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No. T el g | wEiE | No. HH il S | s
,1-y7mnm-2 2-t & 61) |7 enrxTwa ppm | 0.01 LC-MS/MS
O f=Frrazpy=s pom [ 0.01 | GOSN = T o AT opm| 0.0L | GC-MS/NS
@ [BHC bom| 001 | GCMS/MS | (63) [Z7 miE ) AR oom| 001 | GCMS/NS
3 DD T opm| 001 | GCMS/NS | (64) |7 oL E U R AAFA opm| 0.01 | GCMS/MS
@ |[EPN pom| 001 | GCMS/MS | (65) [ a7 =2 Vo opm| 0.01 | GCMS/MS
G) IMCPB pom | 0.01 | LCMS/S | (66) [ o/t 7= Eo kR bom| 0.01 | LCMS/NS
6) [xne bom | 0.01 | GCMS/MS | (67) |7 ui7u7 Rn s opm| 0.01 | LCMS/MS
7 |74 AT =1 ppm | 0.01 LC-MS/MS 68) |7 v/~ R ppm | 0.01 GC-MS/MS
® |77V ) ppm| 0.0L | GCMS/MS | (69) |7 mi~v o L— & opm| 0.01 | GC-MS/MS
9 |7y¥=ry—n ppm| 0.01 | GC-MS/MS | (70) |7 =%~ ppm| 0.01 | GC-MS/MS
W0) |77 dn T = bpm | 001 | LCMSAS | (7)) [ 7 7> opm| 0.01 | LC-MS/MS
) |7 orar 7o ppm| 001 | LCMS/NS | (72) [©7 /& = opm| 0.01 | GC-MS/MS
1) [T Vv R AATIL pom| 0.0L | GCMS/MS | (73) [P~ F7=v T bom| 0.01 | LCMS/VS
@ |[72#70U F oom | 001 | LCMSAS | (74) |27 7=V F oom| 001 | LCMS/NS
(14) |77 a—1 ppm | 0.01 GC-MS/MS 75) |V 7u Ay b ppm | 0.01 GC-MS/MS
15) |7 VxR by ppm | 0.01 LC-MS/MS (76) |7 v AT A ppm | 0.01 LC-MS/MS
) [ roo0 oom | 0.0L | GCMSAS | (77) |27 e A7 7 hmy oom | 001 | LCS/NS
17) |7 =uk A ppm | 0.01 GC-MS/MS | (78) |77 v T =T A ppm | 0.01 GC-MS/MS
a8) |7 2 ~v o ppm | 001 | GCNS/NS | (79) |27tk oy 7 A F L opm| 0.0L | GC-MS/NS
19) |77 7 a— ppm | 0.01 GC-MS/MS @80) |vr7uenrray T ppm | 0.01 LC-MS/MS
Q) [7 7~ - bom | 0.0L | GC VSIS | (81) |2/ A 7w oom | 001 | LCAS/NS
) |7 X FU o ROT AL R » ppm | 0.005 | GCMS/NS | (82) |2 ~ado 77 F b opm| 0.01 | GC-MS/MS
22) [ M A KALVTa L AT )L ppm| 0.01 | LC-MS/MS | 83) |7 =/ a2V — ppm| 0.01 | GC-MS/MS
3) |4 VX FA4 ppm | 0.01 | GCMSAS | (84) [P 7 /i~y Ru s opm| 0.01 | LCMS/MS
4) |V 7 =B A ppm | 0.01 GC-MS/MS | (85) |7 m=a) > — ppm | 0.01 LC-MS/MS
25 |1 TuhrT ppm | 0.01 GC-MS/MS 86) |v7uvr=1 ppm | 0.01 GC-MS/MS
(26) | Fa X kA ppm| 0.01 | GC-MS/MS | (87) |>~ LA NV ppm| 0.01 | GC-MS/MS
Q) [ ~Fx> opm | 0.01 | LC-MS/VMS | (88) [~ opm| 0.01 | GCMS/MS
28) [A~F U v pom | 0.01 | LCSAS | (89) [P A X A F U~ opm| 0.01 | GCMS/MS
29) M~V ALVTa ppm| 0.01 | LC-MS/MS | (90) | AF /L E LKA ppm| 0.01 | GC-MS/MS
