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y=2010&d=0319&f=national 0319_

031.shtml

®1 AERE OB
Demographic characteristics and average food intakes of the study participants in the 1990s and 2007-2009.
Area Year n Sex Age Height Weight BMI Food intake
Male/Female (yr) HSD test’ (cm) (kg) (g/day) (g/kg/day’ HSD test®
Beijing 1993 25 0/25 355423 A 158.7+2.7 55.0+3.5 21.8+0.9 2249+408 41.0£2.6 AB
2009 25 0/25 26.5£0.9 B 163.8+2.3 69.8+3.5 26.0+1.9 3054+365 43.8+5.6 A
Seoul 1994 25 0/25 37.845.7 A 161.740.6 56.3+3.9 21.5%1.6 1777+457 31.7+2.0 C
2007 25 0/25 35.844.0 A  158.5+3.1 53.4+1.7 21.3+0.8 2062+152 38.7+3.1 ABC
Hokkaido 1992, 1995 35 0/35 51.7+4.9 C  150.9%1.6 54.5+2.2 24.0+1.2 2249+274 41.3+5.7 AB
2009 35° N.A. N.A. - N.A. N.A. N.A. 19014161 37.3%3.2 ABC
Kyoto 1996, 1997 30 0/30 21.5£0.4 B 158.4+1.3 50.7+4.2 20.2+1.9 17404335 34.416.4 BC
2009 30° N.A. N.A. - N.A. N.A. N.A. 157573  30.9+1.4 C
Okinawa 1992, 1995 35 15/20 49.4¢44 C 155.146.8 61.8%4.7 25.7+1.8 26144433 42.446.5 AB
2009 35° N.A. N.A. - N.A. N.A. N.A. 18454137 36.3+2.7 ABC

BMI: body mass index; N.A.: not aplicable because of differences in the sampling methods.
Data are presented as the mean * standard deviation.
2Means with different letters differ significantly (p <0.05, Tukey—Kramer HSD test). For example, the letters A and B indicate 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

®Food samples were collected by five volunteers.
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R2 BRHPIORAINT 7 2 OEE

Year (No pg/g-f.w. ng/day ng/kg/day intake/TDI
of pooled a-isomer B-isomer Total Total HSD test® (%)
diets)
Beijing 1993  Range (n>MDL) N.D.-24.2(3) N.D.-34.1(3) 5.5-131.1 0.09-2.31 0.02-0.4
(n=5) MeanSD 12.5+10.4 16.1+14.8 64.1+56.3 1.20+£1.03 0.2+0.2
GM (GSD) 7.0(4.1) 6.8(6.1) 31.6(5.0) 0.58(5.2) A 0.1(5.2)
P95 estimate  70.9 133.2 438.5 8.57 1.4
2009 Range (n>MDL) 180.5-269.3(5) 288.4-475.3(5) 1459.5-2241.7  19.20-33.02 3.2-55
(n=5) Mean+SD 218.4+41.2 365.5+92.5 1755.6+£296.3 25.3045.02 4.2+0.8
GM (GSD) 215.4(1.2) 356.5(1.3) 1737.0(1.2) 24.91(1.2) B 4.2(1.2)
P95 estimate  292.0 534.4 2259.2 34.31 57
Seoul 1994 Range (n>MDL) 372.2-544.2(5) 427.5-1149.1(5) 1421.1-2999.4  25.60-54.48 4.3-9.1
(n=5) MeanSD 461.6+76.8 811.4£316.8 2262.3+696.4 39.98+11.21 6.7+1.9
GM (GSD) 456.5(1.2) 759.3(1.5) 2174.4(1.4) 38.68(1.3) B 6.4(1.3)
P95 estimate  600.2 1504.1 3664.3 62.38 104
2007  Range (n>MDL) 169.8-7979.5(5) 170.7-9304.2(5) 769.9-36736.5  13.90-714.72 2.3-119.1
(n=5) MeantSD 2405.5+3197.8 2817.2+3744.8 10774.6+14828.7 206.52+289.49 34.4+48.2
GM (GSD) 1123.9(4.3) 1261.9(4.6) 4916.1(4.3) 92.17(4.4) B 15.4(4.4)
P95 estimate  12418.7 15492.4 54285.6 1049.97 174.7
Hokkaido 1992, Range (n>MDL) N.D.-77.2(6) N.D.-156.3(6) 5.4-446.1 0.10-7.69 0.01-1.3
1995  MeanzSD 23.8+25.1 36.4+53.7 127.9+148.5 2.29+2.56 0.4+0.4
(n=7) GM(GSD) 14.6(3.3) 16.5(4.5) 70.3(3.8) 1.29(3.8) A 0.2(3.8)
P95 estimate  103.8 197.2 641.0 11.42 1.9
2009 Range (n>MDL) 12.1-31.2(7) 12.5-29.1(7) 47.9-98.1 0.94-1.93 0.2-0.3
(n=7) MeanzSD 19.0+6.4 20.2+6.1 75.4+22.4 1.48+0.44 0.2+0.1
GM (GSD) 18.2(1.4) 19.5(1.4) 72.3(1.4) 1.42(1.4) A 0.2(1.4)
P95 estimate  30.3 32.0 1215 2.39 04
Kyoto 1996, Range (n>MDL) N.D.-44.0(4) 9.7-29.7(5) 17.8-149.8 0.36-2.94 0.1-0.5
1997 MeantSD 18.9+15.0 17.548.1 65.3+46.9 1.29+0.92 0.2+0.2
(n=6) GM(GSD) 12.6(3.2) 15.9(1.6) 52.7(2.1) 1.04(2.1) A 0.2(2.1)
P95 estimate  86.2 344 174.7 3.43 0.6
2009 Range (n>MDL) N.D.-38.9(4) 7.6-26.9(5) 14.1-97.3 0.28-1.91 0.05-0.3
(n=6) MeantSD 15.6+£12.6 16.616.6 50.2+27.0 0.99+0.53 0.2+0.1
GM (GSD) 11.0(2.9) 15.4(1.5) 43.5(1.9) 0.86(1.9) A 0.1(1.9)
P95 estimate  64.3 31.2 122.3 2.40 0.4
Okinawa 1992, Range (n>MDL) N.D.-49.8(5) 7.8-50.5(7) 20.4-293.1 0.33-4.41 0.1-0.7
1995 MeanxSD 16.1+16.3 21.0£14.9 104.5+95.6 1.65+1.42 0.3+0.2
(n=7) GM(GSD) 9.1(3.7) 17.4(1.9) 71.9(2.7) 1.17(2.6) A 0.2(2.6)
P95 estimate  79.1 50.7 355.8 5.58 0.9
2009 Range (n>MDL) N.D.-26.9(6) 9.2-21.2(7) 19.9-81.5 0.39-1.60 0.1-0.3
(n=7) MeanzSD 13.447 .4 15.1+4.2 52.2+18.6 1.03+0.37 0.2+0.1
GM (GSD) 10.6(2.5) 14.6(1.3) 48.7(1.6) 0.96(1.6) A 0.2(1.6)
P95 estimate  47.1 23.4 100.0 1.96 0.3

