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2003~2011 4F Dt E O EHE T
30.32£4.74 5% ThH o7z (Table 3) ,

Table 4 |2, £ TOE & 2003~2011 4 2
HFZ D PFCs REZLEMHNTT LT,
PFOA, PFNA, PFDA, PFUnDA, PFOS X
ETOREP LR SN, ZOMOIE
¥y o R 1L, PFHxA 13.3%, PFHpA
23.3%, PFDoDA 73.3%, PFTrDA 97.3%,
PFTeDA 28.0%, PFHxS 80.7%7= > 7=, &
TOEDOFEEREL., PFOA 1.53 ng/mL,
PFNA 1.18 ng/mL, PFDA 0.57 ng/mL,
PFUnDA 1.29 ng/mL, PFDoDA 0.16
ng/mL, PFTrDA 0.31 ng/mL, PFHxS
0.32 ng/mL, PFOS 3.96 ng/mlL, XPFCs

(PFCs 11 {bEWOEFHRE) 10.33
ng/mL 7257z, £ TOEOFIMZIHE LT
¥R E X, 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, XPFCs
10.19 ng/mL 7=~ 7=,

2003~2011 4 24F T & @ PFOA, PFNA,

PFDA, PFOA, X PFCs {BEDOBAIX & H
MO E A EIE A Figure 1 IR L7z,
PFOA, PFOS, X PFCs EE X 2003~
2011 O THEIZHE D Liz[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 EE X
2003~2011 FOR THEIZC LA 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,
@ﬂﬁmt{a\%a:o»\ﬂiﬁ%}ﬁ@mm&bB
nignotz,

Figure 2 Z PFCs 11 {b&WDEFHEE
WZEH 5% PFCs BEDOEI&ZR LT,
PFOS BEOE AL, 2003 48 L2005
LB LT, 2007 LKL L,

PFNA, PFDA, PFUnDA EEDE|& 1.
2005 FELIE A L=, 2003 =& 2011 &
T, PFOS EE DEISIT 46.2%h> 5 32.8%.
PFOA EEDEISIT 16.7% 7D 15.4%IC
A U7z, PENA IREDOFIEIX 9.1%02 5
14.5%.PFDA R E DO EIE1L5.0%0> 5 7.5%.
PFUnDA EEDEI&IT 11.1%0>5 15.4%
Wz BEH U7,

& PFCsIEE DFHEI % Table 51Z/r L7z,

ﬁféjj)ﬁl/\ PFCs IBE DB TR | &F

RBEHDPE VAT IO THRVVFEB N

E7 &bfaimlo

D. B£

ARFZer:. dbHEEIZ BT A1EE O PFCs
11 (LB T IREZRE L. PFOA,
PFNA, PFDA, PFUnDA, PFOS i34 T®
B S SN, 2003~2011 D[
T PFOA, PFOS, XPFCs {EEIXAEICH
ME AR L. PFNA, PFDA BEL F5
fEm %~ LTz,

PFOS, PFOA I DO IL. < DIAT
BP9 & —E L7=E R 72 - 7= (Calafat et al.,
2007; Harada et al., 2011; Olsen et al.,
2008; Olsen et al., 2012) ., PFOSEE D
B ERNIE, 2002 FEI2T A U 4 D 3M 4143
PFOS o#lyEza gk LizZ &, £7= 2009
1T TERBEMAEREREIZETHA by
7 IV AR T PFOS H3 I TR (BN
SNz b, EHIT 2010 FiIZEART Mk
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SHEMRHREE
FWEOFE K OEEEORKICET 51k 3.96 ng/mL; PFOA 1.53 ng/mL) . Ze{T#F
) OB —ERELFMEICREESNTZZ FEORIE X R — MNFRIZET DR OR

EMEREEBZ NS, PFOA RBE DL
IOV TCiE, 2006 &0>6 D PFOA EHE
17T MK D EEEREA O B EHMNIC &
HHDEZBZBID,

PFNA, PFDA BE@ _EFEMERIL, 54
DEELRBROE R 7=, AV=—F
DFIETIE, 1996~2010 F£DEIZ, PFNA
2 4.3%ly. PFDA 7% 3.8%/y b5 L7

(Glynn et al, 2012), 7 A U I ®
National Health and Nutrition
Examination Survey (NHANES) TiZ

1999~2000 4= & 2003~2004 45T PFNA

BED 0.5 ng/mL 5 0.9 ng/mL {2 &
L7z (Calafat et al., 2007) , AHFZED 2011
0 PFNA 23, PFOA J2E L RIRRE T
HY . PFCs A EEICHDIRHED
PFCAs BEOEENREM L, EHO
PFCAs 134w EMEN & < B bW
ZENHEEIN TS (Martin et al.,
2003; Ohmori et al., 2003) . TFRAJIZ
PFNA, PFDA ot ~igFEE L EFAE
BZHDZ &b, PFOA X0 bREHD
£ PFCAs IBRERIC L B b b~ DT E
WZDOWTEFHIld 2 % ERH D,

