axelstad et al., 2013; Paul et al.,
2012), FE7z. BB AL TCS ik
BEOHBY A7 25D 506 Ed H
% (Chen et al., 2011; Sandborgh-Englund
et al., 2006; Pycke et al., 2014), HZAIZ
BliFsfanEN5® TCS MRtiEn

(Miyazaki et al., 1984; Okumura et al.,
1996). & bOEEN S OEINENH
TEINTWD (Canosaetal., 2008), KK
KT FOIMECRAAT TCS 5%
BOMmEN/2E (Allmyr et al 2008;
Dayan et al 2007) . ##H /2 E=5 U >
7 EEMEFMEAMTHIL TV S (Dann et

_48 -




a 2011; Dayan et al 2007) . F & (Lai[H]
DMETHARADBENSD TCS D
BEBCHAFTEBEZRELEZ, LD
L, MiEFOBEIZIDVWTHOT T
BEE OB I N TR,
AHEFEIL, EERFE MR 2
WREL THHHABLVEEDIM
BBl 2 A WT, TCS DIiE e %z
ST 572D DMTIEZML L, HiE
i [E T DL R E W OISR
RIEBRIET S EEHMEL
7zo 7=, TCS DBt H¥E & LT,
LK) POPs P LU BHEREESETH
BTURANT 7>, PAR—INICD
WTHHEEL., HEZRARZOTE
DETHRET 5.

B. WAL
1) Mg RE

HERKZE PHEREHBN 712k
FEINTWBREDS S, 2007412
BE (V) TIVH) D24~485% DL HE19
% (CEYEEER3SH) BIU20094F1CH
A (EERHT) D24~695% D194 (FF
EERS2E) D SRS Nz MIE &
A U7~ (Koizumi et al., 2009) . Z DHf
2B 370 b a—)b (E25)13 5B
KERFREFZMER - EFH R OE
ZEMERRE EOMBEESRIZXD
KRIN., ZMEEENSCEMICES
FZE &5z,

2) IEZHE

TCS fZ % 5 13 Cambridge Isotope
Laboratories fE# %2 Wz, NEAEES
L TBC-triclosan, *C-methyltriclosan3
X O\ BC-endosulfan ( Wellington
Laboratoriestt ) ZH Wiz, > U ¥

ANRA TR kv 7RIV LR (Dr. G.

Marsh ) X 0 & E & 1 &
4’-methoxy-BDE121 % i V272, TCSD
(K &l & L T pentafluorobenzoate

chloride (Sigma-Aldrich#1:#) Z F V7=,
SHTICEER U723 R B A B
RAEEASERE O NT ST 4
—HZEHWzZ, >UA7)IL (Wako gel
S-1) WEHIEMELIOAL., FA
IZ130°C T 3bFfEC R S Bz,

3) BT ETHEE

MiE ORI, fEROFHEZE —5F
7255 L 7= (Fujii et al., 2014; Haraguchi et
al.,,2009) . (1) RERGHRE. (2) 7 ILE
E7 O NI T T 4 —(GPO). (3)
KOH+EtOH/N\FY 12 & Bi-i /e
HH & &AL (PFB). @) > VU RS
WHS LML DHBEOFEIETIT o7z,

(1) Mi&E 1 mL 120.1% S (5 mL).
T4 ) =) ITFIIT—F)n-\F
H2(2:1:7) 20 mLOA HEARE S KON
B % B H (13C-triclosan,
3C-methyltriclosan B X [6)
BC-endosulfan #2.0 ng/mL)ZMA T,
REDFA AL, BOSBEECLD L8
ZHEL 7o,

() WHRIZEHR., oo isy
2(DCM) @ n-AN\FH (101 viv) ITIER
L . Bio-Beads S-X3 1 7 A (40g,
Bio-Rad f:#) 1TfF U7z, BEIHIZME
RIEZE WV, fiE 4 mL/minT., &)
DI6-mLIEH TIREZREAL. £08%
@ 64-mLZ[EILL 7z,

(3) GPC E K Zn-~NFH > (10
mL) &K E L. IM KOH-L% /J —)l
(TEWCmL) THEME 21T\, L
B (vEmE) Tt (T IV
WE) =nEEL 7z, FHESEIXl mLE
TEHL, TR UAT A
LT U7z, BB O TEIZ IM
Bl 2 mLEMATZE, nAN\FHY D
IFIIIT—F)V (8:2, v/v, 10 mL)Tif
HHEEEZ 3EFTWL, R 2mL (7
= /=)L) EL7z. D 1 mL
IZDWTPFB(10 ul) 2 i Z240°C., 304>
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THLR b ZE{T o7 (PFB 8k
M) o DD mLIZDWTIED 7Y A
O TAFIUE L. AF )ALLK &
L7z,