@) (Ao x 77 ppm| 0.01 | LCMSAS | (O0) [P A5 )= F opm| 0.01 | GC-MS/MS
G [v==F —rp pom| 001 | GCMS/MS | (92) [ A F=—F opm| 0.01 | LC-MS/MS
(32) |=27a 7 ppm| 0.01 | GC-MS/MS | (93) | A RV v ppm| 0.01 [ GC-MS/MS
@) [=2 AV 7a AT ppm| 0.01 | LCMS/NS | (94) [P X E~L— Lk opm| 0.0 | GC-MS/MS
B4) | =TT ppm | 0.01 GC-MS/MS 95) |v e~ ppm | 0.01 LC-MS/MS
(35) |[=F7 4+ ppm| 0.0L | GCVS/MS | (98) [A b7~ k57 v opm| 0.01 | LC-MS/MS
(@6) |27 1 7 = A ppm| 001 | LCMSAS | (97) [Am A7 opm| 0.01 | LCMS/NS
B7) |=hXHy v —1 ppm| 0.01 | GC-MS/MS | (98) [#— N3 1 ppm| 0.01 | GC-MS/MS
38) |=h* AT ppm | 0.01 LC-MS/MS | (99) |# A4 T /v ppm | 0.01 GC-MS/MS
I EEEE ppm| 001 | GOMS/MS | (100) |74 7 b — opm| 0.01 | GC-MS/MS
(40) | = h 7 AE— | ppm| 0.01 | GC-MS/MS | (101) |&# A Lz ppm| 0.01 | LC-MS/MS
41) |= h kR ppm | 0.005 ] GC-MS/MS | (102) |F-A =2 BT ppm | 0.01 GC-MS/MS
@) |= F U k= ppm| 001 | GCMS/MS | (103) |70 7 2o o opm| 0.0L | LC-MS/NS
@) [=xxcar7—w opm| 0.01 | GCVS/VS | (108) [F 7= v AL 7 a v AF L opm| 001 | LCMS/NS
@) [Fxvro7 7o oom| 0.01 | GCMSAS | (108) [7 7 v F s F opm| 0.0 | GCaBsAS
@5) [T x4 ox b ppm| 001 | GCMS/NS | (106) [ 2 E opm| 0.01 | GCMS/MS
(46) |A ¥4I 1 ppm| 0.01 | LC-MS/MS | (107) |7 hZ 7 v/l A A ppm| 0.01 | GC-MS/MS
(47) |1 XYk A ppm | 0.01 LC-MS/MS | (108) |7 hZ 2> — v ppm | 0.01 GC-MS/MS
48) | 7= A bha—v ppm| 0.01 | LC-MS/MS | (109) |7 kT U7 ppm| 0.01 | GC-MS/MS
@9) [ o~ U v opm | 0.01 | LCMS/VMS | (120) |7 = 7 m—1 opm| 0.01 | GCMS/MS
G0) [Tz ko T ppm| 001 | GCMS/NS | (L) |77 = F 7 — opm| 0.01 | GC-MS/MS
(51) [ Lah = ppm| 001 | eSS | () [77 7=/ D F opm| 001 | LCMS/NS
(52) [ /%> 7> bpm | 0.01 | GCMS/NS | (IB) |77 7=> 5 R opm| 0.01 | GC-MS/MS
B3) |xXx /77 ppm | 0.01 GC-MS/MS | W14 |77 kU v ppm | 0.01 GC-MS/MS
G4 [xv reo ppm| 0.0L | GCMS/MS | (115) [ 7o~ R o opm| 0.01 | LCMS/NS
G5 |7 Lk s L AT oom | 001 | GCMSAS | (116) [7 o~ R © bom | 0.0L | GCMS/NS
(56) |7 v o)k TR ppm| 0.01 | LC-MS/MS | (117) |7 /v 7 K A ppm | 0.005 | GC-MS/MS
(CUR A=A ppm [ 0.01 LC-MS/MS | (Q18) | hU T A /) — )b ppm| 0.01 LC-MS/MS
G8) |7 o~ro pom| 001 | GCMS/AMS | (L) [FU T o Ay bom| 0.01 | GCMS/MS
(B9) |7 uTF o AT LHATFIL ppm | 0.01 LC-MS/MS | (120) | N U T AT B ppm | 0.01 LC-MS/MS
60) |72V Lo =F )L ppm | 0.01 LC-MS/MS | (121) | R U 7 L — b ppm | 0.01 GC-MS/MS