N.D.: not detected; MDL: method detection limit; SD: standard deviation; GM: geometric mean; GSD: geometric standard de
P95 estimates were calculated by multiplying the GM by the GSD to the power of 1.64.
®GMs with different letters differ significantly (p <0.05, Tukey—Kramer HSD test). For example, the letters A and B indicate

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.
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%3 BEPEHERI/T T 4 > ORELR

(HA)
Hokkaido Kyoto Okinawa

SCCPs 1992/1995 2009 1996/1997 2009 1992/1995 2009
congeners range (n>MDL) Q2 range (n>MDL) Q2 range (n>MDL) range (n>MDL) range (n>MDL) Q2 range (1>MDL) Q2
C1oH47Cls <400 (0) - <400 (0) - <400 (0) <400 (0) <400 (0) - <400 (0) -
C1oH1Cls <200-290 (1) - <200 (0) - <200 (0) <200 (0) <200 (0) - <200 (0) -
CyoH15Cl; <50 (0) - <50 (0) - <50 (0) <50 (0) <50 (0) - <50 (0) -
C1oH14Clg <20 (0) - <20 (0) - <20 (0) <20 (0) <20 (0) - <20 (0) -
C1oH13Clg <10 (0) - <10 (0) - <10 (0) <10 (0) <10 (0) - <10 (0) -
total C4,Cl, <400 - <400 - <400 <400 <400 - <400 -
C14H1gCls <500 (0) - <500 (0) - <500 (0) <500 (0) <500 (0) - <500 (0) -
C44H1sClg <300 (0) - <300 (0) - <300 (0) <300 (0) <300 (0) - <300 (0) -
C44H47Cly <100 (0) - <100 (0) - <100-110 (1) <100 (0) <100-120(2) - <100-120(2) -
Cy4H46Clg <50 (0) - <50 (0) - <50-67 (2) <50 (0) <50-79 (1) - <50 (0) -
C44H;sClg <20 (0) - <20 (0) - <20 (0) <20 (0) <20 (0) - <20 (0) -
total C4,Cl, <500 - <500 - <500 <500 <500 - <500 -
Cy2Hz4Cls <600 (0) - <600 (0) - <600 (0) <600 (0) <600 (0) - <600 (0) -
C12H2Cls <400 (0) - <400 (0) - <400 (0) <400 (0) <400 (0) - <400 (0) -
C12H1Cly <200 (0) - <200-410 (4) 240 <200-410(2) <200-380 (3) <200-350(2) -  <200-490(5) 370
Cy2H1gClg <100-110(3) - <100-120(4) 100 <100-130(2) <100-120(3) <100-130(6) 120 <100-150(5) 120
Cy2H47Clg <50-63 (4) 61 <50-64(4) 63  <50-64 (3) <50-65 (3) <50-63(4) 62  <50-64 (4) 64
total C4,Cly <600 - <600 - <600 <600 <600 - <600 -
Cy3H53Cls <900 (0) - <900 (0) - <800 (0) <900 (0) <900 (0) - <900 (0) -
Cy3H,,Clg <700 (0) - <700 (0) - <700 (0) <700 (0) <700 (0) - <700 (0) -
Cy3H,4Cl; <300 (0) - <300 (0) - <300 (0) <300 (0) <300 (0) - <300-300(1) -
C13H20Clg <200 (0) - <200 (0) - <200 (0) <200 (0) <200 (0) - <200 (0) -
Cy3HyoClg <50 (0) - <50 (0) - <50 (0) <50 (0) <50 (0) - <50 (0) -
total C45Cl, <900 - <900 - <900 <900 <900 - <900 -

total Cio1sCl,  <50-173(4) 61 <200-594 (5) 530 <50-761(3)  <200-565(3)  79-535(7) 302 <200-1148 (5) 600

SCCPs: short chain chlorinated paraffins; MDL: method detection limit; Q2: median.
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(P - w#E)