@) P B KR F )AL AR
SN EBIT, URTIVIT L (02
g, Wako gel S-1) & ff L T.
DCM/n-hexane (12:88, v/v, 15mL) T
U7z IR AN 7 &
L T #-methoxy- BDEI21 & il Z .
200uLIZ E T L. GC-MSD 3 Hrak
Bh& Uiz

4) DHTHEG E e

GC-MSIZ Agilent GC/MSD-59731 12
6890N-GC % ft L 7= @ &= v, &
A F A% A A b (ECND L THHT
Ulze ilEEHT I ASY 2N,
GC/MS DR E Gtk & o Hr et G ’E @
WA A > &Table 1 12779, TCSD
EREI A rsax T I A EDY
27 F ) % NEEHEPEB-*C-TCSD > 77 F
V& U TERR U 7= B TiT o
77,

5) dga BB S B R A

75 2 BERLI0Y 2 TV
W, IFEE— D HFEELRWT & &
AU, BEEMEDIONEREY S
(Table 1 IZFEHE 21T D W T0.2-10
ng/mL) D IMIENDFRIMENILER L 74~
99 % . FMELERZEX12% LT TH
> /= (0=5), PFB-TCS ® & &
(LOQYE 7L/ /14 Xt = 10TE
Hd5&, 0. 10 ng/mLTd o 7=(Table
Do ZHTENLOQLL FTH o546,
LOQD 12Dz S5 D FHEICH W
oo MEBHRITIEYWELEBH02 ~ 10
ngmL D#H P TEREZRL 2>
099), ¥ EE M D&% Standard

Reference Material (SRM1954, Organic
Contaminants in Non-Fortified Human

Milk, NIST) ZHWTiE R L ks
44-DDE, HCB, trans-NC {Z2DWT
DHHEIE, WITNH R D 15%LL
NTHo T,

C. WFghE S
1) TCS ik Dt

TCS O4r#iik& LT, ECNI-GCMS
ZHW, (1) BEEER. (2) O-AF )L
HKELTOERBLDY (3) O-PFB 1K
ELTOERERGT Lz, BT+
BT ER FREIZENZ (1)
0.25 ng/mL (m/z 266), (2) 0.18 ng/mL
(m/z 302), (3) 0.05 ng/mL (m/z 484)T
O-PFB K LN BT fE 2R L
7=, EOIMmE (0.1 mL) ZHWNT,
Peked GPC WHEB LY A4 )AL
MaEmE L PFB AR {bik et L
ToAE R, USRI 93% T LOQ 0.06
ng/mL D BIF7345 -5 5 177,

2) M{EH D TCS (PFB F5E 1K)
Table 2 17, HA (OX#E) BLUEE
(J)V) OO MmERO TCS B

EZRT, TCSIXTRTOIMIFEN 5K

i, 2OFEMEIZHAT 3.08

ng/mL(0.97~7.7 ng/mL).%E T 1.07

ng/mL (0.4~3.5ng/mL) T. HEIZH

RO TCS BENE M5/ (p<0.001),

3) MiiEH D POPs JB/E

MiEHFOHESENSHRE IS
T L) POPs D 5 6, trans-NC, dicofol
BELUOPCBIS3 IZHADMIETHEIZ
FBEETHo, REEBEDD B,
HCB. B-HCH B X O\ a-endosulfan &
IX <LOQ ~ 0.66 ng/mL O &ipH T
HLUEDN, HEWETEEERIIR SN
RN Tz,

4) TCS JBE DEfnd5 &= Ml D POPs JE
B E DETEE
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HERIZBITS TCS BELERED
BEE % Fig. 1 ITRY, WEE H TCS B
BIZFEEEOBEEEIIR S o
7=, TCS & POPs BEE & OB R
# % Table 3 BELU Table 4 12T, H&
E DI Tid, TCS 1dfhd POPs &+
B R s niaho 720 HAEDMmE
Tl&., TCS & HCH. trans-NC BL NN
PCB153 & ORICIEDHEEHEN A 53
72 (p<0.05),