A 38 D HFE 17 IZ B8 W\ T PFUnDA,
PFDoDA, PFTrDA b mVWVBRHEERTH - 7,
T BIXERNOMMIE & i U TERVWRE
Tholm, sEAEEERD EEroTz

(Harada et al. 2011) . EN Ol
FBEICBWTHEEFERERLTEBY

(Harada et al. 2011) . BAZEHTZH
TYT T, E#D PFCAs BENRE WD
EWIRENTE, % PFCs IBEOMEAX. &
REOE X PIEVLEWR L2358 < | ﬁFj—F
BHOILEDIZB W THRWERBRD b
770 L2l HRICESH D PFCAs, #IZ
PFDA XV RFEHNEV PFCAs Ot M
YINVDOREIT TN THDIZ LD,
HMce=X U VT LT BERD B,

AKH7ED PFOS, PFOA EEIL (PFOS

ELHERL, BWRETH T, TAU D

® NHANES Tix, PFOS 12.29 ng/mL;
PFOA 2.6 ng/mL (Woodruff et al., 2011) .

5 =< — 2 ® Danish National Birth
Cohort TiX, PFOS 35.3 ng/mL; PFOA
5.6 ng/mL 72 - 7= (Feiet al., 2007), &5

WCALIR T O —REERMRBT A g & LR &

afR— ML Y LK o7 (PFOS 5.2
ng/mL; PFOA 1.3 ng/mL) (Washino et al.,
2009), L7c23-> T, dbiEEaEid, PFCs
REEDNMERWHIR TH 5 2 & PR i,

- LU, gD = A — MMFZE Tk PFOS

£721% PFOA DR EEARERIC L 5 AR
PR B SO 7 1 IgE ~DE DEENRTRD B
TWAZ L6 (Washino et al.,, 2009;
Okada et al., 2012) ., dbfREEEIZIBWT
% PFOS, PFOA 22 %7 PFCs U X7
FMENEETH DL, 5%, S HICRE Y
VTN A X TEERD PFCs 11 {b&#H D
BREMEITV., WOHARMKESSGE T
VL — MRATEIFZES~OREIZ OV T
BRET 52 TFETH D,

E. &

LB IC BT 5L D PFOS, PFOA &
EIIFEINE O & b U TIRVWIRE TH
2772, 2003~2011 F£DfE T, PFOS, PFOA
BETRE L CTHEAD Lz—F5 T, PFNA,
PFDAREIIRE LA NTED b, 5%,
£8{D PFCAs IZi# B L. PFOS, PFOA %
&7z PFCs 11 {bEMDIEIREIREIC X
5V RATFHMBMLETH 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.

Compound Pre;zlrllsor Pr?g;:m Cone Collision Recovery RSD*  IDL MDL%® S(;lmgrff; f
(m/z) (/z) V) (eV) (%) (%) (ng/mL) (ng/mL) (SE)

PFCAs
PFHxA 313 269 10 9 949  (9.29) 0.1 0.1 <0.1
13C,-PFHXA 315 270 10 9 - - - - -
PFHpA 363 319 16 10 93.] (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 15 11 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 - - - - -
PEDoDA 613 569 20 13 90.1 (5.55) 0.1 0.1 0.14  (0.01)
PFTrDA 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

PFASSs
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 20.8  (1.40)
BC4-PFOS 503 80 45 40 - - - - -

