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RELD HEEREINIT 30.3 . TEIREK
38.4 (6-42) BTHot-, HOMERITER
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Tholz (F1),
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4, REEOHEE : JAOG & DB
TEfR 22 ELEOHEICE L CARER
DHEE %R 16-20 F£E D JAOG #HE
(ICBDSR Annual Report. 2010) D4R
BEREHE LTS L, JAOG DHEE
v EroBEIX. RETH 88
(JAOG 3% 4.06), OEH 5.7 (4.73) 72
EThole (WTHbHE L TTHR), —FH.
RAHEORKP-TZEEX, 77 v —U#
JiE 2.1 (5.8), KEWRMEZAZE 1.5 (4.63), K
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IS 2.6 (6.8) 72 & ThH o7z (£ 4+5),
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D N7 AEFTOESRIZE D, RERBIE
WS TAEBEEFORIENPED LTV
(KA, 2012), %%, RELTWER
= EEREE L OB, EREICEERT S
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BEAGZBR A EEMNE (LEWE ) X 7R ERE)
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® 1. HNEFRORBME

B
HERER (B 19,630 3035
HER
EhREH B 19,652 38.4(6—42)%E
<22 243 (1.2)
22-36 1,119(5.7)
37-41 18,255 (92.9)
=42 35 (0.2)
H A E (g) 19,445  3,002.4(10—4,750)°g
HERK 19,164
B fg 19,2796 (98.2)
pygie 341:168%#0 (1.7)
=k 3:1#8 (0)
T4 Al 19,467
BIR 9,840(50.5)
IR 9,627 (49.5)
’mean (E0EH)
* NBR (L RS

K 2. FEREFEMHK

EREEREHN 378 (1.92) 328 (1.69)
T—h—&FMHEEL 266 (1.35) 242 (1.25)
T DD I FEEL 143(0.73) 113 (0.58)

(BL. Tg&WL] Z288)



BEAGEMFENEEME (LFEWE Y X 7 P58 F3E)

K3 REBMEORWVERER

SRR EE

DERRRIEE 31 15.8 31 16.0
DowniE {& &% 24 12.2 23 11.9 10.88
AEO=Es 20 10.2 19 9.8
Z 8 19 9.7 19 9.8
J?(%:%EJ%QQ. 840N /2238 LIFE9, 109.8) ’ 3.1 8 8.8
KEIE 15 7.6 14 7.2 4.23
BlE 12 6.1 12 6.2
AsEx 11 5.6 11 5.7 4.45
DEWRRIELE 10 5.1 10 5.2




#4.

~ =N —a& G DR

R T BBER e R B e (LEWHE Y R 7 HHJesEsk)
Sy BT IEE S E

(ERk244E12 A RBIAE)

S n=19,680 | 2 n=19.680 Aog:
oy | emE | 2004-20084F
T leE ) | C (HETHER)
At 6 3.0
A2 1 0.5 0 - .
L Y 2 1.0 HibE |
A 15K HA4 |-+ —15R5EAS 5 2.5 5 2.6
A5 | & RmNBasE 2 1.0 2 1.0 1 ks 15 7.6 14 7.2
Bl [PRmxia 0 - 0 - 12 |lEmRE 3 1.5 2 1.0
B2 |/MBIRSE - SERERE 0 - 0 - 13
R &7
BRE BB - FMARR
B3 |&mfE 0 - 0 - . 14 [*BROH 15 15.2 15 16.5
ot £9, 840 A /22;8 LIKEY, 1094
BERL S RAE - _ _
¢t |hE#E 2 1.0 2 1.0 1.48 15 | e R 1 1 0.2
Hap (G2 |SHEEEAM 2 1.0 2 16 |remmk 0 - 0 -
c3 |BigE 3 1.5 3 FREEEYY: 1 0.5 1 0.5
c4 |EiER 7 3.6 5 18 |mexig 0 - 0 -
9 9 N e 7 3.6 7 3.6
J2 |anE 8 4.1 6 3.1
OEESs D3 |mEOER 20 10.2 19 9.8 TR |3 |HEE 1 0.5 0 -
04 |EEH 0 0.0 0 0.0 4 |[TroRERER 0 - 0 -
D5 |eRMEH 1 0.5 1 0.5 J5 | FREERMERIBRERE 0 - 0 -
. AU EE X
El |sis%E 19 9.7 19 9.8 - K ek mmms 5 2.5 5 2.6
BT k8 - 1K
E2 |&¥6E 7 3.6 6 3.1 K2 V.05 AR (e R Bk 2 1.0 2 1.0
i B3 |mEs 0 - 0 - Li
B4 |EmoRuRs 0 - 0 - srn |2 |REERAE 1 0.5 1 0.5
E5 |EmisRtepimtmas | o - 0 - . L3 |ApertsEigat 0 - 0 -
B |[mamoRs 0 - 0 - *%ﬁi L4 RS sumEmnmE 0 - 0 -
0 tr
BEVER
DR [61 [ExXMoES 70 35.6 70 36. 1