£ 11 BIEY CREkR<) OREBHEABIOER TR 22

No. TH H i %Ef #®Eris | No. HH AT %;? HBRE
)| rvo 75 7—n ppm| 001 | LCMSAS | (8|7 b7 => EL=FL opm| 0.01 | GCMS/MS
23) | N T AL T a s AT ppm| 001 | LCMSAS | 183) |7 v 2V 5 & opm| 0.01 | LCMS/MS
N IR oom| 0.05 | GCMS/MS | (184) [7 LU Fo pom| 0.01 | GCMS/NS
B I ppm| 001 | GCMS/MS | (185) [ v F 5 7 ma—n opm| 0.0L | GCVS/MS
W26 [FU 7ok AL 7oy ppm| 001 | LCMS/MS | (186) [ oo X Fo ppm| 0.0L | GCMS/MS
WP v 7 a s A AT ppm| 001 | GCMS/MS | (187) [T ez m o opm| 0.01 | LCMS/MS
128) |77 %5 A~ ppm| 001 | LC-MS/MS | (188) [ & 7+ = ppm| 0.0L | GCMS/MS
129 |77 =<3 F ppm| 001 | GCMS/MS | (189) [ </ a—u opm| 0.01 | GC-MS/MS
W)= rer— AV 7aen ppm| 0.0L | GC-MS/MS | (190) |7 m "o opm| 0.01 | GC-MS/MS
N P ppm| 001 | GCMS/MS | (191) [ = <=1 opm| 0.0L | GCVS/NS
w) [ ~rur o7 ppm| 001 | GCMS/MS | (192)[F 2 <r% v | ppm| 0.01 | GC-MS/MS
133) [ <574 opm| 001 | GCMS/MS | 193) [T mE=FV—u ppm| 0.01 | LC-MS/MS
1B38) [ "5 F A AT ppm| 001 | GCMSAS | (194) |7 o EF R | opm| 001 | GCMSAS
13B) [T = Tn o % pom| 0.01 | GCus/NS | (195) |7 o A% A0 opm| 0.01 | GCMSAS
136) | ~uxo k7 ppm| 001 | LCMS/MS | (196) [T mEk o =1 ppm| 0.01 | LC-MS/MS
@) [~ 2 Tas AFr pom| 001 | Lcws/us | (19 |[7ee7F F opm| 001 | GCMSAS
DI CEVEEEY opm| 001 | GCMSAS | (198) |7 ne s L — L bpm| 0.0L | GCMS/MS
w9 ez rx  —n ppm| 0.01 | LCMS/MS | (199) |7 & &4 =% ppm| 0.01 | GC-MS/MS
IR pom| 0.01 | GeMs/Ns | (200)[7 25 25 & opm| 001 | LCVSAS
) [E~n—=r7 Fxo R ppm| 0.01 | GCMS/NS | (200) [~F % =F v —r opm| 001 | LCVSAS
(142) [E < = pom| 0.01 | Geus/is | (202) [~x 4o v opm| 001 | GCVS/VS
143) [ €5 7 ah = ppm| 0.01 | LCMS/S | (203) [~ % 7L hu v ppm| 0.01 | LCMS/MS
W |[E5 7 Ao T pom| 001 | LCusS/NS | 04) [~x v 57 v 7 = opm| 001 | LCVS/VS
W5 |[€5 LT =T ppm| 0.01 | GCMS/MS | (205) [~F 5 % o0 ppm| 0.01 | GC-MS/MS
) [V 7= Fas opm| 0.0L | GCMSAIS | (206) [~/ %9 =—1 opm| 0.01 | GCVS/VS
aan ey r~y opm| 0.0L | GCMS/MS | (207) [</ % A %5 & ppm| 001 | LC-MS/MS
48) |\ vV T F T ppm| 0.01 GC-MS/MS | (208) | ~7"% 7 o )v ppm| 0.01 GC-MS/MS
w) [tV 7axs 7= ppm| 0.0L | GCMS/MS | (209) [~ =5V —v ppm| 001 | GC-MS/MS
(150) |V I H—7 ppm| 0.01 GC-MS/MS | (210) |-~ > 7 a ppm| 0.01 LC-MS/MS
N EPEEEEY bpm| 001 | LGS/ | Q)[R A7 ms A Fu opm| 0.01 | LCVS/MS
15 [EV S )Ny 7 AT pom| 001 | ccus/is | QL) [ ~o AL A HLT ppm| 0.0L | GCMS/VS
(153) | E°Y IR A A F )L ppm| 0.01 | GC-MS/MS | QL) | v T4 AKXV ppm| 0.01 | GC-MS/MS
(154) | &) A % =)v ppm| 0.01 GC-MS/MS | 214) |-~ T F ) ppm| 0.01 GC-MS/MS
I opm| 0.0L | GCAS/MS | (215) [ <> 7 L& — - ppm| 0.0L | GCMS/MS
(156) |7 == FoF Ao opm| 0.0L | GCMS/NS | (216) | o o opm| 0.01 | GCMS/MS
S EEEEEY oom| 001 | Gews/s | QI [RAH U F ppm| 0.0 | GCMS/VS
158) | 7=/ FA LT ppm| 0.01 | GCMS/MS | (218)[hAF7 B — R ppm| 0.0L | LCVS/MS
S opm| 001 | GCMS/MS | (219) [ 27 7 X Foo ppm| 0.0L | GCMS/MS
(160) |7 = > 7 oLk A opm| 0.01 | GCMS/MS | (220) [ A X & F ppm| 0.0L | GCS/NS
161 [ 7 = > ALk F 4o ppm| 001 | GCMS/MS | (220) [ A% 7 = o bpm| 0.0L | LCMS/NS
162) |7 = F 4o opm| 001 | GeMs/MS | @) [wo manrrmy ppm| 0.01 | LC-MS/MS
(163) [ 7 = Fr—F ppm| 001 | LCMSAMS | @23) [ 7 et T ==aus ppm| 0.01 | LC-MS/MS
164 | 7= U L—F ppm| 001 | GCMS/MS | (228) [ F 4+ ppm| 0.01 | GCMS/NS
165 | 7= ko A— R opm| 001 | LCMS/S | 225)[R 7 o7 7 = ppm| 0.01 | LC-MS/MS
(166) | 7 = > 7 vE /L7 ppm| 0.01 | GC-MS/MS | (226) | A =27 v v~ ppm| 0.01 | LC-MS/MS
16N |7 = ~%F 3 F opm| 001 | LCMSAS | (220) |2 Y Ar 7o A0 bom| 0.01 | LCMS/NS
168 [ 71 F opm| 0.0L | GCMSAS | (228) | 2 2 <o RF 7 Au o opm| 001 | LCVSAS
169) |7 % 7 a—v pom| 001 | GCMS/MS | (229) | X % < Rk < ppm| 0.0L | GC—FPD
(170) | 7' % I 7= A ppm| 0.01 GC-MS/MS | (230) |2 % T X VR OA T = /%4 A | ppm| 0.01 LC-MS/MS
WY |7y xA—1 ppm] 0.01 | GC-MS/MS | (231) | A F & F A ppm | 0.01 | GC-MS/MS
)|\ 77FA LT a ppm| 0.01 | LC-MS/MS | (232) | A FF¥ 7 m—)L ppm| 0.01 | GC-MS/MS
W) |[7F5 70y 7 AF L bpm | 0.0L | GCMS/MS | (233) [# F 25 & pom| 0.0L | LCMS/MS
W) [T AL Ta s AT opm| 001 | LCMS/MS | (238) [ X FAL 7o AT /L bpm| 0.01 | LC-MS/VS
amy [ 7 7V EY A ppm| 0.01 | GCMS/MS | (235) [ A RS /A kubo bpm| 0.0 | GCMS/VS
(176) | 7 v at— v ppm| 0.01 | GC-MS/MS | (236)|A FF 7 m—)L ppm| 0.01 | GC-MS/MS
(Y B A ppm| 0.01 | GC-MS/MS | (237)| A7 =FF& > | ppm| 0.01 | GC-MS/MS
178) |7y b Y x— |k ppm| 0.01 | GC-MS/MS | (238) | * 7’1 =)L ppm| 0.01 | GC-MS/MS
179) |7y —v ppm | 0.01 GC-MS/MS | (239) )V 7 =X & ppm | 0.01 LC-MS/MS
180 [Z L 7= bpm| 0.0L | GCMS/MS | (240) [L ) v bpm| 0.0 | GCMS/NS
(RN a7 8 = ppm| 0.01 | LC-MS/MS | (241) |3 * ppm 5 GC-ECD