*RSD: Relative standard deviation

°IDL: Instrument detection limit

°5 uL injection

YMDL: 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
All year 150 3032 (4.74) 1940
2003 30 29.67  (4.77) 23-39
2005 30 2923 (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) concentratioan (ng/mL) trend®
No. (%) Range M;:a (SD% 25th 50th 75th Mean (95%C1)
PFCAs
I()g?)m Allyear 200 (133 <01-0.16 006 (0.02) <01 <01 <0.1 0.06  0.05-0.06
2003 8§ (267 <0.1-0.16 007 (0.03) <01 <01 0.1 007  0.06-0.08 0.074
2005 5 e <0.1-0.14 006 (0.03) <01 <01 <0. 006  0.05-0.07
2007 1 (33) <0.1-0.12 005 (0.01) <01 <01 <0.1 0.05 0.04-0.06
2009 0 O <0.1-<0.1 005 (0000 <01 <01 <0l 005  0.04-0.06
2011 6 (0 <01-0.13 006 (0.03) <01 <01 <01 0.06 0.05-0.07
1:2?;’ A Allyear 35 (33 <0.1-026 007 (0.04) <01 <01 005 0.07  0.06-0.08
2003 17 (56.7) <0.1-026 0.1 (0.06) <01 011  0.16 0.11 0.09-0.12 0.165
2005 L 33 <0.1-0.11 005 (001) <01 <01 <01 005  0.04-0.07
2007 0 (0) <0.1-<0.1 005 (0.00) <01 <01 <0. 005  0.04-0.06
2009 6.7 <0.1-0.14 005 (0.02) <01 <01 <0.1 0.05 0.04-0.07
2011 15 (500 <0.1-020 0.09 (0.04) <01 008 0.2 0.09  0.08-0.11
}ZES)A Allyear 150 (100) 0.30-6.88  1.53  (0.90) 097 135 181 1.50 1.36-1.65
2003 30 (100) 0.71-6.88  2.05  (126) 133 193 218 2.01 1.70-2.33 0.026
2005 30 (100) 0.70-235 125  (0.44)  0.88 1.16 1.56 1.22 0.90-1.55
2007 30 (100) 0.55-4.89 156 (0.78) 109 144 171 1.56 1.25-1.88
2009 30 (100) 0.30-545 136  (0.99)  0.72 1.19 1.68 138 1.06-1.70
2011 30 (100) 054293 142  (063) 098 127 177 1.34 0.98-1.70
1;?;])’* Allyear 150 (100) 041-674 118  (0.70) 076 104 137 117 1.06-1.28
2003 30 (100) 041-3.14 113 (0.66) 072 092 1.14 1.10 0.86-1.35 0.019
2005 30 (100) 049-1.52 081  (025) 065 074 091 0.81 0.57-1.06
2007 30 (100 0.57-6.74 131  (1.06) 090  1.19 1.33 1.33 1.09-1.57
2009 30 (100) 042-357 132 (0.59) 098 1.24 1.45 1.34 1.10-1.58
2011 30 (100) 0.60-2.54 134  (0.57) 082 126 1.73 1.26 0.98-1.54
fgll)(ﬁ Allyear 150 (100) 025-127 057 (021) 041 051  0.67 0.56  0.53-0.59
2003 30 (100 041-120 060  (0.18) 049  0.56 0.68 0.60 0.53-0.67 0.003
2005 30 (100 0.26-0.66 042  (0.09) 036 040 048 0.42 0.35-0.49
2007 30 (100 025-1.25 054 (0200 040 052 0.6l 0.54 0.47-0.61
2009 30 (100) 0.28-1.24 057 (0200 042 051 0.67 0.57 0.50-0.64
2011 30 (100) 0.29-127 071  (026) 050  0.69 089 0.65 0.57-0.73
PFUnD All year
A 150 (100) 042-3.40 129 (052) 085 123 1.60 1.27 1.19-1.36
(c11)
2003 30 (100) 071222 134  (041)  1.09 126 1.64 1.34 1.16-1.53 0.252
2005 30 (100) 0.55-1.64 1.08  (031)  0.79 1.13 1.30 1.10 0.91-1.28
2007 30 (100) 047-228 137 (052) 084 144 187 137 1.19-1.55
2009 30 (100) 042-290 1.19  (0.53) 077 1.21 1.46 121 1.03-1.40
2011 30 (100) 043-340 145  (0.70) 090 1.30 1.33 1.12-1.54

1.80
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PFDoD Allyear 110

A (73.3) <0.1-051 016 (0.09) <01 015 023 016  0.15-0.17

(C12)
2003 30 (100) 0.17-035 024 (0.05) 021 023 027 024 022026 0359
2005 14 467 <0.1-0.15 008 (0.04) <01 <01 0.3 0.09 0.07-0.11
2007 19 (63.3) <0.1-030 012 (006) <01 011 016 012  0.10-0.14
2009 18 (60.0) <0.1-021 0.1 (0.06) <01 012 015 0.11 0.09-0.13
2011 29 967 <0.1-051 025 (0.08) 022 024 030 026 024029

}()ET;I))A Allyear 146 (g7 3) <0.1-081 031 (0.14) 021 029 038 031  0.29-033
2003 30 (100 025-0.81 041  (0.12) 032 040 047 0.41 0.37-0.46 0.236
2005 29 (96.7) <0.1-040 024 (0.08) 018 024 029 0.24 0.20-0.29
2007 29 (96.7) <0.1-080 027 (0.14) 018 025 034 0.27 0.23-0.32
2009 28 (933) <0.1-048 025 (0.11) 017 025 034 025 0.21-0.30
2011 29 (96.7) <0.1-078 036 (0.14) 028 033 044 035 0.30-0.39

}()g:?A Allyear 42 (5509 <01-016 007 (0.03) <01 <01 0.1l 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 <01 005  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 <01 005  0.04-0.06
2011 4 (133 <0.1-0.15 011 (0.03) 011 012 013 0.11 0.11-0.12

PFASs

}()g?)xs Allyear 151 (80 <02-078 032 (0.15) 022 032 04l 031 028033
2003 29 (96.7) <02-0.60 040  (0.11) 034 040 049 0.40 0.34-0.45 0.200
2005 22 (73.3) <02-053 027 (0.13) <02 026 035 0.26 0.21-0.31
2007 24 (80) <02-061 028 (0.13) 022 027 035 0.28 0.23-0.33
2009 23 (76.7) <02-0.77 030 (0.16) <02 029 039 0.30 0.25-0.36
2011 23 (76.7) <02-0.78 033 (0.18) <02 033 046 0.30 0.24-0.36

izg(g)s Allyear 156 (100) 1.09-11.19 396 (1.75) 274 355 495 389 3.64-4.14
2003 30 (100 2.54-11.19 562  (1.99) 428 509 681 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 (135) 293 392 506 4.05 3.51-4.59
2009 30 (100 1.55-7.24 300 (1.13) 223 299 347 3.00 2.46-3.55
2011 30 (100) 1.09-7.13 318  (1.64) 194 257 391 2.85 2.23-3.47