* JAOG: EREXEEE=-2UVItr 48—
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5. BRMELREONR  (ERk244E12 4 RKHAE)

FERMEREBEK 70 35.6 70 36. 1
DEPRRIEE 31 15.8 31 16.0
DB HRRERARE 10 5.1 10 5.2
FBIAR (FF) PREIE 6 3.0 6 3.1
7 7 O — M8 4 2.0 4 2.1 5.8
IR E B AE 7 3.6 7 3.6
RENRHEZRIE 3 1.5 3 1.5 4.63
B AR BA SR IE 5 2.5 5 2.6
KINEERRIE 4 2.0 4 2.1 4.19
BiD=E 1 0.5 1 0.5
BELDEEDE 3 1.5 3 1.5
REIR (F7) PREIE 2 1.0 2 1.0
DR RABHE 4 2.0 4 2.1
EEERRIE 2 1.0 2 1.0 3.78
HEERAIE ‘ 1 0.5 1 0.5
KM E A=A 2 1.0 2 1.0
Bl 1 0.5 1 0.5
WImEIOER R R E 1 0.5 1 0.5
Bk E BRI E 1 0.5 1 0.5
ZRAME (F2) £ 1 0.5 1 0.5
IDERFEE 1 0.5 1 0.5
REMREFRFH 1 0.5 1 0.5
KNPk B BT AE 1 0.5 1 0.5
DR 1 3.6 7 3.6

* JAOG: EffERERE=42 Y ItV 58—
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6. T OMODIERAFTELE R L AR

2 A KEHIE)

: s &M n=19,680 ~ EE
... b w | msn | o B
1 [meE=EsH 2 1.0 42 |EKEERE 1
2 |BEEIRKR 1 0.5 43 |BEFEIERAL (B9, 8400) 1
3 |EEEBFERRTE 1 0.5 N 44 {BEDSKIE (BRI, 8400) 3
4 |BzE ERTIER 1 05 "’fﬁ"?;gg 45 |5 BEDSHEE (zm9. 6270 1
5 |BEAPRZXRE 1 0.5 46 |BBERODSHE (% 179.627.0) 3
6 |BMPIEAZ AR 1 0.5 47 |SkeneRDSHE (% R9, 627 .N) 1
7 |/DB 2 B 1 05 48 |Prune belly$iE {5 8% 1
8 |EEERIETE (FEIESM KBS SRy 1 0.5 B 49 SRR 1
9 [ERERERE dmmxiBIEsy) 1 05 50 |MEME (EEm@. SEEE) 2
10 |81 H 12 6.1 51 |BBE 2
g8 BE &R | 11 |[BEEE 1 0.5 52 |AA 1
12 |EmkEsE, GBOF /8522 1 0.5 53 |FE (BEM@) 1
13 |EETFL 2 1.0 54 |HIREEREBAESL 1
14 | HAKTE 2 1.0 55 |SERTERE RIBEE 3
15 [/NER 1 0.5 56 |Pierre RobinfE{%EE 1
16 |l = fEIX B 2 1.0 57 |BRETEEREE 1
17 [R5 A (e mem 1 05 e | 58 [Ly T U TS g 1
18 |4 D S5 Ba 2 1.0 59 |[Campomelic dysplasia 2
19 |ZEER Y L /REHE 4 2.0 60 |T—Hh—FRLUNDEEARERELE 10
20 | % BEER T T KEE 1 0.5 61 |FIERIA 1
21 |BEIRZEE 1 0.5 62 |FIEMERER 3
— 22 |FEEPYkE 1 0.5 63 |FiEDEE 1
23 | A {EE 7z AR 1 0.5 64 |NE 3
24 CHAEE 3R TL 1 0.5 65 |92 2
25 |FLURE /K 1 0.5 66 [N (=F/Rb) 2
M & 26 lE)LS AR TIL T 1 0.5 67 |WR-BIERZRLEE (EEEEMEDRELY) 1
27 |BHEMIE 1 0.5 68 |FRLODFEHER & 2
28 |IZEEEAE 1 0.5 m 69 |FEEMETIRBI M (ERESEDER) 1
29 |AgRkRE 2 1.0 70 |F 1B FEAE A2 B 1
30 |EERY /NEE 1 0.5 71 |EEBAET AR E3 2
31 MR ERRESS 1 0.5 72 |BRETE 2
[z - 32 |RRARREIE 1 0.5 73 |limb—body wall complex 1
33 [MLEERRE S 2 1.0 74 |BEEIHIHE 2
34 [REPDERZ (HIBIBLEIS4E S FEEDLER) 1 0.5 75 |UERORE 4
35 |PRAZE TS 3 1.5 76 |PURRIEHE (KEREBE. BHRTREER) 4
36 |B AT 1 0.5 77 | 4
37 |RBIRIKEAE 1 0.5 78 [BEDSILEIE 1
suprae - | 38 |BE&RILR 2 1.0 79 |H—ERBIAR 3
#5888 |30 | W bR B RE 1T DI 1 05 & 50 |BIB B AR p
40 B HL3R 1 0.5 81 [¥IERIAEIREE 1
41 |BoSHa 1 0.5 g2 |B& R REIK/REIRIKAE 11
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SRS E
HIFOF 7 v RBILEY (PFCs) BEORRELRLL : 2003 F-2011 4