*ANEDHPE




£ 12 LOMEHEABIOER TR

No. A A %%Ej i
(1) |BHC ppm | 0.005 | GC-MS/MS
2 |opr ppm| 0.01 | GC-MS/MS
Q) |7VKRYUEOT 4V R ppm | 0.005 | GC-MS/MS

# 13 WHOBREHEBLIOWER TR
No. T | 8| stmiz | No M | R | sz
1) |BHC ppm| 001 | GccMs/Ms | @B7) v T =Ty SR ppm| 0.01 | GC-MS/MS
@ |pDT ppm| 001 | cc-Ms/Ms | (38) [E 7= R U~ ppm| 0.01 | GC-MS/MS
@®) |77V U ppm| 001 | Gcc-Ms/MS | (39) [EF 7T =T ppm| 0.01 | GC-MS/MS
@ |777a—n ppm| 0.01 | GC-MS/MS | (40) |&°V &# ppm| 0.01 | GC-MS/MS
B) |TVRYVVEOT 4V R v ppm| 001 | GCc-MS/MS | (4) [V TFHALT ppm| 0.01 | GC-MS/MS
6 |V FarLT ppm| 001 | GCc-Ms/MS | (42) |V I H—7F ppm| 0.01 | GC-MS/MS
@ |v==FY—nrP ppm| 0.01 GC-MS/MS | (43) |V Iv 7= ppm| 0.01 GC-MS/MS
® |=A7Fahrr ppm| 001 | GC-MS/MS | (44) |[EV I /v Ry AF L ppm| 0.01 | GC-MS/MS
9) |=hrXHy— ppm| 0.01 GC-MS/MS | (45) |E°V SRR ATV ppm| 0.01 GC-MS/MS
(10) |= F 7 kR ppm| 0.01 | GC-MS/MS | (46) vV A& = ppm| 0.01 | GC-MS/MS
Q) |H7=x=v A hr—1 ppm| 0.01 | GC-MS/MS | (47) |74 T =1 ppm| 0.01 | GC-MS/MS
(12) [FF k2 ppm| 0.01 | GC-MS/MS | 48) |7 == huaFA ppm| 0.01 | GC-MS/MS
1) [7vyxsnrFu ppm| 001 | GC-MS/MS | (49) |7 =/ FH =1 ppm| 0.01 | GC-MS/MS
14) |7 vy k= ppm| 001 | GC-MS/MS | (B0) |7 =/ T H LT ppm| 0.01 | GC-MS/MS
@) [Z7ervyErRrAFL ppm| 001 | Gcc-Ms/Ms | (B1) |7 =L L— K ppm| 0.01 | GC-MS/MS
@16) |7 o~ PL—h ppm| 0.01 GC-MS/MS | (52) |74 /7 v—v ppm| 0.01 GC-MS/MS
1) |[vrevry k ppm| 001 | GCc-MS/MS | (B3) |7 # I A& ppm| 0.01 | GC-MS/MS
18) |y mky 77 F ppm| 001 | GCc-Ms/MS | (B4) |7 vAxv=n ppm| 0.01 | GC-MS/MS
(19) |[Yv7 =/ ary—u ppm| 001 | cc-Ms/MS | (55) |7 U x— R ppm| 001 | GC-MS/MS
(0) |77 z=Hhr ppm| 001 | GC-MS/MS | (86) |7 T —u ppm| 0.01 | GC-MS/MS
() |[vFmr=1 ppm| 001 | cc-Ms/Ms | (B7) |7 b T = ppm| 0.01 | GC-MS/MS
(22) v~ A FY v ppm| 001 | cc-Ms/MS | (B8) |[FLvFTFrm—n ppm | 0.01 | GC-MS/MS
(23) [P AFE VA ppm| 001 | GCc-MS/MS | (B9) | w3 Ry ppm| 001 | GC-MS/MS
(24) |[PATF I K ppm| 001 | GC-MS/MS | (60) | 7w F Ak A ppm| 0.01 | GC-MS/MS
5) [+ AV~ ppm| 001 | GCc-MS/MS | (1) |[~FH 2 mv ppm | 0.01 | GC-MS/MS
(26) |7 — s ppm| 001 | GCc-MS/MS | (62) |Rv=mFy—u ppm| 0.01 | GC-MS/MS
QN \FA4T7v v ppm | 0.01 GC-MS/MS | (63) | v & A AHNT ppm | 0.01 GC-MS/MS
(28) |[FARHLT ppm| 001 | GC-MS/MS | (64) | RvF 4 A BV v ppm| 0.01 | GC-MS/MS
(29) [F7rH# I K ppm| 001 | GC-MS/MS | (65) |&Hwm ppm| 001 | GC-MS/MS
30) |77 =Fv— ppm| 0.01 | GC-MS/MS | (66) |RA AV K ppm| 001 | GC-MS/MS
B [Fr7E= ppm | 001 | GC-MS/MS | (67) |~ T F A ppm| 0.01 | GC-MS/MS
@) |[rVTL5Y ppm| 001 | GC-MS/MS | (68) |[S 2 mT =1 ppm| 001 | GC-MS/MS
B3) | rvZmEAXAF L ppm | 0.01 GC-MS/MS 69) | A FF7 7 mr—1 ppm | 0.01 GC-MS/MS
(34) |SrvuT RS — ppm| 001 | G6Cc-MS/MS | (70) [ A7 =FE v K ppm| 0.01 | GC-MS/MS
(35) |7 FA ppm| 001 | G6Cc-Ms/MS | (71) [ A Fm=n ppm| 0.01 | GC-MS/MS
(36) |’STF AL AFIL ppm| 0.01 | GC-MS/MS | (72) [V F v ppm| 0.01 | GC-MS/MS




* 14 FEEOBHRN

Just(:! N ;
Wik I JugE, BRHIEL/BREE e ) £ o T | e
" (ppm) (ppm) (ppm)

Yk [EpE ARI APV 1/9 11.1 0.01 0.01 0.5

Yok [E P EPN 1/9 11.1 0.02 0.02 0.02
Yk [EPE NV T — 3/9 33.3 0.043 0.02-0.08 3
Yok [E P W/ = 1/9 111 0.01 0.01 0.3
INFZE F—=ANZ VYT Jae ) RAAT IV 17 14.3 0.09 0.09 10
INEZ F—=A T UT o= 7 FFTR 1/7 14.3 0.05 0.05 24
KE HiE Naxky 1/11 9.1 0.02 0.02 0.1
JINEL [E]pE RAHY R 1/2 50.0 0.02 0.02 25
NG [EPE Ty I R 1/2 50.0 0.01 0.01 5
FUF YA HFrE A=A 1/1 100.0 0.02 0.02 3
FoF YA HrE A =B NV 1/1 100.0 0.07 0.07 5
Tuayal— 77 K RAHY R 1/5 20.0 0.03 0.03 3.0
nx E Fui I R 171 100.0 0.27 0.27 5
<k [EpE TEvHZITY R 1/4 25.0 0.01 0.01 2
=k [E g TYFVA by 2/4 50.0 0.035 0.01-0.06 3
E5NAE D HE VA=Y, = 1/2 50.0 0.16 0.16 2.0
EoNAE D Hr[E AB T 1/2 50.0 0.01 0.01 2
ZTEFED 2 A VA S =R 1/5 20.0 0.02 0.02 5
ZIZED FE VA=V % 4= 1/5 20.0 0.01 0.01 2.0
ZTEFED A A UL A N v 2/5 40.0 0.195 0.07-0.32 5.0
ZI2ED wis = SN N IV 1/5 20.0 0.02 0.02 0.6
ZIEFED hE INT ) AR 1/5 20.0 0.03 0.03 5
VSOV [E P AFHFF 1/2 50.0 0.06 0.06 5
B [EPE TEHITUR 1/1 100.0 0.01 0.01 2