D. &%
1) Mg+ D TCS

HEFR, TCS DEEIL LC/MS/MS F7=
i< GC/MS/ECNI T 31TV % (Dirtu
et al 2008) . 4[A], Geens » WN#RiG L7z
GCMS-ECNIIZ L 5 E &% (Geens et al.,
2009) ZkE L. TCS @ PFB &k
LIk Z WL U7, FEBROHEIEILMIE 1
mL & Wz, AiEFHERCH 2 H
WL, TCS =4 U 212 0.1 mL
BEOMETTARO BT 007,
HABIOmEOIMFERDO TCS EE
kg oL, HATD TCS BER
MEBENT ENbHING, EEEORET
HHAARALFO TCS DREERFA X
DEWERNTTHO, TCSBEEIZH
ANTHBHZ W ERHRIN S,
Hong Kong TH#IE & 417z TCS IMiEikE
1% 0.15~10 ng/mL (Wu et al., 2012)
ThHO, KEREFERBETHo =, N
JVF—DM{E TIX. 0.1~92 ng/mL
(total TCS)MMRH STV % (Geens et
al., 2009), AU = —F > DILFETD
TCS BEIIHIRMET 0.52 ng/mL Z/R
L7 (Dirtuetal.,2008), A—A K51
7 Thd 4.1~13 ng/mL OHPH THAK
ZEE TCS MR S (Allmyr et al.,
2008), F7z. Y AUKNTH TCS IfiiF
FIEEDOEEEIL 1.1 ng/mL RSN
7= (Yeetal., 2008;2009), 728, 4[HE
DOFEMERIIVERZEHL TV

WY, F @D free TCS DE|E 1 total TCS
DFI 10%RETH 5 EDMENL N,
Allmyr 5 (2006) 13 TCS &4 &M%
FoTWBREORATIE, FRHLT
WHRWEFAL I D& TCS BEZRT
ZEBEHEMITTNS, TCS B
FABEEIZLDBEUNANS DRZEN
BASCMBERECIRKBREINTVWS &
EZH5ND, 7 MRAICKSHFD
TCS @ NOAEL X 50mg/kg/day & =31
THBD (Dayanetal, 2007), FiEOR:
AFOMEIXZNDK 120 DL X)VIZ
HE LUz, ZOEDHIRO TCS IMmik
LRIV e NCEEZE 5 Z 5 liet
EWEEDHDNS,

2) M7EHD TCS JBIE = d I
DIE BRI & DEENE
HIEIOFHE T, TCS 1Z 2009 FFOE
ETIE, HEEDIZEFRL N ERL
e TOZEFET DY (HALEE)
DEERFHDEBNIEENS TCS N
—RIZEBNEAL. B MIHEMIZ
BEKET TCS KWEINTWVWSZ
ExRB Lz, BEFRO TCS [ THMN
JEICHERTHEZEZS5ND, TCS TR
B THEEMEICEZD O-AF )L E
1 (Allard et al., 1987). methoxy-TCS
(MeTCS) & U THRKNS T 235
MMBINTWS, 5, MBEFD
MeTCS D 2l A 7278, T& TR
LA F(<02ng/mL)TH o7z, TN,
MeTCS Ot MNEZE®, KNTESIC
BREAFIALETN B Z EICERT S &
EZZ 515 (Balmer et al., 2004) .
ZS5LTTCS & POCs 13, BE
GBEY) BHTHEANIZAD, TOFE
FIMERFICHRETHHEEGE, BEFD
POC D A FIVALARDMKRA TR XA F )1
fEEINTPOCs & L THEETLHEAN
ZZ 515 (Jamesetal., 2012; KHS
2012), TCS 2> POCs DRHIREEE
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WL D, FEEHO T4 OPWbOfER,
R ARFETEIE AN D2 (Meerts et al,,
2000; Suzuki et al., 2008; Axelstad et al.,
2013; Paul et al., 2012) NGS5,

D. #i

2 A, TCSOGC-ECNIIZ K 2 1 ik
Rt Uk g, B8R Uik
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75 &, 100 uLO M yE ] 1 THHrn
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IFINDPOPs & H73 D I FE T,
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Table 1. Selected ion monitoring (SIM) used in the GC/MS analysis