MEREKE F BT ARERPREEREAZNEES 7 —REEE
I HEE fa R AEERFEREDE FETER T IR LR ARG A 0 B B
I HEE W K AUEERFRFRRFNERCA LR ERMEa TR EES T
EYMAEBLF R EER
FoEE BN M W THKRASHREREN ERTRIFTR
WrgEsEE  WmELET  ALRERFRERENZMERT & —EHE
FoEE BETH0S AMEERFRERRERFNREEE & —FMER

MEEE

7 v (PFCs) 13, #ofiitk, BEREHORELFEVWE TH D, EFHI
TiE, —RAETFERE LV O PFCs [ IREREIC L 2R ORERZENB D bz, £
FETIE, REEHDOE VW PFNA, PFDA Ot MILETEENREL TERE L TWS Z L35
HBEENTWAER, BARIZBITA2HMEITDL TN TH D, T2 AP TIL., BEERES o
<~ NI T 74— T NEESHEE (UPLC-MS/MS) ZAW=—FoWric Ly, &G
DIEH PFCs 11 b EMIREZJIE L. AEEIZR 1T 5 PFCs DBREERELZH L0 T 5
EEbiz, MHFBEORFELRIERT Uiz, MEETX. 2003 F~2011 FI28 8 L2 1EGE
20,737 47056 2T LIC304% T X A LT 1560 4 TH D, HIRE M ORAm +
PFCs 11 {b &I E 2 IE L= #5582  PFOS, PFOA 2B 13EE/ME DR & Hrilt L TRV VE
ETHoTz, 2003 F£~2011 DT, PFOS, PFOA BEIIREL THARIZED Liz—F
T, PFNA, PFDA BEIIFERRELANRO N, 5%, E#HO PFCAs [ZER L.,
PFOS, PFOA # & 7= PFCs 11L& DR IRHIREIC L 5V XA 7FME1TH> TETH 5,

W& EZITTICEBEINDZ LB, AME~D
il Eﬁﬁfj f‘iﬁﬁ b[;;i‘ﬁfﬂﬂ%[sﬁ[z - EEEENBREIN TN,
(LMK 2 A2 B 2 TR T D 223 e s R

N T A e

T T3 L ABE SR (Midasch et al.
2007; Monroy et al. 2008) , W 5% Tl
PFCs DOIIRHIREN 7L b D HARAE
WCEEBLZRIETZERHLNCENTEY
k&% (PFCs) &, #afktE, #/KEHE (Fei et al. 2007; Washino et al. 2009) .
IO ETAEN-REFEEET DD IR OBREMEZIT O 2 IO CEET
Einb, KE, BH. RmiEERR SRR H5,

A. WFFEEB
PFOS, PFOA ioREFESNDIHEHT v

WOBTHERIN TS, AME~DOBRER
BAZITREIK, Bdh, RSy =0 N
TR A MRERESNTWD, PFCs 1d#
SEYE, REREBEOMETHY . BEFRIC
BHENTZ% S BRAB L OEERNTHME

PFOS, PFOA %, 7 A U I RBRINEA
BT Fahgd & LT RS E T oLERME
M OFRDAEE D L2009 FITITEREERH
HRMBEIZET DA by 7 BV LK THI
[R4'E & L CPFOS, PFOSF 23 %T 7 12BN



BEAET @R EN SRR MBI e (LEWHE Y R 7 HEEE)
SyiERT s &

7z, L L. PFCs iZ PFOS, PFOA LA
Az h PFHxS RRFBHIIE LV PFNA,
PFDA, PFUnDA, PFHxS 72 &< F7E L.
INHIEREHFI OGN TH D, BEHO
PFCs i34WEMESE? & < B EN D
EDVRIZENTWD (Martin et al. 2003;
Ohmori et al. 2003) , & b+ PFNA,
PFDABEIIRELTEFLTWVWAZ LR
WEINTWAZ &b (Calafat et al.
2007; Glynn et al. 2012; Harada et al.
2011) . PFOS, PFOA 7ZiFTldil. #&
DD PFCs, FFIZEEHD N X—T7 V40T
NENVA R TR (PFCAs) DOIRFEERES
HERETINEND DN, ARIIBWNTIN
bOt MIEFREOHMEILIZE A LR,
AR TR, BEEREs n~v N7
4 — 17 7 AHEEpHEE
(UPLC-MS/MS) ZHWk—F oz &
v RO MR T PFCs 11 /LA iE E %
E L, LEEIZEIT 5 PFCs DIRFEFEEL
BN 5 &L bz, mMHPEEDORER
fbxatd sz 2 ERE Lz,