Beijing Seoul
SCCPs 1993 2009 1994 2007
congeners range (n>MDL) range (n>MDL) Q2 range (n>MDL) range (n>MDL)
CygH47Cls <400 (0) 1000-3800 (5) 3000 <400 (0) <400 (0)
C1oH+6Clg <200 (0) 670-1800 (5) 1200 <200 (0) <200 (0)
C1oH45Cl; <50 (0) 180-520 (5) 330 <50 (0) <50 (0)
C1oH44Clg <20 (0) <20-68 (2) - <20 (0) <20 (0)
C1gH43Clg <10 (0) <10-24 (1) - <10 (0) <10 (0)
total C4,Cl, <400 1900-6200 4400 <400 <400
C11H1oCls <500 (0) 1400-1900 (5) 1600 <500 (0) <500 (0)
C44H15Clg <300 (0) 990-2000 (5) 1700 <300 (0) <300 (0)
C44H4;Cly <100 (0) 440-1000 (5) 780 <100 (0) <100 (0)
C41H4Clg <50 (0) 83-240 (5) 140 <50 (0) <50-56 (1)
C44H45Clyg <20 (0) <20 (0) - <20 (0) <20 (0)
total C4,Cl, <500 2900-4800 4400 <500 <500
C42H,Cls <600 (0) <600-1300 (1) - <600 (0) <600 (0)
C12H50Clg <400 (0) <400-1300 (4) 940 <400 (0) <400 (0)
Cq2H49Cl; <200-430 (2) 670-1400(5) 1100 <200 (0) <200 (0)
Cq,H15Clg <100-110 (1)  240-630 (5) 420 <100 (0) <100 (0)
C4,H47Clg <50-56 (2) <50-170 (4) 120 <50 (0) <50 (0)
total C4,Cl, <600 910-3900 2700 <600 <600
C13H25Cls <900 (0) <900-3600 (1) - <900 (0) <900 (0)
C13H2,Clg <700 (0) <700-4100 (4) 1400 <700 (0) <700 (0)
Cq3H21Cly <300 (0) 770-4100 (5) 1200 <300 (0) <300 (0)
C13Hy0Clg <200 (0) 390-1700 (5) 620 <200 (0) <200 (0)
C43H44Clg <50 (0) 91-340 (5) 120 <50 (0) <50 (0)
total C45Cly <900 1500-14000 3300 <900 <900
total C40.43Cl,  <200-596 (2) 8543-28339 (5) 15360 - <50-56 (1)

SCCPs: short chain chlorinated paraffins; MDL: method detection limit; Q2: median.
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F4. FE., AARTORAMM, AEHOEHBRIL/NT 7 4 VRELHEHERE

Area Concentration (ng/g) Estimated
;Z:;C)h Classification Name £SCCPs GP-C10 CP-C11 CP-C12 CP-c13 Make(d
g/d)

& HASEE 30 GRAR) BRI EREE 14.0 33.0 38.0 42.0 4.3
rYEODVH <4 6.6 <6 <9 <0.3

LAY ey ¥ <4 <5 <6 <9 <0.3

PR 11.0 270 210 1800 7.8

VEDYHE <4 <5 <6 <9 <0.3

=T ih+ETE £ <4 <5 <6 <9 <0.3

= MEER i GRR) ATH (TS B) 210.0 2500 260 120.0 19.9

REH# (5 FR) 2700 4000 750 36 360

ML 56.0 170.0 160.0  130.0 17.0

CEH 230 320 180 1400 69

TEH(NAUEAR) 98.0 220.0 170.0 140.0 20.6

SRFDmH 14.0 22.0 11.0 19.0 2.2

#1—T il 9.3 8.3 <6 <9 0.6

INE— R— 18— =4k <4 <5 <6 <9 <0.3

v—HI R—/18——4yh <4 <5 <6 <9 <0.3

E¥H REF 1BITsE 12.0 22.0 17.0 19.0 3.5

ALY 5.8 10.0 9.9 18.0 2.2

BIFEF (VLX) 22.0 53.0 44.0 37.0 8.0

BITEF(ZF) 36.0 27.0 15.0 48.0 6.5

7 3.4 4.1 1.3 2.3 0.6

BT (F2EK) 41.0 41.0 23.0 49.0 7.5

EE S EE N 1.0 0.7 <0.6 <0.9 0.04

B=TAMRIYY P52 Fwh%90 T <04 <05 <06 <09 <0.03

Ez—iSvy % 6.5 7.6 3.1 1.4 0.50

HRTLYYa) e R—sS—T—Auk 3.7 0.5 <06  <0.9 0.11

("*'fo_j'i:,;ﬁ A= 20 <05 <06 <09 005

FAELTA) =x Wi 2.0 9.8 5.2 3.9 0.71

#H 5 7.9 8.2 1.3 1.4 0.50

B R—/18—T—4vk 3.2 1.8 <0.6 <0.9 0.13

B Z2—)5——ubk 2.6 <05 <0.6 <09 0.07

=5 R—18—T—Hvk 2.7 <05 <06 <09 0.07
RRAL R—IA—T—Hy 0.5 <05 <06 <0.9  <0.03
FHER (FEF) R—s3—
gk 4.3 5.3 0.8 1.3 0.32
BELY ; 440 790 460  16.0 5.0
F—X KB R—A—T—Huk 87 110 6.2 3.3 0.8
FF R—/8—<—Hvhk <0.4 <0.5 <0.6 <0.9 <0.03
FEF RUEFEHE vIR—X X-—/\—?:‘;);yh <a— < <5 <6 <0 <03
A ‘_VEZ"" Fa— <4 <5 <6 <9 <0.3
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EER HAEE i G&RIK) VEDYiH 22.0 53.0 56.0 -~ 170.0° 9.8
a—i <4 <5 <6 <9 <0.3