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

2003 - - 7382192 12.84 (344) 1069 1230 1537 1273 11.70-13.77
2005 - - 560-14.54 897 (1.88) 796 862  9.82 8.94 7.89-9.99
2007 - - 5.65-21.81 1055 (2.85) 875 1043  11.62 1059  9.56-11.62
2009 - - 577-17.16 919  (2.63) 751 886  10.20 926  8.23-10.30
2011 . . 497-1838 1009 (338 757 933 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
dA
PFOA (C8)  PFNA (C9)  PFDA (C10) P(Igl) PFDoA (C12)  PFT:DA (CI3)  PFHxS (C6)  PFOS (C8)
p p p p p p p [%

PFCAs

PFOA (C8) 1.00

PFNA (C9) 0.492  *** 1.00

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

PFUdA (C11) 0.201 * 0.482 ok 0.698 %% 1.00

PFDoA (C12) 0.288  *%** 0271  *** 0.616 ook 0.459  *x 1.00

lz(fg”fgl))A 0.128 0.227 ** 0.548 ook 0.675  *** 0.707  *** 1.00
PFASs ”

PFHxS (C6) 0267 *** 0202 * 0.239 *k 0.291  ®** 0264 ** 0.329 ok 1.00

PFOS (C8) 0413 k** 0.184 * 0.278 ke 0.358  *** 0.190 * 0.341 *kk 0.432  k*x* 1.00

p: Spearman's rank correlation coefficient.
*:<0.05, ¥*: < 0.01, ***: <0.001
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Fig. 2. PFCs concentrations composition from 2003-2011. Composition of PFCs concentration
denotes the proportion of mean-value of each PFC compound concentration accounted by among
the sum total of PFC concentrations from 2003-2011.
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WP g Ex RERT  ALEE KRR AR IER T 1 B AR B AR A 57 B Bh 3

WHoEmE Al %% JLEERFERFERFEVERS A A aR EEMA A a B Lo %
BT FE R R

WHoessE A B D TOMASHREAEMFEATRIFTE

MPEsEE BT bUs ERFRERER AN RET ¥ —FIF %A

MEEE

WA E THH AT v F{LEY Perfluorinated Compounds (PFCs) [3f&
BHFEENDHY  FENTORBIZLABE~ORBFEENBEZIN TS, PFOS (C8).
PFOA (C8) 1. FEBMHEWIEEWMEICET 5 A by 7 R/ A5 TOHRGICE AT
OB FRBNITHORTWBD, — 5T, PFOS, PFOA XV [RFE#HE D FE > Perfluoroalkyl
carboxylic acids (PFCAs) 1%, MHIREE LA HE SN TWDI, BWER TOEMERE
FCHEDL LT, B h~OREBIZOWTOREIIBD THR B HITO TV RN, £
Z T, 11 #H O PFCs IR EIREE A HA R EIC KT T REIC OV THIM & 2k — M
IZTAE 1,986 4 THiET L7z, 2003 £~2009 2858k L7-FEIE 17,869 4 4> b4 300
4% T & A L, UPLC-MS/MS % AW CHEIRE O RAEm + PFCs 11 k&0 —F
ST AT > To, MM Z ALY PFCs IRE, EREHEZHAERFEEL L, £EETH
Bt EEUFOATEIT o TofE R, 1,986 4 Oxf&E Tidk, PFNA i, [+ @ PFOS, PFOA
WCHARTRRBRECHAICHEL LT HARKE L AOBEELZRL, TOREEIIBERTIY
BRETH o7z, F£72 PFUnDA & PFTYDA 3L RICEBWT, BEN EF T 320> THA
A O NRBO bz, EOMD PFCs IEFEITHARARE - AERBEEZR D20 -
72

WHoEt %

18 < T, HE EET
(ILHEE KRR E 2R
T S R AR A 4 EF)
LA
(TR A BB AERF 77

A. WHFEER

HH 7 v FRIE® Perfluorinated
Compounds (PFCs) 1372 HEAHIERY)
ETHD, b MIEICHEIKLCIRASCAN
A B L CRE ISP, PFCs 3%
WERHRE SN TEY, TERNTOIRIRR
B LDR~DREBEHZBPBESNTND

(Midasch et al. 2007; Monroy et al.
2008) , Perfluorooctane sulfonate (PFOS,
C8) I, WEF COEEM. £WEREME.
EHEBEREMME, BHEPBRESSNAZ 0D
EBRRBE CHEE T 2EORENED ST
W5, BEEEL)LO PFOS.
Perfluorooctanoic acid (PFOA, C8) IEFE
(XD b DOHAERMEEA~DREIZDONT
EVERE =B LT RICE > TR0 ( Fei
et al. 2007; Hamm et al. 2010; Monroy et
al. 2008;Washino et al. 2009), *7=.
PFOSPFOA kI W mHFx#H L o £ v
Perfluoroalkyl carboxylic acids (PFCAs)
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1Z. PFOS,PFOA DIl FEENBRERT L
TVWHDIZH LT, IRENEF LTS
ENFE I TWAS (Harada et al. 2011;
Calafat et al. 2007), PFNA (C9) DOtk
IR, (T o lEOFIET. (FDIRER
D FEOREEICEAHRT D L (Wolf et
al. 2010), XV RFEHPEV PFCAs i1,
PFOA L VW IKBE CAYFNIGER T
ZEMNEEINTWS (Matsubara et al.
2006; Liao et al. 2009), L2>L., & h~D
BEIZOWTOHRE TR TH7 <A b
T Tz,