x [E P U7z ) afy— 1/10 10.0 0.5 0.5 10

7 [E]pE FTarS— 1/10 10.0 0.5 0.5 50

S [E P VA WAVAN 1/10 10.0 0.3 0.3 25

7 [E g INT )T ARy 3/10 30.0 0.2 0.1-04 15

P [EFE VA= = 1/10 10.0 0.2 0.2 10




* 16 @PHIERLEOMAETEH B L OER FIR

No. 5[ Hifi7 % Ak No. HH B % ARk
o FEFATI ) —f s (40) 7\/1/775 b?\‘/ ppm | 0.01 | LC-MS/MS
(1 FEFT S ppm | 0.01 LC-MS/MS 1) |Anzrvyvv ppm | 0.01 | LC-MS/MS
(42) |[ANT 7 R_RUXT IR ppm | 0.01 | LC-MS/MS
5—7RELALR= L1 (43) |ANVT 7 A RXHV =1 ppm | 0.01 | LC-MS/MS
2) H—R_yAA I —=N—2 | ppn | 0.01 LC-MS/MS (44) |ANVTZ7 ARV EVEZYU | ppm | 0.01 | LC-MS/MS
T 5) |[ArT7A5vL ppm | 0.01 | LC-MS/MS
(3) TR ppm | 0.01 LC-MS/MS (46) |ALT7EIANFV Y ppm | 0.01 | LC-MS/MS
(4) =4 ppm | 0.01 LC-NS/MS @n |kzyy v ppm | 0.01 | LC-MS/MS
(5) VAN ppm | 0.003 | LC-MS/MS (48) |pAmv v ppm 0.01 | LC-MS/MS
(6) T AR — | ppm | 0.0l LC-MS/MS (49) |#/7uxyvv ppm 0.01 | LC-MS/MS
(1) a7ty ppm | 0.01 LC-MS/MS (50) |FTRUEY =) ppm 0.01 | LC-MS/MS
(8) R ppm | 0.005 | LC-MS/MS (1) [FT7TAY YV pom | 0.04 | LC-MS/MS
(9) FxXT T A7) ppm | 0.02 LC-MS/MS (52) |FrvTz=a—n ppm 0.01 LC-MS/MS
(10) |ZurT bIHA 7Y ppm | 0.03 LC-MS/MS (53) FYRLFI v ppm | 0.01 | LC-MS/MS
(1) |7TrI¥A 7V ppm | 0.02 LC-MS/MS (54) WER YRS ppm | 0.02 | LC-MS/MS
(12) | AFv_UEY—)L ppm | 0.01 LC-MS/MS (55 |F7vVv ppm | 0.005 | LC-MS/MS
(13) | AXVV=v /@ ppm | 0.01 LC-MS/MS (56) |FVUVIAEE ppm | 0.01 | LC-MS/MS
(14) |A7pxhv v ppm | 0.01 LC-MS/MS (67 |=keFv= ppm | 0.01 | LC-MS/MS
(15) |[AF7FV Ry A ppm | 0.01 LC-MS/MS (58) Y77V ppin 0.01 LC-MS/MS
(16) |Frrvaxdi v ppm | 0.01 LC-MS/MS (59) |EUAZIV ppm | 0.02 | LC-MS/MS
an  |ArA 7Y A ppm | 0.02 LC-MS/MS (60) |Eo 3 N ppm 0.05 | LC-MS/MS
(18) | #Z7/m— ppm | 0.001 | LC-MS/MS 61) |77L7—) ppm | 0.01 | LC-MS/MS
19 |FvIvv ppm | 0.01 LC-MS/MS 62) |7z /F%VAFAR=V )| ppm | 0.002 | LC-MS/MS
(200 |ZuxHy ppm | 0.005 | LC-MS/MS 63 |77 ANT ppm | 0.01 | LC-MS/MS
(21) 7 R—1L ppm 0.01 LC-MS/MS (64) TIITT T IV ppm 0.01 LC-MS/MS
(22) |Zwprzrvr ppm | 0.01 LC-NS/MS 65 |[FV74=0L pom | 0.01 | LC-MS/MS
(23) |rh7mrzv ppm | 0.01 LC-MS/MS 66) |7r=%>v ppm | 0.005 | LC-MS/MS
(24) |F77nxHhrv ppm | 0.01 LC-MS/MS 67) |FARUEY—L ppm | 0.01 | LC-MS/MS
(25) |VTRYVV ppm | 0.02 LC-MS/MS 68) | ZNAFV ppm | 0.01 | LC-MS/MS
(26) |V=hIFR ppm | 0.03 LC-MS/MS 69) |[FeFVIA ppm | 0.001 | LC-MS/MS
QN |[Y7ux¥vr ppm | 0.01 LC-MS/MS (700 |FTu~vin ppm | 0.01 | LC-MS/MS
(28) |Vap~vAvv ppm | 0.01 LC-MS/MS (1) |7eprrz=a—n ppm | 0.01 | LC-MS/MS
(29) |AEI~A Vv ppm | 0.05 LC-MS/MS (12)  |RvvaR=v )y ppm | 0.001 | LC-MS/MS
(30) |ANTy=bRVEVEZYY | ppn | 0.01 LC-MS/MS (13) |V ppm 0.01 | LC-MS/MS
(31) |AATrE)FHV L ppm | 0.01 LC-MS/MS (1) |7+ 7I7Vv ppm | 0.01 | LC-MS/MS
(32) |(AnzyraivyrYs ppm | 0.0l LC-MS/MS (75) NEEIDAS ppm 0.01 | LC-MS/MS
(33) |ANT VTV ppm | 0.01 LC-MS/MS (76) |AXUHE S —)L ppm 0.01 | LC-MS/MS
(34) |ANTFVIVV ppm | 0.01 LC-NS/MS 77 | AuFvha pom | 0.01 | LC-MS/MS
(35) |ANT TR RV ppm | 0.01 LC-MS/MS (18) |AvT bV pom | 0.01 | LC-MS/MS
(36) [ArT7yEHFIR ppm | 0.01 LC-MS/MS 19 |[EFvF70 ppm | 0.01 | LC-MS/MS
BN |ALVTFFT =L ppm | 0.01 LC-MS/MS (80) |VvavwAfvy ppm | 0.02 | LC-MS/MS
(38) |AnTy RF v ppm | 0.01 LC-MS/MS (81) |vAIV—n ppm | 0.01 | LC-MS/MS
(39) |ANT7 brFXHS—L ppm | 0.01 LC-MS/MS (82 |vnzy)v ppm | 0.001 | LC-MS/MS
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£ 2 RERAE o Z — b OIKIEBANR