B. #F5EHIE

2003 FEHBEETFOIEESERE
%L LI-Rif & o —3&— MF3E T8RE L
FELOWRICET 2ALEERA X T 41 I
SMEE LEEOHELNTIEFERERSRE L
77o XEEIL. 2003~2011 FEDOSINEE:
# 20,737 £ D55, IHAEE, BEED
ik, BEMBRERHSD DD, 2003
££1,944 4, 2005 55 2,459 4, 2007 4 1,820
4, 2009 41,274 4, 20114 1,108 4 %
FHL., T 30 £ 9 2% 7 VAT
HH L7z 150 4 T D,

IATEREHI IR 28~31 8 O R4 . if1 4%
BoNTEELE L7e, RTALER G AT, MAEE 0.5
mL (2% E RN AR E PFHxA-13Cq,
PFHxS-13C3  PFOA-13C4 PFNA-13Cs,
PFOS-13C4, PFDA-13Cy, PFUnDA-13C; #
£ 25 ng IKIL, 7 b=t U NEK 2
mL Zh0z T, 15 oRELoEE LT,

WWFE & 3B L7-%%. Envi-carb 25 mg &
B2 50 pL zHNL., @\, =008z 15
FREAT - To, WIZHE LA 2 ER KT
TCHEISEAY /) —/ 0.5 mL IZHEMHE
L7zt OREER E Lz, LC EEIX
Waters # ACQUITY UPLC system .
MS/MS #: & 1% Waters ! Micromass
Quattro Premier ZfEH L7234 0 7 A%
Ethylen-bridged (BEH) C18 column
(1.7 um, 2.1 x 50 mm) # AW, V7 v
3 ¥y v 775, BEH C18 column
(1.7 pm, 2.1 X 100 mm) ZRE L7z, B
BAEICIE 2 mM BEET B =T LDK/A
& ) —)VigREHAWT, iE 0.3 mL/min
RV L. BUEHATE 5 uL & UPLC/MS/MS
WIEA LT PFCs 11 &% (PFHxA,
PFHpA, PFOA, PFNA, PFDA, PFUnDA,
PFDoDA, PFTrDA, PFTeDA, PFHxS,
PFOS) »—F 5 %17 ->7-, Mass E=4%
Vo7 AFDfE% Table 1 . LC /5
T hE&AE%E Table 2 12779, EBEBRET
[RfE (Instrumental detection limits :
IDL) 1% 0.1~0.2 ng/mL, 347 5EOHH
TFIEME (Method detection limits: MDL)
1% 0.2~0.3 ng/mL 7= - 7=, AZZ#MEF NIST
standard reference material (SRM)
1950 ZHIE L7ofER, B AR L OFESE O
R L FIRDIER /O &b, K
WHEIZ 1T % PFCs 3Tt D24 LB
MRS 7z (Keller et al, 2010;
Harada et al., 2011) , IDL, MDL, &E#
M5 ORIEME % Table 1 127779,
FEHRATIZIX, R R OX G 1T
MDL OPEA2 R, FERE LT
YEIX. least square mean of ANCOVA
model %AW TEH L7z, 2003~2011 4
DM % B BT, BIRER T E1T-
7o % PFCs OMBE % & 57T
Spearman's rank correlation coefficient
Z BT BEEHEMNT I 1X SPSS for Widows,
version 16.0J % V>, p<0.05 & #2209
Bl



EFBRFENEERE ((LEWE Y 27 F5EEE)
SRR EE

(mEE~DELE)

ARFFRIL, ALHRE R FREERER S
B —B L OULEE KR FRERRE S
%R EOmBEESORBEE, EA
&K OMENT — & OIFIRIZOWTIE, T—
2 DEBRRE ICEY R E ST 2 iR T 5
REDFIEIZLVITH L EbIT, PFEED
EEMNELICESHTEAT —F 20078
LI TS AR DO IEE LS DN DE I
RN OGN VE S ITHEICRE L, BVH

277,

C. WrEkER

2003~2011 FOXRHF O FLLEEIL
30.32+4.74 % CToh o7z (Table 3) .

Table 4 |2, £ TDHE L 2003~2011 4 2
FT LD PFCs BEZLEWINTR LT,
PFOA, PFNA, PFDA, PFUnDA, PFOS &
2TORENBRIE Sz, Zofoks
Mo HE X, PFHxA 13.3%, PFHpA
23.3%, PFDoDA 73.3%, PFTrDA 97.3%,
PFTeDA 28.0%, PFHxS 80.7%7Z > 7, &
TOEDOFHEEL, PFOA 1.53 ng/mL,
PFNA 1.18 ng/mL, PFDA 0.57 ng/mlL,
PFUnDA 1.29 ng/mL, PFDoDA 0.16
ng/mL, PFTrDA 0.31 ng/mL, PFHxS
0.32 ng/mL, PFOS 3.96 ng/ml, XPFCs