AWM TIIRELFEWEIZ S - & bl
BRI RSl L C— AR L~ &
% PFCs Mg, FRZRFEHD KV PFCAs
WEREZH THRIERE~DRELY KM
B & HAE 3R — MEEZ AW TH L 2NMZ
TH5ZELEERE LT,

B. WS E

2003 F-0> b 1A & HA R — NFFEIBR
BEET L OREICET IEEME &
EhEH TH D, 2003 F~2009 FEIZBINE
G L7=RIR 17,869 4D 5 BLR—RXT A
FEE, ERDE, EIREH O kA
NHDHHD 12,849 LN LEREEE . 5ERE
ERRANLTZ, bl RD4 4, A - 152
REEOREZELNH D H D 6,335 AL EF
300 4 & 7 & A L (2009 4D FH 295
4).2,095 4 % PFCs HIEXI&E & Liz,
Z DD BARMIE TR, RS M EEREE,
TLYRBEPR S . BERIR G OMER, FH, &R
BE . ERMELER, 725 NS IR
B 26 # LAN O T s O A5 109 A& BRAk L.
1,986 & T RE L Lz (K1),

SSHTEREHIIENE 28~31 3@ ORI 1f 4%
& L7, BIALERJFEEE. M4E 0.5 mL 2%
E AL K B % 4% E PFHxA-13Cy,
PFHxS-3Cs, PFOA-3Cs,,  PFNA-3Cs,
PFOS-3C4, PFDA-3C2, PFUnDA-3Cy %%
25 ngd@iML, 7 h=h UK 2 mL
ZINZ TR, 15 R LBt L, A

Z7 B L7=%. Envi-carb 25 mg & Eifig 50
pL Z2Hn L. ##e. =050 BEE 156 4T
o7z, IR UTCEAR 2 ZR=50E T T
EHAH /=05 mLICHEME LS
DEREER & Le, LC &L Waters
il ACQUITY UPLC system, MS/MS #:&
X Waters 8 Micromass Quattro Premier
EH L 2, S T AR
Ethylen-bridged (BEH) C18 column

(1.7 um, 2.1 x 50 mm) #fHw, V5o
s ¥y v 7472 BEH C18 column

(1.7 um, 2.1 X 100 mm) Z#RE L7, &
EFRIZIE 2 mM EERR T T =T A DK/ A
& ) — ViR % AW, & 0.3 mL/min
TER L, EHAE 5 pL 2 UPLC/MS/MS
ICHEA LT PFCs 11 k&% (PFHxA,
PFHpA, PFOA, PFNA, PFDA, PFUnDA,
PFDoDA, PFTrDA, PFTeDA, PFHxS,
PFOS) O—&F i &1T-o 72,

WHExt 83 1,986 A 1 41X 4E PFOS
BED 312.7 n/mL L &L AWFFESINE
® PFOS IREDHFREDK 10 5 TH -7
720, BRI UERHEAIIZ 1,985 A& ABFZe5f
GFEE L, £70. R ERR
PFHxA % 1,110 A (55.9%). PFHpA %
1,360 (68.6%) . PFTeDA i3 1,807 (91.0%)
EELBEINZD, Zh b 3 BED
PFCs 13 MERI DFEAT DRI LRI LTz,
Total PFCs I%, 11 f8®D PFCs X T®D
BEZEHLEZLOTH S,

WS INB SRR I AR O S in . BE(FFE
OB EE AT BRAEMEA~DRIZ
URFE L, HERREIIHRE» O AT LT,

HERET 9-12 4, 13-14 &£, 15 FL E
D BRI, HERIIAIRE & RIS 0E
L7, #HERID Body Mass Index (BMI)
WZOWTHE, EimARRAAEE LA~/
BRoE-GRZEKE (k) ~HE (m) ?
DORMNLEH Lz, £/, BERRIZOW
T = F = REZ Ao, RIS
DOHFIEREX, TERA TR & TBRATE] @
2 BZHTT2, BBERIZROBEMD
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PFCs BEDZEIZ DWW T, 2 M
Mann-Whitney U-test . 3 #f L £ X
Kruskal-Wallis test, J&H% 8k RE D5
&, F72iX PFCs MDOAMHEBEIZ >\ T
Spearman’s correlation test & i\ THEAT
%#1T> 7z, Spearman’s correlation test ®
BRI r ERE LT, S BIT, BHEMmAF
7 8 fHEH PFCs R (11 3+ PFHxA,
PFHpA, PFTeDA [&#& H R 5 AE < 1 25
50%LL BT o7 E <) & HAEREREL
DEHEIZOWTEERSTZ21To72, BE
SN IEREE RS2V, BT
> CTRHAKI F D PFCs DR EE % & ARz
EHLU TR0, EHREHRE LTRE LT,