No. fKAE A X 4 L FRRAEE T A% HE#
1 45 18H o KT BREREE, EEEE, R~ 1 3
2 5J115H %  IRXTINATUF—F— BRERE, EDS, GC-MS (SCANSHT) 2 5
3 5H16H BRE  ABAb EDS, ICP-MS, FTIR, SEM 2 6
4 6H5H il HL—amvh FEIRTEMEE, FTIR 2 4
5 7H9H HE ASOVIYNY.Y AR )=, TH ) —), FERIEIK 1 35
6 7H30H [i3) JRIZ 5D H iy FIKFAMSE, SEM, EDS, FTIR 1 4
7 9H2H W A L—Ry FEIRIAM%SE, SEM, EDS 1 3
8 104 10H w Ny FARRMLVORY  FTIR 1 1
9 10H 16 H 3] FANY—F 4 v EAX I 1 1
10 11°7H W T ULHEHE ERE & 1 1
11 11H14H w’ fis D FW) EDS 1 1
12 117294 W R EREL & 1 2
13 127 9H WmE = FF ERAF I 1 1
14 12/17H Wird XTI F—H— & 1 4
15 171HR W TR i) -2 d 1 32
16 1H6H BE AEAN ~I7F A 1 1
17 1H6H H’ 7R ~I7F A 1 1
18 1H6H H’ Rl g ~TF 4 1 1
19 1H6H o 2k BREMA, pH, R R 1 35
20 1A7H [£3) 75 TR ~T7F A 1 1
21 1A7H [£3] 7R ~T7F A 1 1
22 1A7H £3) R ~T7F A 1 1
23 1A7H BE  BHEEM ~TFF 1 1
24 1H8H [E3] 7 BRA ~TF L 1 1
25 1A8H o A ~TFAF 1 1
26 1A8H o AR ~I7F A 1 1
27 1A8H £3) Rl g ~TF 4 1 1
28 1H9H [i2) 3 R ~7FF 1 1
29 1H9H BE AEAH ~T7F A 1 1
30 1A9H BE AHAS ~T7F A 1 1
31 1A9H " 7R ~T7F A 1 1
32 1H9H Mz HmE BRERE, suenrx /) — L 2 10
33 1H10H HEZ  EER ~TF 4 1 1
34 17 10H W WA ~T7F A 1 1
35 1H10H R YRl G ~I7F A 1 1
36 1H10H E] GRfgE & FRBEEE, SEM, EDS, FTIR 1 4
37 1H14H g AR ~TF 4 1 1
38 1H16H [£3) 7 R ~T7F A 1 1
39 1H23H [£3) 7 TR ~T7F A 1 1
40 2A7H e N R— FERFMEE, FTIR, B ¥ 7 —¥Kk 1 3
41 2H12H g RFvIET FTIR, BHREMRAE S 1 3
42 3A4H BR OFET FTIR 4 4
43 3A27H GRES Vo3 vxy AORY)  ERBEMEL, FTIR 1 2
At 50 185

#= 3 RfEEabE &2 — DA OITEHREB 2 b OKFEMR AR

No. KA KT LS EARREEH iE%k IH B ¥
1 6HTH #) FKiERE ¥ — ILREYH  SEM, EDS, FTIR 3 9
2 THOH ) IS KFFNEY)  SEIKRPEIESE, FTIR, CE, IC 1 4
3 TH12H #0) 2ReEH KENEY  ArFa—2R 1 1
4 10H8H f&2) IR BREE BN TR 9 2,475
5 10718 H ff#) Hblsk = g TR b = 3K LA Sy 8 84
6 10A23H f&2) iR M B8/ PRl R 6 1,650
At 28 4,223
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Occurrence of Pharmaceuticals and Personal Care Products (PPCPs), Their
Seasonal Variations and Initial Ecological Risk Assessment in the Aquatic
Environment of Fukuoka City

Eisuke UNO , Seiyo TOYOFUKU , Hironori TOWATARI , Shingo HIRANO”,
Hiroshi OHARA™ and Yuka MATSUO

Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment
*Food Inspection Station, Environmental Health Department, Public Health & Welfare Bureau
**Hygiene Section, Chuo Health & Welfare Center

Summary

As a result of having investigated the existence actual situation of PPCPs 30 kinds in 34 spots of a river of
Fukuoka city and Hakata bay, all materials were detected at either spot, and, as for the detection best levels,
1200 ng/L of Caffeine, the detection density of each PPCPs were levels from one to one thousand ng/L. In
addition, it was higher than other PPCPs, and the detection frequency of Caffeine, DEET, Bezafibrate,
Clarithromycin, Sulfamethoxazole was detected at almost all spots. Furthermore, in Kanashima, Chidori
located in downstream of the discharge mouth of the sewage treatment plant, there was much PPCPs
detected at high density in comparison with other spots.

As a result of having analyzed seasonal variations of each PPCPs, in Kanashima, they tended to be
detected by high density, DEET, Dicrofenac, Indometacine in summer, Clarithromycin, Sulfapyridine,
Carbamazepine, Diltiazem, Diphenidol in spring and Bezafibrate, Dextromethorphan, Propranolol in winter.

In Clarithromycin, MEC/PNEC showed 92 and a very big value as a result of evaluation in early period of
habits risk, and 7 other materials showed higher than 0.1. In these PPCPs, it is thought that further research
is necessary to have possibilities to have an influence to an aquatic in water environment in Fukuoka city.

Key Words : PPCPs pharmaceuticals and personal care products, [E3£d4h pharmaceuticals, 7K
BR$E  aquatic environment, ZEHiZ &) seasonal variation, ZEREYU 2 7 FIHIFEAM  Initial
Ecological Risk Assessment, {&iA7 o~ 275 7 % 5 NERSHHERE  LC-MSIMS

1 [FL&HIC HlicXoThrisha eEx o5 9. REGRWE

L LT?D PPCPs DR & LT, KIEM:D 78 JLHIPHIZ 75

IR, ERESL B AMSBkOEWE (PPCPs) 1Tk RIHZl, %’f’f’otof VREESSRIED 729, TR
DEREFENBRE I TS, PPCPs i3, FEETOHEI, T ATIEER2ICRES NV L, BEICHERS
BEHE, Ve, AWIZ X DMK, ke, RIEEIEE) 5714 aE _Hkﬁjéné_k, Wi R A AR A
B OPEHK DS FAKABREG O MEBRK & LTIl [ oHE I HEH DU AT VR THD L, EnFEFoNnD. £
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Fig. 1 Sampling points

M52 LR TFHEEIND. N5 ORHM %> PPCPs
S L LC, AKEAM~ORE, SIkOHEE, it
OB, BEKEM~DOIRAN, I IR AR
&M% £ 2 PPCPs [Al L OB A BEEN RS S ND.
2T, SRERTHORII L OEZE BT 5
PPCPs DIFAEEERE 21T o 7=, F1-, FOF— X &k
WCEMAE AT L2, & 51T, KEAM~DEREFE

ERARDIZDAREY 27 PIWEH 21T > 72D T, ZOfE
LY )

2 ERAE

2.1 Ho7Fyvy

TP O 31 H5, 2 3 Him 2\, 2013
fF£1H, 474, 7H, 10 A, 20144 1 A D 5 [FERAKZIT
o7z, PAEHAE Fig. 112w,

2.2 XAEYME
AFHA x50 PPCPs 1, Table 2 12779 30 /& & L7=.
(W72 5T, MERTOKEERES TRl sz
PPCPs ® 5 %, LC-MS/MS TH#Ta[REL 72 o 72t D % 13
NTE.