(PFCs 11 {fb&¥DAFHRE) 10.33
ng/mL 72572, £ TOEDFMETHE L
S EE L, PFOA 1.50 ng/mL, PFNA
1.17 ng/ml, PFDA 0.56 ng/ml,
PFUnDA 1.27 ng/mL, PFDoDA 0.16
ng/mL, PFTrDA 0.31 ng/mL, PFHxS
0.31 ng/mL, PFOS 3.89 ng/mL, X PFCs
10.19 ng/mL 72~ 7z,

2003~20114F 24 Z & @ PFOA, PFNA,

PFDA, PFOA, SPFCsEEDHAmAX & {H
m MO ERREIR %2 Figure 1 IZ/R L7,
PFOA, PFOS, X PFCs EE X 2003~
2011 D THEIZH A L7 [estimate:
PFOA = -0.058 ng/mL/y (95% CI,
~0.108 to -0.007) ; PFOS = -0.294

ng/mL/y (95% CI, —0.382 to —0.206) ; X
PFCs =-0.264 ng/mL/y (95% CI, —0.441
to —0.088) 1. —J. PFNA, PFDA i
2008~2011 FEOMTHEICER L=
[estimate: PFNA = 0.047 ng/mL/y (95%
CI, 0.008 to 0.087) ; PFDA = 0.018
ng/mL/y (95% CI, 0.006 to 0.030) 1,
Ojﬂi{l@ﬂﬁ/\% ZOUNTH ifxﬁjﬁ"ﬂﬁﬁ)muy) 6
LR T,

Figure 212 PFCs 11 {bEMOAEFHEE
WZED A% PFCs BEDEIEEZR LT,
PFOS EEDEIEIL. 2003 £ LT 2005
LB LT, 2007 FELUKEED L,
PFNA, PFDA, PFUnDA EEDHEIEIT.
2005 LI EH L7z, 2008 4 & 2011 4
T, PFOSBEDEIAIL 46.2%0 5 32.8%.
PFOA BEDEIEIL 16.7% M5 15.4%IiZ
B L7z, PFNA EEDOEIEI 9.1%0 0
14.5%.PFDAEE DE[E13 5.0%0> 5 7.5%,
PFUnDA EEOEEIT 11.1%50 5 15.4%
W EH U,

£ PFCsIEE DOFES % Table 5127~ L7z,
IRFREHDEV PFCs IRE OB, FF
WZRBHEHBPEVEEIT I TIRVFEE D
B BTz,

D. B%

AWFZEiL, AEEIZB T 2156 PFCs
11 {bEHDOMIETRE ZHE L. PFOA,
PFNA, PFDA, PFUnDA, PFOS iZ&T®
BRI bR S 7z, 2003~2011 FEDfH
T PFOA, PFOS, XPFCs EEIZHE EIZH
DiEmEZ R L., PENA, PFDA EBEIZ LS
EHm %R LTz,

PFOS, PFOA BE DB/ I, &< DHAT
MFge L —E Uiz 877 - 7= (Calafat et al.,
2007; Harada et al., 2011; Olsen et al.,
2008; Olsen et al., 2012) ., PFOS EE®D
WEEIE, 2002 2T A U B D 3M AL
PFOS mfliEa ik L2 &, £7- 2009
FIZ TEREEERIGEMECET A My
7RIV A T PFOS HIRYE BN
SNz e, EHIT 2010 FiZHAT e



BAETBRFEM RS ((LFWE Y A 7 F5EEE)

SRS E

FWE DFEE R OEEEOHFNCBE T 515
7)) OB—ERELFEYEICRREINTD
ENEREE X bD, PFOA BE DD
WZDOWTIE, 2006 405 D PFOA EH
07T A& B RECIAOB FRANC X
HH0EEZLND,

PFNA, PFDA BE O _FEME X, 16
DWE ERBEDOERE 272, AV =z—FT
DIEIFETIL, 1996~2010 D2, PENA
25 4.3%/y. PFDA 2% 3.8%/y k& L 7=

(Glynn et al, 2012), 7 X U Z ®
National Health and Nutrition
Examination Survey (NHANES) T,
1999~2000 4 & 2003~2004 £ PFNA
BEN 0.5 ng/mL 75 0.9 ng/mL I L&
L 7= (Calafat et al., 2007) , ABFZED 2011
£ PFNA JEEE L. PFOA B b [RIFEE T
HY ., PFCs AHEEICLHEDLZEHD
PFCAs BEOEAENHEM LI, EHD
PFCAs l3AEWEMEERE < B L EW
ZENHREENTWS (Martin et al,
2003; Ohmori et al., 2003) . {HFRAEYIZ
PFNA, PFDA @t k ik S 1% L5168
BICH D Z 06, PFOA LV b REHD
£\ PFCAs BBFTIZ X Db b~DEEEE
WZOWTFHI T 20 ED & D,