Carrier gas ‘Helum (head pressure 3 psi)
Injection mode Splitless ’ ’
Colurm HP-5MS (30% dimethylpolysiloxane, 30 m % 0.25 mmid. and 0.25 pm

film thickness, J&W Scientific, CA, USA)

o 70 °C (1.5 min), then 20 °C/min to 230 °C (0.5 min), and then 4 °C/min
ven

to 280 °C (5 min)
Temperature Ihjeétor (250 °C), transfer line (280 °C)
; ' k ion source (150'°C forECN'I', 230 fbr ED

Tonization mode electron capture negative ionization

Réageht gas Methane

Analytes GC tr (min) Target ion (m/z) LOQ* (ng/mL)
HCB , 9.604 284 (286)** 0.05
B-HCH ' o7 71 (255) 035
dicofol 11387 250 (252) 025
trans-nonachlor RS 444(M6) 020

' a-endosulfan ' 12.627 404 (406) 0.10

1B g-endosulfan 12627 45417 0.10
PCBIS3 14216 360 (362) 0.15
TCS (triclosan) 12271 252 (254) 032
methyl-TCS 12.404 266 (304) 020
PFB-TCS 17.127 482 (434) 0.10
Beres 12271 266(268) 032
methyl-C-TCS 12.404 288/(290) 0.20
PEB-C-TCS ' 17.127 494 (496) 0.10

*Limits of quantification; S/N = 10, **confirmation ion
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Table 2. Concentrations (ng/mlL wet) of triclosan and POPs in human serum from Japan and Korea

Japan (Kyoto) Korea (Seoul)

n>LOQ(%) mean: SD  (range) n>LOQ(%) mean SD  range p value
age 5234149  (24-69) 3484781 (24-48)
TCS 19(100)  3.08+1.56 (0.97-7.73) 19(100) 1074066  (0.4-3.5) <0.001
HCB 19(100)  0.06+£0.05 (0.01-0.18) 19(100)  0.11£0.15  (0.01-0.66) 0.160
B-HCH 19(100)  1.48+228 (0.11-8.0) 19(100)  0.37+1.12  (0.02-5.0) 0.065
trans-NC 19 (100)  0.68:£0.81  (0.13-3.73) 19(100)  0.17£0.10  (0.02-0.34) 0.001
g-endosulfan 19 (100) 0224 0.11 (0.07-0.50) 18 (95) 0.03+0.03 (<LOQ-0.15) 0.155
dicofol 19(100)  0.03+£0.02 (0.02-0.09)  17(89) 0014001 (<LOQ-0.04) 0.006
PCBI153 19(100)  1.92+1.76  (0.53-8.5) 19(100)  040+036  (0.11-1.42) 0.001

LOQ: Limit of quantification, SD: standard deviation; Concentrations lower than the detection limits
were considered to be equal to half of the detection limit for statistical analyses.

Table 3. Speaman’s rank correlation coefficients between age and concentrations of analytes in
Japanese women (N=19).

Age TCS HCB B-HCH trans-NC a-endosulfan  dicofol
TCS 0.267
HCB 0.263 -0.069
B-HCH 0.593**  0.490%* 0.282
trans-NC 0.413 0.647** 0.341 0.642%*
a-endosulfan ~ -0.069 0.123 0.626 0.056 0.327
dicofol 0.059 0.244 0.066 0.429 0.332 0.189
PCB153 0.618**  0.675%* 0.036 0.674** 0.748%** 0.005 0.458*

*_ Correlation is significant at the 0.05 level (2-tailed).
**_Correlation is significant at the 0.01 level (2-tailed).

Table 4. Speaman’s rank correlation coefficients between age and concentrations of analytes in
Korean women (N=19).

Age TCS HCB B-HCH trans-NC a-endosulfan  dicofol
TCS -0.386
HCB 0.428 0.006
B-HCH 0.107 -0.409 0.005
trans-NC 0.264 -0.194 0.224 0.764**
a-endosulfan -0.186 0.269 0.178 0.364 0.345
dicofol 0.278 -0.420 0.011 -0.011 0.567* -0.066
PCB153 0.394 -0.058 0.193 0.960%* 0.844* 0.269 0.561

*. Correlation is significant at the 0.05 level (2-tailed).
** Correlation is significant at the 0.01 level (2-tailed).
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Fig. 1. Relationships between the age of females in Japan, Kyoto (a) and Korea, Seoul (b) and serum

concentrations of TCS. Speaman’s rank correlation coefficients, (a) = 0.267, p=0.269; (b) r= 0.386,
p=0.102
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