2.3 HPAE

2.3.1 BT ILER

ARERBHI N T AR Y, LN E IR % 70 Y
L, HIEBAAE CT-200C THRAT LT,
2.3.2 HIER, BIERBROFR

JK#EE 500mL (2 50pg/L DY v 7 — MR 100uL % s
MU, AT Af#HEAHE (Whatman #E8 GF/C, FL#% 1.2um)
EFRWTABLE. THAKX /—/L 10mL, @ik 5mL
Tarysyqva=yZ LB — MY v (Waters £
# Qasis HLB Plus 225mg) (2, & 10mL/min CTAiE%
WAL, @BHMIK 10mL THEHE, WEIRO%ERT A T30
SR ELER L, A ¥/ —/L 4mL TIEH L7z, isHEIX
EHRMN A THEE, KIAZ /) —/=280/20 (viv) 0.5mL T
BIEfEL, ZhERERKE L.
2.3.3 BIESEH

LC-MS/MS DR E G4 % Table 1 12777,

3 REBHERELUBE

3.1 REEHE

BEEHOME % table 2 (2”7,
3.1.1 ZEDH®HETMRfE (IDL)

LC-MS/MS (Z LV # 0 R LHIE (n=8) &ATV>, R
AL CIDL 2RI Lz, £/, 23 TRLZREE,
RHEEZBZR L, IDLRABHE ML RD-



3.1.2 HRHAEDBEETIRIE (MDL) , EE TFRIE

(MQL)

YR A RN L 7 MKERBE A 2.3 O 51T 0 I LI
& (n=8) L, RDOLNLERME HIEHERZE (o) 25
L, 36 % MDL, 106 % MQL & L7-.

3.1.3  ARmEYREER

)17k 500mL & 7= Y 4 PPCPs 1.25ng #RAN L, 2.3 D)5
ETHMNEGRER (n=7) #47Vy, MHERE, EUE,
IR (CV) ZHH L=

3.2 HHEAEHR
TFIEFERRTE DR R4 Table 310R7. RERERINE
B FIREARFHOLEIE, NQ.) &F L.
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AFAE RG> PPCPs 30 FEFAA COMA AL 0> D His Tl
HEh, HREE X Caffeine ¢ 1200ng/L, 45 PPCPs
DR B EE I~ T ng/lL D L~V Th o 7=, 41T
D&, TEMGXtOM I TEBE IR S
% PPCPs W&o 7273, ZAL 6 OHSIT T KBS D fik
WA TMICAELTRBY, TOREEZTZDEEX
SND. —J, ZxBIIIBWVWOLERELE U< FKRLE
LR O O FHICALE T 58, S&EECTEEIChT
KRECTH T, ZhUE, 4B RO FARAEE O
TAKRBEN LV D7, o x BRINOKENL Y Z -
HElbind. iz, MEEO 3T, [ bi)il e
2 L ERECTH ST,

ML, 1~93%& PPCPs IZ L » TIEH & 2

Table 1 LC-MS/MS measurement condition

HPLC
Instrument Agilent 1200 Series
Column GL Sciences InertSustain C18

2.1x100mm, 3pum
Column temp. 40C

Mobile phase A: 0.05% HCOOH + 10mM HCOONH;,
B: CH3CN

Gradient profile  B: 20%-15min-50%-5min-100%

Flow rate 0.2mL/min

Post time 16min

Injection volume  10uL

MS/MS
Instrument  Agilent 6410 QQQ
lonization ESI-Positive

Capillary 4000V
Gas Temp. 300 °C
Gas Flow 10L/min
MS1 Temp 100 C
MS2 Temp 100 C
Nebulizer 50psi

Table 2 IDL, MDL, MQL values and recovery ratio

IDL IDL sample conversion MDL  MQL

recovery test

analyte average recovery cv
(ng/mL) (ng/L) (ng/L) (ng/L) (ng/L) (%) (%)

Antipyrine 0.076 0.076 0.13 0.44 2.4 97 1.2
Bezafibrate 0.056 0.056 0.040 0.13 1.9 74 1.5
Caffeine 0.15 0.15 0.28 0.94 25 47 3.7
Carbamazepine 0.041 0.041 0.054 0.18 2.5 98 0.51
Clarithromycin 0.15 0.15 0.073 0.24 3.1 122 2.2
Cyclophosphamide ~ 0.029 0.029 0.10 0.34 2.1 84 2.0
DEET 0.046 0.046 0.22 0.74 1.4 58 2.3
Dextromethorphan 0.12 0.12 0.29 0.95 2.8 113 1.6
Diclofenac 0.060 0.060 0.090 0.30 1.7 69 1.8
Diltiazem 0.10 0.10 0.30 0.99 3.3 134 13
Diphenidol 0.10 0.10 0.24 0.80 3.6 143 1.3
Ethenzamide 0.028 0.028 0.17 0.58 1.8 73 1.4
Gliseofulvin 0.047 0.047 0.053 0.18 1.6 61 2.3
Ifenprodil 0.083 0.083 0.084 0.28 1.6 66 3.2
Indometacin 0.062 0.062 0.081 0.27 1.6 63 3.7
Isopropylantipyrine  0.033 0.033 0.11 0.38 2.4 95 0.81
Josamycin 0.051 0.051 0.071 0.24 1.4 56 6.6
Ketoprofen 0.064 0.064 0.073 0.24 1.8 72 1.9
Lincomycin 0.093 0.093 0.10 0.33 2.8 112 2.7
Metoprolol 0.10 0.10 0.10 0.32 2.5 99 2.5
Pentoxyfylline 0.054 0.054 0.073 0.24 2.0 80 1.2
Primidone 0.11 0.11 0.13 0.42 1.8 70 6.7
Propranolol 0.092 0.092 0.21 0.71 2.3 93 34
Sulfadimethoxine 0.10 0.10 0.22 0.73 2.6 102 1.5
Sulfadimidine 0.078 0.078 0.091 0.30 2.5 101 1.6
Sulfamerazine 0.073 0.073 0.11 0.35 2.2 88 2.4
Sulfamethoxazole 0.045 0.045 0.042 0.14 2.6 103 2.1
Sulfapyridine 0.086 0.086 0.14 0.47 2.5 98 2.1
Trimetoprim 0.10 0.10 0.052 0.17 2.6 106 3.6
Tylosin 0.15 0.15 0.079  0.26 2.2 89 2.8