KB FE O 712 B v T PFUnDA,
PFDoDA, PFTrDA b & WRHETH - 72,
TS IXERN O & B L TR R EE
TholoN, BHAEEEND EENo T

(Harada et al. 2011) , EPN MR
BEICBW TR EFERZRLTEY

(Harada et al. 2011) . AARZEDI-EK
TVT T, B8O PFCAs BENE WD
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oo Lx L, HRAIZESH D PFCAs, FFiZ
PFDA X Y [RFHNEV PFCAs Dt
YIINVOHRETDLT N THDIZ Enb, &
HRNC =XV T L TCDK BERD B,

AuFzE® PFOS, PFOA EE X (PFOS
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FORIAIE a2 —FR— MFIRIZBIT 2 1EiFD
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7 @ NHANES Ti&. PFOS 12.29 ng/mL;
PFOA 2.6 ng/mL (Woodruff et al., 2011) .
7 =< — 27 ® Danish National Birth
Cohort Tix., PFOS 35.3 ng/mL; PFOA
5.6 ng/mL 72> 7= (Feiet al., 2007), &b
(LR D —EERMRBE R M & LR &
a—F— MIFFEX Y H{KD2 > 72 (PFOS 5.2
ng/mL; PFOA 1.3 ng/mL) (Washino et al.,
2009), L7=23- T, dbifFESIEIX. PFCs
IBRENMROVHIR TH D Z BRI N,
L2rL. fLEF o = —3&— MIFZE TIiX
PFOS £ 721X PFOA DR IRIIBRFEIZ LD H
AR RESCIEE M IgE ~D A DEENRD
b TWAZ EXB (Washino et al,
2009; Okada et al., 2012) . db¥EE2EkiC
BWTH PFOS, PFOA #& 7~ PFCs @
VAZFHIMNERETH S, 4%, I HIZK
Y TP A X TIHFED PFCs 11 1k
EYOBRERITEZITV., RO HARMEES
SIET LLX—, FREATEIREDEEIC
DWTHREFT L2 TETH D,

JbEE IC BT B1EMF O PFOS, PFOA &
EIIEEAME O & i L CTIRWIBETH
277, 2003~2011 DT, PFOS, PFOA
BEIRE L THD Liz—J T, PFNA,
PFDA REIIRE EANRBD N, 5%,
88D PFCAs 23 B L., PFOS, PFOA %
&7z PFCs 11 {bEMOIBIRHREIC X
HYRITFMMBPMLETH S,
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Table 1. Mass transitions, MS/MS conditions, recovery, and detection limits for each PFCs and internal standard analysis
in human plasma samples.

f
Compound Pre;c;t;sor Pr;)j;llct Cone Collision Recovery RSD* IDL™®  MDL%* S(;lm\g/irlngsz
(m/z) (m/2) (v) (eV) (%) (%) (ng/mL) (ng/mL) (SE)
PFCAs
PFHxA 313 269 10 9 94.9 (9.29) 0.1 0.1 <0.1
13C,-PFHxA 315 270 10 9 - - - - -
PFHpA 363 319 16 10 93.1 (9.09) 0.1 0.1 034  (0.02)
PFOA 413 368 17 11 949  (6.41) 0.1 0.2 476  (0.23)
BC,-PFOA 417 372 17 11 - - - - -
PFNA 463 419 i5 i1 92.9  (5.74) 0.1 0.3 0.92  (0.05)
BCs-PFNA 468 423 15 11 - - - - -
PFDA 513 469 15 13 94.5 (4.90) 0.1 0.1 027  (0.05)
BC,-PFDA 515 470 15 13 - - - - -
PFUnDA 563 519 15 13 85.8 (4.60) 0.1 0.1 0.16  (0.05)
BC,-PFUnDA 565 520 15 13 - - - - -
PFDoDA 613 569 20 13 90.1 (5.55) 0.1 0.1 0.14  (0.01)
PFT1DA 713 669 22 15 85.7 (5.59) 0.1 0.1 0.11  (0.01)
PFTeDA 663 619 15 14 100.0  (4.23) 0.1 0.1 <0.1
PFASs
PFHxS 399 80 50 30 91.5 (6.13) 0.2 0.2 401 (0.27)
3C;-PFHxS 402 80 50 30 - - - - -
PFOS 499 80 45 40 75.2 (4.76) 0.2 0.3 208 (1.40)
BC4-PFOS 503 80 45 40 - - - - -

*RSD: Relative standard deviation

°IDL: Instrument detection limit

°5 uL injection

‘MDL: Method detection limit

0.5 mL plasma sample

f0.5 mL serum sample of NIST SRM was analyzed
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Table 2. LC gradient condition
Time Water  Methnol
(min) (%) (%)
0.0 90 10
0.2 90 10
9.0 0 100
12.0 0 100
12.1 90 10
15.0 90 10
Table 3. Study populations
Year n Age
Mean  (SD) Range
Allyear 150 3032 (4.74) 1940
2003 30 29.67  (4.77) 23-39
2005 30 29.23  (4.75) 19-37
2007 30 30.57  (3.83) 24-37
2009 30 29.63  (5.79) 19-38