PFCs DREAD i Hr i BE 3R HFR AR C
HoT AT, BEHRFYEDO -5 OEZE
Y 4-C7=, Crude model IZH1Z T, AH&
KF %385 L7~ model & 3 OFHI L7z,

adjusted model 1 Tl. EAWBEMETOH
B (fEfeE%. BEOHEROFR, TR
AT BMI, HEE RO MR, HERIED 2170,

adjusted model 2 TiX, adjusted model 1
DRI TREOEERE, migH
DaF =y (R FVERG 8 R
FUEDHE 0.06 ng/mL ZF ) . EIRGIHA
OBBEREEZ S HIZMx THREZITVL,

adjusted model 3 TiX, adjusted model 2
DEFEHEFITIA T, D PFCs D&%
ERSN9 D T OIZfEHT 5 PFCs ZBR\N %
DOfh 10 FEEED PFCs DAFHEREZF =
NN CRAB L, ire2EmL7x, 3T
DEEEA 121X, JMP for Windows.

version 9.0 Z V>, P A7 0.05 KD
B FENICEREREZRD DL & LT,

(fERE ~DBLE)

AMFZEIL, ALvEE KRR ER ST
HE L& —B L0 E RFERFERES
R - EORBZESORRBEET, [
A& B OMENT —Z OIFERIZOWTIE, T
— X OEBRE I CE R RE ST A TR T
LI EOHEITLVITO & EbiT, FEE

DEBENEERICESOTEAT —F 2050
72 BT H AR DI FEE AN DI DF
W BNV E D ICEEICEE L. LY
Wiz,

C. WFo#ER
1,986 4 ORHAMAEF D Total PFC & 11
FE¥ED PFCs IBEZ R LT= (3% 1), Total
PFC 21X 11.1 ng/mL TH Y . HBbEH
~>7=Dx PFOS 3.8 ng/mL TH YV, &KIZ
PFOA 2.7 ng/mL. TH o7, LT,
PFUnDA, PFNA, PFDA, PFHxS &
PFTrDA, PFDoA DJEICEENET Lz,
7% 213 total PFCs BE - RIEOBEMEL
DOBEEIZDOWTENENR Lz, B A
total PFCs JRE L BIRO BN & OBE|IC
DWTIE, BEOFEER (FEE (£SD)
30.4%=4.5 %) NEL 2D O TlgES
total PFCs X A B W 4 L 7=
(r=-0.051;p=0.023) , EIRRFT DO RFH O
BMI (E¥fE (£SD) 21.0+3.0) &<
72 51O T total PFCs I3 EICHA L
7z (r=-0.118;p<0.001), HEENEL 725
1223 T, total PFCs DEENE EIZ S E
L7z (p<0.001), M 2 = fHEiL (GF
¥)fE (£SD) 9.7+382ng/mL). PFCs
L BE AR DR 72 (r=-0.009;p=0.684) ,
ERAENCEGE LTV =/ (12.8%) @
J7H M total PFCs DOEENEZITE D
>7 (p=0.002), F7-. HEREIX. VIELF
(1,063 A, 53.6%) 3, #&Emw (920 A,
46.3%) 2T LA total PFCs DOJEEE M
HEIEDI o7 (p<0.001), 7ERREZEL (F
¥JfE (£SD) 38.9+1.33) BRELRDIC
S T total PFCs B EEIZ LEH L 7~
(r=0.045;p=0.012), *7-. BIE (1,002
A, 50.5%) & &2k (983 A, 49.5%) T
X, BHAIML Y total PFCs IBEICHE R EIX
RO LN T,
# 3 1%, TotalPFCs., % PFCsIEZEIZ L
HHERERE~OREORF T2, B
DOEXMAERAE (=SD) %, 3060.3*=
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370.1 g Td-7-, Total PFCs I,
Crude model T 2.7 fi% totalPFCs J2E 2% £
@5&5u@ﬁ$ﬁ%ﬁﬁﬁwb ZDE
IR B IRICERD bV, AT
HIETEDEEIIHEAR L, PFOS,
PFOA (C8) iz T%, Crude model T
1% 2.7 fEIREEAS B35 L 36.3g.  26.7g F
NZEFVHAEREERFD Lo, KT
THIETEDOEEITHL L, PFNA
(C9) IXTRTOETFT N THEZRADREE
%z~ L. adjusted model 3 TiL 2.7 %
PFNABEN L2 5 & 41.7g HARHMEE D
WA L7 (95% CI, -77.9 to -5.6g, p =
0%@ é6u\%®ﬁﬁﬁ@Li%ﬁT
59.3g “CZ’boﬁ_ (95% CI, -110.2 to 8.3g,
p=0.023), PFDA (C10) Tik, EAHE
METORHE (ERER. RO HEROFE
5. SEHRET BMI, (2 R oMk, HEEREIE) |
BEOHERE, MFFOaF=RE,
IRAH O BB B A2 S L 72 Adjusted
model 2 TREMRIZ 2.THREN LR S &
31.8g HARFHAEN A L (95% CI, -60.6
t0-3.0g, p=0.031), =HILBELTERIL
RER, BIRICADOEMER LD (per
log-unit: B=-39.9 g, 95% CI, -80.5 to 0.7
g, p = 0.054), Adjusted model 2 TDOFHE
FFZIZ T PFCs DEEEZ BRI T 5
7= DIAT » T2 f#hT9 % PFCs 2R\ = ZF D
fih, 10 FE¥ED PFCs OAFHREZ TN Eh
Nz CHE#E L7~ Adjusted model 3 C j:%
DREITH L LTz, PFUnDA (C11)
IBEETIIHARERELE OFE foa@gkﬁ)wu
DL o TR, TR LIERER, &K
RDIHT-38.7 g HAEREEIEA L7
(Adjusted model 2 ; 95% CI, -77.1 to
-0.4 g, p = 0.048), L2>L. Adjusted
model 3 TFDEEIITH -7 (per
log-unit: B =-42.0g, 95% CI, -84.6 to 0.6
gp-—OmB)‘it\PFHDA(CEQ'C
H, BaeET iuﬂéﬁ#fﬁiﬁk DEIEDF
Bé’lﬂlﬁ?ﬁ)o T=Dizxt U ETRERI LI FE R,