RKEHEEFHEARZ) <4 <5 <6 <9 <0.3

ASEHIPRIETHAR 180 360 480 300  67.0 5.9

VEDYH 800.0 130.0 200.0 180.0  290.0 26.2

PN \ar-:f;m-rmﬂaﬂa 14.0 <4 6.2 74 <9 05

VEDYH 1100 230 350 190 310 3.6

E—FvYih 17.0 34.0 24.0 26.0 3.3

788 F—X 2.6 24 0.8 <0.9 0.2

E¥E MEF 24.0 24.0 14.0 18.0 4.0

& s i GRK) AU—Timh <4 <5 <6 <9 <0.3
535 13.0 34.0 38.0 29.0 36

533U 19.0 71.0 75.0 60.0 75

KEMB-EHEER 66.0 56.0 12.0 31.0 5.6

EIEAE 24.0 58.0 53.0 71.0 6.9

E!:{S sHiEEE SH G TR 8.3 10.0 <6 <9 0.6
(f{; EIEEH <4 <5 <6 <9 <0.3
#) 27 85.0 64.0 <6 310 5.9
E—FvvYAaiL 22.0 38.0 15.0 34.0 36

i <4 <5 <6 <9 <0.3

IZAIZGH <4 <5 <6 <9 <0.3

fEayim 790.0 2,100.0 1,800.0 2,800.0 245.3

Boarsim 560.0 760.0 300.0 1,500.0 101.4

ZTFEm . A <4 <5 <6 740 2.4
HEEDNEXEYRDOI1BEEE327:Q20028E5) ICE K(FEEREE - #ERIK 2004)
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B4R EH ARG S (BMORZEHEREENFIESR)
SRR &

BERNBRINLGYEOEZSY Y > 7 —RBER kI —
HHT v RILEY)

EEMFE MR MR
oEptrEE EE S
(e i B HET

FUER R 2R AR R S i AR 0 B
TR 2E R A RHR S £ B
TR 2R M RR G A 0 BF)

WREE

AZETIX. BFF PFCAs(CS-C1EO 7O 7 v A IIVEBHOLNITDHI &

ZHME L, AfEEO [REFHEF O PFCAs SHEDEN ] IZTHRE L2,
PRV EREDNITEEZHWTHA - fE - BEO 1990 £/, 2000 F£RD
BERABOIITZEIT o7,

PFCAs BEEIZY 7V TI9904EICHER, 2000 FERTIZAEITHMNR 501
7. I SITEEMRNY — 2 E LT, FEBEPFCAsH EEGHPFCAsX D B H
A BETEMIZRAS N2, ZOEMIETHFROIMFEFPFCAsOES Y >
/7 fli(Harada et al., 2011) &I L TH U . BHEIZPFCAsD E B2 BEGRIKZ &
R N5, PFOACS) LD HEHDPFCAS(CI-C14)DEIGIZ=HEEET
199047 5 20004E (G IZ T TE8% N H82% N EWIML TH D, WY PTITH

172 RMPFCAsDRENHEML TNDHZ

EDRIREN D,

A. BHZEHRY

i v RBEEPIFmELES, 7
v EBEREOHRMAELTHND
NTE=, jkFR—7 v EEORE
EHDH, (LFMITLHETH D7D
WREERT, 2OV TV
%5 (PFOA)XE MR THI AR E
DIE TN RBEINDR EBRESNRE
1TV 5(Apelberg et al., 2007; Fei
et al., 2007), IT4F. PFOA(CS8) & Hid
NPT HREFEEEOERDZINIVT
AT 7IVFIL A IV > (PFCAS:
C6~7. CO~IHMHANZEZDEY
7 TOE MM{E R TRAER 7R
MR 5N TW5(Harada et al., 2011) .

HADA ORI TOHE T, BF
1 PFCAs 2N E/RBRERAERE & ST
5% H H 0 (DHollander et al,
2010). fasrgER EMEMEM LX)V T
DOaHBIEHRNBMESNITND

(Haug et al., 2010). L22L725 1
HOEBODBEDORED S AUH
1o BRI TO PFOA(C8) X
0D E$HD PFCAs SO OB, 7
WFREELOHELINSETY VT T
X~ 0, (Karrman et al,
2009,) '

AW TIERIE TBEHEF O
PFCAs 3 #rik DRENL] [T THE L7z,
WRZOEREDSITIEZAWTH
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A - E - BEO 1990 £4L, 2000 4
ROBEHEZONMLZDOTOT 7
AINZHSNZ LT,

B. Wt#hiE
1. Htrhik

AR 2 T H BT D W TIE A SRS
D [ EBEFE DPFCASHHTIEE DHEST
IZTEREETo TS, fHEIZIILL
TR T 5, AESRYEIL.
PFOA (C8). PFNA (C9). PFDA (C10).
PFUnDA (C11). PFDoDA (C12).
PFTrDA (C13), B k O
PFTeDAC14)DbEME LT, BE
MBI —HoDeEE KB F9 —
T - RED A XN Z{To72%
D& Uiz, GENIZOREINT
BEREBMNSNS1gZ2DIELSWTH
Bl E Uiz, 7312, 13CEERR DPFOA,
PEFNA, PFDA, PFUnDA, PFDoDAA
HIEZERE, -7 FIAFIIT—FT)
(MTBE)1ml. 0.5MF kS5 7FI7 >
Eo LAWK (TBA)  0.3ml. 0.5M
REET MY D AREERR0.6mlE N A 7z,
Fa—TJO—7—F—ICT2 4KMH
FHRERA S B 2%, BmOSBEZET N,
FEEBEDES, T5IZMTBEZ
ImLEM U . 24KFR[EER, =05 B,
FEZRSEEZROR L (§F2E
D). ZORKZE SHEZERLN
TEEL. 0.1 MEEXR DL T K
W EIRIMU, XDV ATIViE

BRI L T2,
GC/MS (Agilent 6890GC/
5973MSD, Agilent Technologies

Japan, Ltd., Tokyo, Japan)Z F\\T
#l%E L7z, DB-sMS(2£30m. A&
0.25mm, EE1um)DH Z LA THHEEL .
Single ion monitoringZfEfH L, {5
AF MERAF = T L 7,

MEHZIZEAY RN IR
BEIF150C & Lz, HIBELMIZT70C
T2 F#. 100C £ T20C/min,
280 C £ T30C/min THIE L /=,

2. Y2TIHEHM

AR FERGRIN > 7 R ER R D
BETIE 1B A0 —HORE
ZIRGFAE L TR & U EH60REL.