2011 30 32.50 (3.87) 25-40
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Table 4. Concentrations of each PFCs compounds in maternal plasma from 2003-2011

Age-adjusted p for
Compound Year Detection Concentration (ng/mL) concentratian (ng/mL) trend®
No. (%) Range foa (SD")  25th  S0th  75th Mean  (95%CI)
PECAs
?g?)m Allyear 20 (153 <0.1-016 006 (0.02) <01 <01 <01 0.06  0.05-0.06
2003 8 (267 <0.1-0.16 007 (0.03) <01 <01 011 007  0.06-0.08 0.074
2005 5 (e <0.1-0.14 006 (0.03) <01 <01 <01 0.06  0.05-0.07
2007 1 (3.3) <0.1-0.12 005 (001) <01 <01 <01 0.05 0.04-0.06
2009 0 (0 <0.1-<0.1 005 (0.00) <01 <01 <01 0.05 0.04-0.06
2011 5 20 <0.1-0.13 006 (0.03) <01 <01 <01 0.06 0.05-0.07
I(’gl)p A Allyear 35 (539 <01-026 007 (0.04) <01 <01 005 007  0.06-0.08
2003 17 (56.7) <0.1-026 0.1  (0.06) <01 011 0.6 0.11 0.09-0.12 0.165
2005 I (33) <0.1-0.11 005 (0.01) <01 <01 <0l 0.05 0.04-0.07
2007 0 (0) <01-<01 005 (0.00) <01 <01 <01 0.05  0.04-0.06
2009 2 (67 <0.1-0.14 005 (0.02) <01 <01 <01 0.05  0.04-0.07
2011 15 (50.0) <0.1-020 009 (0.04) <01 008 0.2 0.09 0.08-0.11
}(’ggf Allyear 156 (100 0.30-688 153  (090) 097 135 181 150 136-1.65
2003 30 (100) 0.71-6.88  2.05  (1.26)  1.33 193 218 2.01 1.70-2.33 0.026
2005 30 (100) 0.70-235 125 (0.44) 088 1.16 1.56 1.22 0.90-1.55
2007 30 (100) 0.55-4.89 1.56  (0.78)  1.09 1.44 1.71 1.56 1.25-1.88
2009 30 (100) 030-545 136  (0.99)  0.72 1.19 1.68 138 1.06-1.70
2011 30 (100) 0.54-2.93 142 (0.63) 098 127 1.77 134 0.98-1.70
}z?;)A Allyear 156 (100) 041-674 118  (0.70) 076 104 137 117  1.06-128
2003 30 (100) 041314 113 (0.66) 072 092 1.14 1.10 0.86-1.35 0.019
2005 30 (100) 0.49-1.52 081  (0.25)  0.65 074 091 0.81 0.57-1.06
2007 30 (100) 0.57-674 131  (1.06)  0.90 1.19 1.33 1.33 1.09-1.57
2009 30 (100) 042-357 132 (0.59) 098 124 145 1.34 1.10-1.58
2011 30 (100) 0.60-254 134  (0.57) 082 1.26 1.73 1.26 0.98-1.54
1:2113(% Allyear 156 (100) 025-127 057 (021) 041 051 067 056  0.53-0.59
2003 30 (100) 0.41-120 060 (0.18) 049 056 0.8 0.60 0.53-0.67 0.003
2005 30 (100) 026-0.66 042 (0.09) 036 040 048 0.42 0.35-0.49
2007 30 (100 0.25-125 054 (0200 040 052  0.61 0.54 0.47-0.61
2009 30 (100) 0.28-124 057 (0200 042 051 0.67 0.57 0.50-0.64
2011 30 (100) 0.29-127 071  (026) 050  0.69  0.89 0.65 0.57-0.73
PFUnD All year
A 150 (100) 042-340 129  (0.52) 085 123 160 1.27 1.19-136
(C11)
2003 30 (100) 0.71-222 134  (041) 109 126 164 1.34 1.16-1.53 0.252
2005 30 (100) 0.55-164 108 (031) 079 1.13 1.30 1.10 0.91-1.28
2007 30 (100 047-228 137 (0.52) 084 1.44 1.87 1.37 1.19-1.55
2009 30 (100) 0.42-290 119 (0.53) 0.7 121 1.46 1.21 1.03-1.40
2011 30 (100 0.43-340 145 (0.70) 090 130 1.80 1.33 1.12-1.54
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PFDoD Allyear 110

A (73.3) <0.1-051 016 (009 <01 015 023 0.16  0.15-0.17

(€12)
2003 30 (100 0.17-035 024  (0.05) 021 023 027 0.24 0.22-0.26 0.359
2005 14 @67 <0.1-0.15 008 (0.04) <01 <01 013 0.09 0.07-0.11
2007 19 (633) <0.1-030 012 (0.06) <01 011 016 0.12  0.10-0.14
2009 18 (60.0) <0.1-021 011 (0.06) <01 012 0I5 0.11 0.09-0.13
01129 (96.7) <0.1-051 025 (008) 022 024 030 026  0.24-029