Crude model 7>% Adjusted model 2 £ T
X BROoOMAEREENGRICEAD L

(Adjusted model 2 ; per log-unit: B =
43.8, 95% CI, -84.8 to -2.8 g, p = 0.036)
L2 L. Adjusted model 3 T# DEEIL5
< 7go7= (per log-unit: B=-44.9 g, 95%
CI, -90.1 to 0.3 g, p = 0.052), Z DD
PFCs (Z2oWTIE, MAREELDFER
BEIIFRO bR h o T,

D. &£

A TNL AT RIS TRE WY
TNV A X THEEEL-IVOEW PFCs
R, FRCEHRA/SZ LW PFOS PFOA X
nIRZHEIPIEV PFCAs ICEAZY T, B
R~DOREE, hEELE &J’Cﬁiﬁ L7=#8
TOWETH 5,

bt ~3EF PFOS, PFOA 73 [EZ Ee~
TIKERE 2R L7z—F T, PFNA,
PFUnDA, PFTrDA 7z £ PFOS, PFOA X
VIRZFHEE DRV PFCAs IX., BRIz~
TEREICHFEL, ZNTERT T IR
B CdH-o7-, (Harada et al.2011),

AEl, &REXSRE Lzt &, PFNA &
T LAIC L > THARKEICEERADH
HER L, SbIZ. B TR LTRER.
BIRIZBW T HAERMAEICEAZE 7oA DR
NBH LT,

B ERBOWME TIX, EE~ 7 AT 18
B PFNA % 1.5 mg/kg., 2mgkg il
BOE LR, FORT, FOKREM
D BFEOBIENTED 51072 (Wolf et al.
2010) , PFCs BN HARMAEIZES
'éiﬁif = AL LT, HE, FRRIER{RE
WD DEERTFTHL AT Y —
LHEFHR FIEEE SR (PPAR) o D
ERRBENTWS, PFCs 1Z. ~UvA %
VvV — LHEFERICH Y | FFIER E ORERR

1255445 PPAR o ZiEMEAL L. BEIAEE D
BER L E N LT ROt 2R S8, gD 5
DBIKBEE Y RE L 7Ra L AFa—/)L
DFEREZRET 5, ZOLIIZEED
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RE & Ok ok 2 EAEmE o2
AT =R Ny &Y RO & FFiE
EREELILTLEEZ LN TS (Abbott
et al. 2007; Escher and Wahli 2000),
PPARa / v 770U b~ X% HWTEER
TIE, IR O PENA BRI & B2{F 0 AF
RORTATFOEERAIZ PPAR o 3E55-
LTWa Z EnMmEINT (Wolf et al.
2010), £z, ABFFETIE, BRIZXVE
EIEE~DRERBDLNTH, T >
MZHEARTHEDO S O PFNA JBE 38
ZIZE <, PPAR T k5 B -FR biEME & I
DI BEMER P HE X7z (Kudo et al.
2000), F£72, Han &t PFNA Ok =R
ITHEERH Y, BIRTE D BRI E
ZLEEWELE (Han et al. 2012), i
B DI ITABFIERE R L F U %R
MERTHoT,

L72xL. & FTORITHISE 2 #HiL, PFNA
FEIRHIRER IC L 5 HARHRE~& DREN
PO BNIRIN 0T, AR OIS E K
25 1, 985 A, AT LA 1.2 ng/mL,
R SEYME 1.2 ng/mL 2k LT, A FEFD
AL, BFERSEK 101 A, RHRIMTE F 5
fE 0.8 ng/mL TH V. BEEDHFIEREEI
429 A, MIEERERMAEHME 4.2 ng/mL

(s 2.36 ng/mL # MiEEE IZHE
(Liu et al. 2011) ) T& - 7= (Monroy et al.
2008; Chen et al. 2012), BEDORKIME
BV, AR IV RENSEWVIMEE L DR
BB o ehoTo, YTt A4 XD
BV, ZTHEDBVREZ bND, TVT A
TDONBEND DDV TIFRATH 5,
%7z, PFUnDA %, REKTIIHAER

REEOFEZREENRD bR o T2,

HETREINLIERR, ZKROALTHARKE
BT HEmE L7 (P=0.053),
PFTYDA TbHL R OMEMm 2~ L 72
(P=0.052),
B EER Tk, RFHDE PFCs,
Z X PFHxA [T 5 (> ) »
PFOS, PFOA Tl 21 180 KfE ., 138