EARFIB00NTOREREE L, HE
1996 or 1997, 2005; y#E 1992 or
1995; JLiE#E 1992 or 1995), ¥ [H
(V™)L 1994, 2007, 7Y > 2008)
W (1993, 2009) T & % (Tablel,
Figl).

C. WhHFiRER

PFCAs ® — H & Bt & (ng/day) 1%
Table2iZ/~r9 (g/g-food weight TP
fElXTable3lZ/R9), F2lC=HED
R Z50 9,

H#& : HA TIZPFOA(CS) 2 &
PFCAsIZ1990F X, 2000F AL T
I N, B & U THE
$HPFCAs (PFUnDA (C11) PFTrDA
(C13) M E %4 PFCAs (PFDA (C10) .
PFDoDA (C12). PFTeDA (C14))iZ k.
RELSFENHHEWNRR SNz,

BE : BETIX1990E RN,
2000 DY > IV T EHPFCAs
(CO-Cla) T EAL T ML T W=
(p<0.05, Student’ s t-test). #ETH
H A& & [ & 12 #F £ 8 PFCAs @
PFUnDA (C11) PFTYDA (C13)%M&
¥ $HPFCAs (PFDA (C10) . PFDoDA
(C12). PFTeDA (C14).i2ltR&E <&
ENHEMNR SN, —HHAEIX
F72 D PFOA(C)IX T NTH IR RLA
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T (<10pg/g-f.w.)TH o7z,

PE: PETIHEEEFRIC HAL
B72 D PFOA(C8)IE T X THHIBR LA
T (<10pg/g-f.w)TdH o7z, PFCAsD
F Tl PFDACIO) W& b & < .
PFNA(C9). PFTrDA (C13)&#i< B
Lo TN5, HA -BEEIIRZRD,
ZFHGHPFCAs DEAL X ETIZ R
53RN,

D. %

Bl T REHEIEL, Total DPFCAs
BRENY 7))V T2007TEICHN, HE
WML TWasZ ETH b, I5ITH
W7/ %y — > & LT, A EHEPFCAS
NMEESEPFCAs L D H HA -BETE
<Rz, ZOEFEETUED I
BEHPFCAs O E=_ %Y > 7

(Harada et al., 2011) “FLIL TH O,

B PFCAs D EE R BERIKE &
HHIEIND, F/ZPFOACR)LDBHE
$H DPFCAs(C9-C14)DEI G =7
LT 19904E D 5 20004E I 2 1
T68%MN582%IZHML THD., Y
7 OEMEHEPFCAsD ZE N EM
LTWBZENRBEINS,

B EHPFCAs ORIE M 11 iE
PFCAsIT L RIEFIZDIR W, T DR S
Niz5—% %#TabledlZFE D5, /)
7 x 1 T PFOA, PFNA, PFDA,
PFUnDA, PFDoDA® # B &1XE N
#N31, 9.5, 13, 6.7, 6.7 (ng/day)7z &
fARSHEMAERONTEMHIVEES
NTW3B(Haug et al., 2010), ZDX
NI oA TIEHEHAREE&IT
Bis 0 FEEAM OMEMIIA S N7R N,

E. #&&m
AFFE T, FESLL=HIEFIEICT
EEOBEHRPFCAsEEZHIEL ., 8

mEZstE L=, ZO#E. Total
PFCAs BEEMNY 7))L T19904 1T
L 2000 ERAEICHEML TWAH D
ENVHIBAL 72, & SRR Y —
> E LT, FEBHPFCAs D H £ 8-
PFCAs& D & HA -#EETEAITHS
N7, PFOACS) X 0 HEH D
PFCAs(C9-C14) DEI G 1X =7 E ¥
T19904E 7 5 2000 RITMITF T
68% MM H82%IZWML THD, WYY
7 TOEMPFCAsORZENEML T
Wb ZENRBEINS,

F. fEEakiE®R
AN

G. WHERE
1. WX RE
AR,

2. FERE - ZOM
VARV

H. MR EMED T - SRR
1. Rrar s

AV,

2. ERAHEB

A

3. DAl

AW

I. STk
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Table 1. Demographic characteristics and average food intakes of the study participants in the 1990s and 2000s
Country Area Sampling year n Sex Age HSD Height ‘Weight  Food consumption HSD Fat
Male/Female (yr) test® (cm) (ka) (gday") (gkg-bw’day”’) test" content(%)
Japan  Hokkaido 1992, 1995 35 035  51.7t49 A 150916 54.5+2.2 22494274 41.357 AB 18404
2009 35 NA NA - NA 50.9° 1901161 37.3+3.2 ABC 28104
‘Kyoto 1996, 1997 30 0/30 215804 B 158.441.3 50.7+4.2 17404335 34.46.4 BC 2.210.6
2009 30° NA NA - NA 50.9° 1575473 30.9+1.4 C  25:06
Okinawa  1992,1995 35 1520 494344 A 1551468 61.8:4.7 26141433 42.4:65 AB 2203
2009 35° NA NA - NA 50.9° 1845+137 36.3+2.7 ABC  3.640.5
Korea  Seoul 1994 25 0/25 '37,8:!:5.7 C 161.7:0.6 56.3£3.9 ,177'7t457 31.7+2.0 Cc 1.540.6
2007 25 0/25 358+4.0 C 158531 53.4+1.7 20624152 38.7+3.1 ABC 22103
China  Beijing 1993 25 0/25 355423 A 1587427 55.04#3.5 2249+408 41.0+2.6 AB 3.0:0.3
2009 25 0/25 26509 B 163.8+2.3 69.8+3.5 30541365 43.815.6 A 3.9:0.4
NA: not applicable because of differences in the sampling methods; kg-bw: body weight in kilograms; HSD test: Tukey-Kramer honestly significant
Data are presented as the mean * standard deviation.. )
“Means with different letters differ significantly (0<0.05, HSD test). For example, the letters A and B indicate 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.
bFood samples were collected in markets by five volunteers. ) )
“Mean body weight of a female aged 26-29 years in 2007 in Japan was assumed (National Health and Nutrition Survey in Japan).