IZ(FZEI))A Allyear 146 (g, 3) <0.1-081 031 (014) 021 029 038 031 029-033
2003 300 (100 025-0.81 041 (0.12) 032 040 047 041 0.37-0.46 0.236
2005 29 (96.7) <0.1-040 024 (0.08) 018 024 029 024  020-029
200729 (96.7) <0.1-080 027 (0.14) 0.8 025 034 027  023-032
2009 28 (933) <0.1-048 025 (0.11) 017 025 034 025  021-030
2011 29 (96.7) <0.1-078 036 (0.14) 028 033 044 0.35 0.30-0.39

fg{:?A Allyear 42 (7¢0) <01-0.16 007 (0.03) <01 <01 0.l 007  0.07-0.07
2003 16 (533) <0.1-0.16 009 (004) <01 011 012 0.09  0.08-0.10 0.164
2005 0 (0 <0.1-<0.1 005 (0.00) <01 <01 <01 0.05  0.04-0.06
2007 0 (0 <0.1-<0.1 005 (0.00) <01 <01 <01 0.05 0.04-0.06
2009 0 (0) <0.1-<0.1 005 (0.00) <01 <01 <01 0.05  0.04-0.06
2011 4 (133) <0.1-0.15 011  (0.03) 011 012 013 0.11 0.11-0.12

PFASs

1()2?)"5 Allyear o1 (307 <02-078 032  (0.15) 022 032 041 031 028033
2003 29 (96.7) <02-0.60 040 (0.11) 034 040 049 040 034045 0.200
2005 22 (73.3) <02-053 027 (0.13) <02 026 035 0.26 0.21-031
2007 24 (80) <02-0.61 028 (0.13) 022 027 035 0.28 0.23-0.33
2009 23 (767) <02-0.77 030 (0.16) <02 029  0.39 0.30 0.25-0.36
2011 23 (76.7) <02-0.78 033  (0.18) <02 033 0.46 0.30 0.24-0.36

}()gg)s Allyear 156 (100) 1.09-11.19 396  (1.75) 274 355 495 389 3.64-4.14
2003 30 (100) 254-11.19 562 (1.99) 428 509  6.81 5.58 5.03-6.12 <0.001
2005 30 (100) 1.89-7.46 398 (1.24) 332 359 439 3.96 3.41-4.51
2007 30 (100) 1.90-7.41 403 (1.35) 293 392 506 4.05 3.51-4.59
2009 30 (100) 1.55-724  3.00 (1.13) 223 299 347 3.00 2.46-355
2011 30 (100) 1.09-7.13  3.18 (1.64) 194 257 391 2.85 2.23-3.47

IPFCs
All year - 497-21.92 1033 (3.17) 809 979  11.83 10.19  9.71-10.66 0.004

2003 - - 738-21.92 12.84 (3.44) 1069 1230 1537 1273 11.70-13.77
2005 - - 5.60-1454 897 (1.88) 796 862  9.82 8.94 7.89-9.99
2007 - - 565-21.81 1055 (2.85) 875 1043 1162 1059 9.56-11.62
2009 - - 577-17.16 919 (2.63) 751 88  10.20 926  823-10.30
2011 - - 497-1838 10.09 (338)  7.57 933 1265 940  8.22-10.59

*Age-adjusted concentrations were evaluated for age of 30.32 years by analysis of covariance.

°SD: standard deviation

“The liner regressions for temporal trend by sample collection year from 2003 to 2011
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Table 5. Correlation between different-chain of PFCs compounds
PFUdA
PFOA (C8)  PFNA (C9)  PFDA (C10) ) PFDoA (C12)  PFTrDA (C13)  PFHxS (C6)  PFOS (CS)
p P p p p P p p

PFCAs

PFOA (C8) 1.00

PFNA (C9) 0.492  ¥** 1.00

PFDA (C10) 0.480 *** 0.702  *** 1.00

PFUdA (C11) 0201 * 0.482 *¥* 0.698  *** 1.00

PFDoA (C12) 0.288  *** 0271 *** 0.616  *** 0.459  *** 1.00

(C13) 0.128 0.227 0.548 0.675 0.707 1.00
PFASs

PFHxS (C6) 0267 *** 0202 * 0.239  ** 0.291  **¥* 0.264 ** 0.329 *EE 1.00

PFOS (C8) 0413 *** 0.184 * 0278 Ak 0.358  *** 0.190 * 0.341 *EE 0.432  *** 1.00

p: Spearman's rank correlation coefficient.
*: < (.05, **: < 0.01, ***: <0.001
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Fig. 1. Temporal trends in PFOA, PFNA, PFDA, PFOS and ZPFCs levels in maternal plasma

from 2003-2011. The solid lines denote the predicted fit from the liner regression model and 95%
CL