~202 RFRIZRF LT, 1~3REFTH Y

XDLDOTERIRFNOH SN D DR L
T.PFOA LV VW RFHZRD PFCs i1,
7 VT T AMERNEL L0 BV EREM &
BHEERTHEANSH D Z ERRR I TN
% (Conder et al. 2008; Chengelis et al.
2009), F£7-. PFOS, PFOA XY [R3%E4H
DE\ PFCAs i, PFOA L v bi{KEET
AYFERRIGER T2 EBHEI T
BHZ B (Matsubara et al. 2006; Liao
et al. 2009) . AL TIE, PFOA XV [R=E
g £y PFNA, PFUnDA., PFTrDA
THARERE~DEENRBD N0
LivZevy, 72, Liu i, fERICIInsE
DELEL LIz LT, i PFCs (2,
PFTYDA (ZRAMm A £ 0 & BEE i o o i
EREWZ EERLTEY ., ZOMEmIT4E
WCEIBIZBWTHEE T EHELTW
% (Han et al. 2012; Liu et al. 2011), =
O OERIE, A EOMITRE & F UM
MERTHEDThoTmbEZLND, L
L., PRTrDA IZDOWTOEHEIXITE AL
72 WEIERBZ2 SRS W T2 OfIRIZIT
BEETHOIMLENDH D, £z, THE, RHE
$H45 9 » PFNA % TPPAR o DIERIZH#L
BG4 50, TNULRBHPENEDIZ
IIVER D E8L 72D &9 HREN PPARa /
v 7T U MR ERWEERTIThILE

(Wolf et al. 2012) .

PFUNDA [Z5WT Dt ~TORITHE
1M THY ., BEETIIARFEZER L F
#k. PFUnDA J5EHIRERIC X 5 HAERK
BE~BOBEEIIRD N0 o7 (Chen
et al. 2012), HEZFEIZOWTIL, BE TITH
HFEINTWRWed, 5% EZ2 D080
EThD,

A& AEL-LOIRIEH PFCs BREIL.
IV RFBEHDOEV PFCAs BBEMN, I4FE
1> PFOS, PFOA IZH_RTEEETH D
WS D LT HARKEOMICEOBE)
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#£1. BEMmIEF D Total PFC & 11 FE¥HD PFCs BE  (n=1, 986)

Detection
limit (MDL)* ND", No. (%) Mean Minimum  25th 50th 75th  Maximum

total PFC 11.1 3.0 8.0 10.2 12.9 44 4
PFASs

PFHxS 0.2 374 (18.8) 0.3 ND 0.2 0.3 04 3.4

PFOS 0.3 0() 38 0.8 2.6 3.4 4.7 17.9
PFCAs

PFHxA 0.1 1,110 (65.9) 041 ND ND ND 0.1 0.7

PFHpA 0.1 1,360 (68.6) 0.1 ND ND ND 0.1 1.0

PFOA 0.2 1(0.1) 27 ND 1.3 2.0 3.3 24.9

PFNA 0.3 3(02) 14 ND 0.9 1.2 1.6 13.2

PFDA 0.1 13(0.7) 0.6 ND 0.4 0.5 0.7 24

PFUNDA 0.1 7(04) 1.5 ND 1.0 1.4 1.9 5.9

PFDoA 0.1 209 (10.5) 0.2 ND - 0.1 0.2 0.2 0.7

PFTIDA 0.1 51(26) 03 ND 0.2 0.3 04 1.3

PFTeDA 0.1 1,807 (91.0) 041 ND ND ND ND 0.3

*MDL : Method Detction Limit
°ND : not detected.
°For subjects with a level below the detection limit, we used a value equal to half the detection limit.

% 2. BHAMm A total PFCs B L REIRDEME L DEE

total PFCs ( ng/ml)

NO %
Maternal characteristics Median  (25th-75th) p-Value
Age at delivery (years) 304 + 4.5° r=-0.051 0.023
Prepregnancy BMI (kg/m?) 21.0%3.0° =-0.118 <0.001
Educational level (years) <0.001
912 886 - 446 9.80 (7.67-12.39)
13-14 868 437 10.39 (8.05-12.89)
215 230 116 11.64 (8.20 - 15.54)
plasma cotinine level during prepregnancy (ng/ml) 9.7+382° 100 r=-0.009 0.684
Alcohol intake during early pregnancy® 0.002
No 1701 85.7 10.10  (7.90 - 12.78)
Yes 254 12.8 10.92 (8.56 - 13.77)
Parity <0.001
0 920 46.3 1141  (8.96 - 14.75)
>1 1063 53.6 9.34 (7.53-11.58)
Infant characteristics
Gestational age (weeks) 38.9+1.3° r=0.056 0.012
Gender 0.223
Male 1002 50.5 10.20 (7.91-12.67)
Female 983 495 10.23  (8.02-13.17)

®Mean x SD.
Missing data : Prepregnancy BMI (31), Educational level (1), Alcohol intake during early pregnanc (30), Parity (2)
Statistically significant differences (p<0.05) using the Sperman's correlation test, Mann-Whitney U-test, and Kruskal-Wallis test for total P}

®For subjects with a level below the detection limit, we used a value equal to half the detection limit.