Table 2

Dietary intake of n-PFCAs from the composite food samples (ng/day)
‘Year (No of nd/day :
pooled n-PFOA .~ n-PFNA nPFDA ~ 'n-PFUnRDA . n-PFDoDA n-PFTIDA n-PFTeDA Total
diets C12 C13 C14

66.6(n.d.-80.2)

6.5(n.d-13.3) 15.0(n.d.-16.0)

126158

Median (Range)  <22.
MeantSD

! Ab

'Median (Range) 9 <12.4(n.d-15.8) 13.8(6.9-19.1) . 7(nd-14, . 8.0(nd-29.6) <6.2(nd-19.4) 168.1(35.1-141.8)
("=5) MeantSD - 94149 131249 - 8053 13.0£12.1 - 787408

GM (GSD 12.2(15

'Median {Range) ; . <36(nd-68)  * 82nd-132)  ** <36(nd-52) 93(52:222)  * <3.6(nd-3.7) 140.4(28.856.4)
(=5)  MeantSD - e - 8544 - 10569 - 404116

Median (Range)  <21.0 . <84(nd-16.1)  |86(68-134) 60.3(46.9-80.2) 17.1(12.6-25.3) 49.3(41.4-67.8) 9.6(5.6-11.4) 172.8(132.3-225.2)
(=5)  MeantSD . L 94428 6341124 17.44.9 5414111 9423 17164348
- - 16.9(1.3 53.2(1.2

Median (Range)  <222(nd-358) = <8.9(nd-13.7) <4.4(nd-5.2) 145(89250)  *a<4.4(nd.-4.9) 131(52-297) <44 79.3(33.8-88.5) AP
(=7)  MeantSD - - - 15348 - 15.719.8 - 64.6£22.4 :

*a49(nd-16.1) 14.5(n.d.~40.0) 57.8(50.7-146.8)
6.0£4.8 18.4:12.8 - 76.5:37.2

Median (Range) <18.1(nd.254)  7.80nd.-203)
(n=7)  MeanzSD - 8.646.1 Lol
GM (GSD ) <76 }

Median (Range)  23.7(19.7-30.8) 2.0(n.d.~4.5) 8.7(nd-17.2) <3.7(n.d.4.3) 5.6(n.d.-13.6)
‘Mean:SD 124.3:3.6 - - , 9.114.6 - 62440 -

(n=6)

Median (Range)  23.9(n.d.-38.2) <63(nd-99)  <31(nd-59)  84(nd-330) <31(nd-93)  97(nd-348) <31(nd-43)  566(2351175)  Ab
(n=6)  MeantSD 24.0£9.9 - - 114£115 - 1254118 61.6£34.2 ‘

‘Median (Range)  <25.9(n.d.-49.2) <104 144(nd-210) <5 * 10.6(n.d-16.2) . 55.5(n.d.-93.9)
(=7)  MeantSD - . - 13559 - 106+4.9 - . 162.3t25.9
57.4(16

Median (Range)  19.2(nd.266) 9.0(nd.-119) = 40(nd-8.2) | 20.7(12.0-30.6) 5.1(nd-10.1) 159(8.0-260) <37(nd-8.1)  868(521-922) A
(n=7)  MeantSD <185 . 90£26 484222 | 206469 . 57427 165154 o 78.0£16.2
GM(GSD) <184 8.6(1.4) 4.4(1.6) 19.6(1.4) 5.1(1.8) 15.7(1.4) L 76.4(1.3)

N.D.: not detected; MDL: method detection limit; 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.

a. Median with asterisks (*) are significantly different between time points (p<0.05 by Student's t test)

b. Median with different letters differ significantly (p<0.05, Tukey-Kramer HSD test). For example, the letters A and B indicate that the comesponding values differ
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Table3
Concentrations of linear PFCAs isomers in the composite food samples
pg/g-f.w.
Year ‘n-PFOA n-PFNA n-PFDA n-PFUNDA n-PFDoDA n-PFTrDA n-PFTeDA Total
. C14 ;

( 40) (80).
4.3(<3-6.2) 2.9(<2-5.9) <2(<2-3.0) 29.6(<12-35.7)
(n=5) 4.3:1.8 <2 27.418.9

3(6 6( I
2.7(<2-4.8) 2.6(<2-8.6) <2(<2-6.3) <25(<25-41.4)
34435 25516 4.1:3.6 28426 25.0+10.8

<4(<4-4.6)
<4
<4

Ko

; Median (Range) <10
(n=5) MeanzSD <10 <4
<10 <4

g / 100) 100
'Median (Range) <4(<4-7.1) 9.1(5.9-11.2) 4.9(2.7-6.0) 89.2(62.2-99.6)
(n=5) ‘Mean+SD <10 <4 4.6+1.3 8.432.1 26.3+5.3 4.6+1.2 83.3+15.7

e 5 ‘ o . {
Median (Range) <10(<10-13.1) 4.4(<4-105)  <2(<2-5.8) <2(<2-4.5) 32.1(<25-75.5)
‘Mean+SD <10 45:3.1 <2 21314 40.0£18.1

<2

(8
‘ nge) |14.8(<10-25.8)
|MeantSD 115.3+6.7

<2<2-37) | <2(<2-5.8) L <2(<2-2.7) 34.1(<25-74.1)
<2 7.247.3 2.0£1.9 ; ‘7.917.4 : <2 39.2+22.0
<2 } <2

ian (Range)
‘Mean+SD

'GM (GSD A
L (¥ (5 6(86 1 [ 100
Median (Range) 10.3(<10-15.0) 4.9(<4-7.0) 2.2(<2-4.8) 12.2(6.0-15.2) 2.6(<2-5.3) 8.8(4.0-13.6) <2(<2-4.4) 44.9(30.2-54.4)
(n=7) 'Mean£SD <10 5.0+1.6 <2 11.123.3 3114 9.0£2.9 2.1$15 42.418.9
GM (GSD) <10 4.7(1.5) <2 10.6(1.4) ** 2 8(1.7) * §5(1.5) < 41.5(1.3) A

N.D.: not detected; MDL: method detection limit; 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.
“ Values with asterisks (*) are significantly different between time points (p<0.05 by Student's t test)

P Values with different letters differ significantly (p<0.05, Tukey—Kramer HSD test). For example, the letters A and B indicate that the corresponding values differ
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fepled

Comparison of dietaly intake of n-PFCA with reported data

Sampling fi .y Dietaly intake (ng day”) o | ; ; -

site ~ Year Study type - nPFOA  nPFNA  n-PFDA  n-PFUnDA n-PFDoDA n-PFTrDA n-PFTeDA reference
| ~ () (C9)  (C10) (€1) (C12)  (C13) (C14)

Japan

2004 dalydupicatediet Mean 685 - - - - - . Karmanetal,2009
2004 dailyduplicate diet  Meen 486 - - - - - - Karmanetal, 2009

Korea

China

Noway 20082009 estmatedintakes Mean 31 95 13 67 67 - -  Haugeta, 2010

a Calculated using a body weight of 70kg
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China (Beijing, 1993(n=50)
and 2008 {(n=50)

Korea (Seoul; 1994 i
{(n=50) and 2007
(n=50))

Japan (Kyoto, Okinawa,
Hokkaido; n=100, 1990° s
samplie)

L s

Japan {Kyoto, Okinawa,
Hokkaido; n=100, 2008 sample)

Food purchased by volunteers

Fig.1 ¥ > 7V OALE

Homogenization
{sample specific)

-03.

Figure 1

Iy

Five sampies pooled together
(30 g from each sample)

PFCAs analysis



Fiﬁ@ﬂ%ﬂn%ﬁ%%(ﬁm®ﬁ%%%% ERTFEE )
SRS

BRMERSN2D2YEOE=S ) > — HHEERORALRE
FREE R IE B LN

SHEMFEFED - BRI

MRES b hADERPBEINDEEYED S B, K E K toxaphene,
mirexd X U#E B Fhexabromocyclododecane(HBCD)IZ DWW T, kb hadk/N >
rO(REKRY) TREINTWSHAAN, BEA, PEAORAFOKERE
ZEEL. SEBTOEWEIEML -, toxaphened & Xmirexid, GC-MS
(ECNI mode) ¢, HBCDIZLC/MS/MS (APCI(-)mode) THIE L 7z. W NDOEE
A7 5 Btoxaphene B K Nmirex 73k i = 41, toxapheneld HA (22-37 nglg
lipid n=6 pooled)>#[F(9-14 ng/g lipid n=4 pooled)>H[E(2.6-7.3 ng/g lipid
n=4 pooled) DIEICEEZEICHEETH o7z, MirexiZDWTIEHADEAT
0.63-0.72 ng/g lipid THEE L. BEB L OHFEAAL D GEZR LUz, ZOfbR,
toxaphene3 & U\mirex 075 448 1 H 0 [F PASL D i A £ i 1T K %5 3
NEZ 5N %, —F. HBCODORFLIR BB 4 #1i5,T1.3-3.6 ng/g lipidZ/~ L .
High 2 I R S im0 Tz,

A. BIgEED POPsE&H DM EME LTz> Tnd., Rl
PRI T RA YT L ERRNT HBCDERAE P E hTHEN, RBE
BT EITEoTARIND ﬁm$W¢ BRI LB EENRAINTNS, HAT
/O)fAﬁ:‘( S Ak & $5 i3 Kakimoto 5 %1 REH. H O HBCD 73 47 #% R
NS HEIMERICH 2 Z L2HmE LTS,
HBCDOt MBEEIINTRAY X M THBE
HeRgEREL, BREROERN, BAL
' ) LOE MRHNICBRBEINSEZA 51D,
5E@ﬂfmb@%mj/ /Vﬁ4%ﬁ Z Z CHBCDOBAREERZWAS ML
EOEMBERBHAL L TREINTY  TOHERECHERIL— MEHOFHND &
7. BAENTOAE L L TOREIIe L. & MESEEEIN 7 2R LT,
V. ChSIaMESEROZVWERICE  BE, PE. BEOBATICHEET D M
ERAEDH LN TS, BEEZBUTE P77z ALy I ABKUHBCDRE
NADRBEEENGSINTE, KT ZHIEL. HEBGHMOL 2O THET 5.
e hAD b FY T = AFRITEAERNIC
HBM, TIT NOEBICOVTIIWED B. W7/l
FE A E BB, 2007 £ 5 2008 FIZHEL 2P ERE
. — 4. B%E R MK hexabromoeyclo- A (LA 2 0#fk), BEIRFA (FH2 10
dodecane (HBCD) 1355 —MME b mE Bk, VL1 0B BA (IE1 0/
KHESINDAABLDILEMETH O, R, @il O fRfR, JLEE 1 O fRE) 12D
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T5 AMSZFNZFN5mL % pool L. A&t
25mL & hF Y7 BRI LY IR
e El & L7z, toxaphene FE/id palar
26, 50 B KX N 62 1T D W T
GC/MS-ECNI-SIM &— K(m/z 377 (379)
for palar #26, m/z 343 (341) for palar #
and m/z 264 (262) for mirex) CTE M E &%
To/. AR OWLHITHRDHE
(Haraguchi et al 2009)IZ%EVy, IEHEVSHR &
WL 86-101% (n=4) & BIF Tdh
27,

—7. HBCD IZ2WTIiZ, 2007-2008 £
R L 72 HA AN (30 4). BEAQ0 f4)B
KOFEANQO B)DEFALN 5 ETNLI ImL
% & 0 A& 10mL @ pooled milk 2 1ERL L 7=,
A BTy B, AU UL 02g
ethanol:diethylether(1;1)5mL, hexane 10mL %
Mz, BOSEEL T LEZMM B 2.
otz L. B EEZHE L 2.
fsii & (300 mg) WZxfL. “C-a-HBCD,
BC-p-HBCD B & W\ *Cy-HBCD ZZFHF1
2 ng § DU M L . Gel Permeation
Chromatography (Bio-Beads SX3)IZ CTHelfZ&
PrEL7z. BWilkz&ZEL, YR
JVBIRIC L7z b D% LOMSMS ikt & L7z,

7 V3 BE T e L'Cxﬁ: REZITo T2
(Kato et al 2009), %£i& : API 3200 Q Trap
LC/MS/MS System (APCI negative ion mode),

MRM (Q1 m/z 640—Q3 m/z 79 for HBCD, Q1
m/z 652—Q3 m/z 79 for *C- HBCD), HPLC
715 I: Pursuit XRs Cig (150 mm x 2.0mm,
id., Varian) ¥ &/ 4H: 2 mM Ammonium
acetate : methanol (1:1) to 100% methanol
(gradient), {it#E 0.12 mL/min.

C. #h¥mk
FEF T2 BIERA LY 7 XD
iR % Table 11RY . HIEHICASL &,

}‘:‘F‘ﬂ’7:ﬁ/¥il§2§? (22-37 n"'/g;;hpld)>

B4 [ (9- 14 nglg 11p1d)>‘:Fi| (2. 6"7 3 ng/g

lipid) DJEZ PEENEWEm RS Nz, 2

DO REMR (palar #26, #50) D LLER (T Mk

EIASNIRIND T2,

JRIZ, Table 2iIZHBCD® HA 3 ik, #[E

2 B L OFE 1 HORA (pooled) H

OHBCDIEEZ R, TIUCKDE, KE

3.6 ng/g lipid. = 1IT2.7 ng/g lipid. JLH T

2.9 ng/g lipid. ) )V T1.3 ng/g lipidZ R~ L.

iie, EiTiIEImE TN o7z RHE
5% 0.5 ng/g lipid).

D. &%
AMETRDENTZHABAKBIT S
toxaphene f&1%, 1996-1997 Ekiﬁ‘tféﬂ
O 7R toxaphene B (8-1:
lipid) KD&< (Polder et al 2003) 1997
4 Canada @l?f‘LT 5&“%8@'(355
(Newsome and Ryan 1999), HATIIk
FH T EBGINZZ TR0, B
ECHEN 5 O L D b AAEN TR
QeE7zid USA 02 706 KA T /2130
ABMZBEU THANRKAL TS Z &N
EZOHND, LvL., B2 TINENDNn
ZEBIUBRSNZHIBORE THZ Z &
M, ISICHEELIZRENLETH S,
HBCDO bt MANRBRFEE L TEED
MIZNT AT ZNOBANEZ LN
(Takigami et al 2009), 7 7 TIZPBDEMY
1990 % E— 7 IZHE RIS E SN TN
DK L. HBCDIXEA KRN/ <, B
PE LB b O HBCD 7% B8 12 5 V3 4 i e )
12 % (Tababe et al 2008). HADRAMNS
HBCD?% Kakimoto 5 12 & o TRIICH S
1. MFEHBCDIX EREHMANIC H D & | X
1TW5 (Kakimoto et al 2008). & [E D
HBCDE BfEIZZN 5 &FER CHBEICH
27, Shis UONIZ KD &, HEEA
(24pooled) ' OHBCD L N)L1dnd-2.8 ng/g Iw
T®» D, EDI (Estlmated Daﬂy Intake) Pi
6.7-17.3 ng/kg bw/day@%ﬂ@ ENE -
Oy XEDEVEINS. F ,
m¢®HMD@VKNﬂ<W67%@MM&
%ﬁﬂ:éh'cblé (Kakimoto et al 2007) . E7=.
71"V F OHBCD L ~N)V Y H AL T25 ng/g
lipid (Ueno et al 2006), 8E D20k D1
15, 6-500 ng/g lipid®HBCDAY, F/-rh
E D Yanz Liverik /KA 7N 512-330 ng/g lwd
HBCDZWRHH ST % (Ramu et al 2007;
Xian et al. 2008) ,

E- ‘fnnﬂﬂ

YT XA Ly ATHATIX
ﬁbﬂfmmmﬁ ¢@%ﬁ@ki@%a
AN %ﬁgfﬁ%#abM% 5,
ﬁm®féﬁ%ﬁ&?ét®®ﬁﬁbt
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#. HH mirex
IRV AE EFE R
DOET, BEPLIUVOHEEDREZITAD
N7z (Polder et al 2008; Kutz 1985). ASHFSE
F— % {dpooled milkZ{# f L TH D, HBCD
NEFHELDHBNTZY X MPEEICK
DRBENELTDEALND 2D, T4
LEEELET—YOEBEETD.

F. BEEEGRRESR
AW

G. WFEREE

I Em (R

AW,

2. FRFEEK - TOM
AV

H. AR EMED HRE - BERT
| RrErius

AV

2. FERFEBR

A

3. F Dt

A
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