Table 3 Concentrations of detected PPCPs

concentration (ng/L) frequency of

analyte detection

min - max median average (%)
Antipyrine 10 - 12 1.4 1.8 13
Bezafibrate 10 - 450 5.1 25 69
Caffeine 75 - 1200 68 110 93
Carbamazepine 1.0 - 120 25 9.9 57
Clarithromycin 1.0 - 1100 45 46 69
Cyclophosphamide 1.0 - 86 2.1 2.0 17
DEET 10 - 270 7.1 15 88
Dextromethorphan 1.0 - 15 2.4 3.5 14
Diclofenac 10 - 170 27 9.9 36
Diltiazem 1.1 - 110 53 12 18
Diphenidol 10 - 16 2.0 2.7 19
Ethenzamide 10 - 18 2.0 2.6 26
Gliseofulvin N.Q. - 21 11 1.1 11
Ifenprodil 10 - 63 28 3.1 8
Indometacin 1.0 - 80 2.1 6.1 49
Isopropylantipyrine 1.0 - 61 1.9 3.2 19
Josamycin N.Q. - 25 1.2 1.2 2
Ketoprofen 1.0 - 100 23 4.9 40
Lincomycin 10 - 62 1.5 3.4 23
Metoprolol 10 - 94 1.9 2.4 37
Pentoxyfylline N.Q. - 27 13 1.2 1
Primidone 1.0 - 41 3.3 5.0 55
Propranolol 1.2 - 10 3.4 2.7 10
Sulfadimethoxine 10 - 74 28 2.4 13
Sulfadimidine N.Q. - 13 1.3 1.1 1
Sulfamerazine N.Q. - 170 8.2 9.9 53
Sulfamethoxazole 1.0 - 160 2.8 11 67
Sulfapyridine 10 - 210 36 19 54
Trimetoprim 11 - 64 4.1 8.8 23
Tylosin N.Q. - 34 23 1.5 1

n =167

- 7c. Caffeine, DEET, Bezafibrate, Clarithromycin,
Sulfamethoxazole D4 AR 1L, 60%LL | & o> PPCPs
WHARTEL, FEAEETOMATHRE SN,

3.3 F=HILEE

BAHSD—>Th 5 HEICI1T 5 PPCPs IR DFF
T B % Fig. 2 (R, RS OJiki O NI E
L, {512~ T PPCPs A3 @i BE I f ) S 7= 8 i
T, oMl L CEHIEE N RE ot

DEET, Dicrofenac & U® Indometacine 3 5 (Z = 2 B 1T #
HENAERNH 72, ZOHB\ & LT, BEREEHIT
H5 DEETIE, RETFATFL—SIZEENTEY, HO
ZWEIZHERERNEM U Z ERHRERIND. 72, &
NGR4T d % Dicrofenac & U8 Indometacine 1%, 1
MFFEITEEN, JH - O, EBYE O, PR %
HEhah, AoEBhENRE< s BICHERENHEML
T2 ENBILND.

—J, Clarithromycin, Sulfapyridine, Carbamazepine,
Diltiazem, Diphenidol 13412 i EEIT MR HH S B A 23
Hotz. Zhix, HiEWE D Clarithromycin (%, &35
DT CRVIRSE OO A B ST D B A M T B E 2 72 72
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Fig. 2 Seasonal variations of PPCPs in Kanashima
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EHEESND. F72, Cafifidk<TH 5 Diltiazem 13,
ELEPOEEOTEHRIEE L TERA SN D, &%
NS OIERNPBDOILT W=, FHESENLZZ &
DEOBREIZFE LT EEZLND.

X 5|2, Bezafibrate, Dextromethorphan, Propranolol i
FRICEREICRH SN DB H 7. ZOHHR & LT,
$H%ZHE T % Dextromethorphan 1%, Fidk0& % LRI 1L
IFIHEH S ND N, ZOEROHSLTWENLHFIC
I THEAENEMN L2 Z & BRI NS,

7o, R RACFHIZBI O KR E W PPCPs b &> 7

(Fig. 3) . WAMUIETIE, Lincomycin 2N EIZ, FHERE TIX
Isopropylantipyrine 23412 &R EE IR S A M2
oz, ZHHOHAETIX, ZHZEF0 PPCPs 73 it od Hi g
IR THERE TR SN, ZoBRE LT, Hik
W& & 5 Lincomycin %, IKEOEBMAHIEZE S & LT
HSNDD, BREENREAZBRAEO L cE I
DI THEAESEM LI EREBLIZEEZXOND.

3.4 ARE R HWEASEE

INR D DD FIRIZHE, AR Y A 7 IR 21T > 7=.
Tihbb, WEAERKEEDT, [LEWENREFOEYIC
LU THEREB A RITERVWE FHRENAEEL LT
E S5 TR 2R (PNEC : Predicted No Effect
Concentration) & FHIBREEHIREE (PEC : Predicted
Environmental Concentration) & @ I L 0 FEAHAM T

Isopropylantipyrine
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N2, 2 Z TIXPEC I 2 BB R (MEC : Measured
Environmental Concentration) & L CIEHIRE 2 7=,
PNEC i%, 2Kk QBRI R 4587807 — &2 8
INHETE 72 26 EIZHOWT, ZHZH PNECacute 2 TN
PNECchonc & L CHH L7=. F£7=, PNEC D% EICY 7=
STTBAA Y MREUIEREEY 2 7 9IHIRHET A N A
¥ ONZHEVY, 1000 (RPEFHMEME) KOV100 (18HEFREAE)
PR U=, @E, ERY 27 OHER, LMo
AT OB D EmBEMOFAEIC K SEIThbhb Z &
NH, I TIEMHENTRKRES MEC & L, %
PPCPs |Zxt L T X /NS MED PNEC & T
MEC/PNEC % 3K, table 4 (28 L7z,

FEAME 21T 7= 26 W, 18 #'E 11X MEC/PNEC 73 0.1
KmixaL, 7TWED 011K, 1WER 92 E2R
L7z, BEEOHA RT A4 HEIC LU,
PEC/PNEC<0.1 T [BIFES CIIERIILE RN EE XD
Nb, 1, 0.1=PEC/PNEC<1 % MEHRINEEITEE D % BE
NHDHEEZLND, |, 1=PEC/IPNEC 1% [FHM 7231
EITOBEMEBEZBND, J L LTEY, Kz
TH ZAUCHE L TR 5 Z & & L7=. MEC/PNEC 730.1
A% 7R L7= Caffeine, Carbamazepine, Ketoprofen,
Lincomycin, Propranolol, Sulfamerazine, Sulfamethoxazole
DTHEZONTEL ERINEIZE D HMER DD &
ZHND, | EWVIHEICHE TS0, Mt =
2V U7, BERIRIMAORTES, Jlxatd
HRENH D, F12, MECIPNEC 73 92 L IERITKE 7
il %75 L 7= Clarithromycin (2Tl TEEM 72 3 41T
SEMEEZEZ OIS, | EWHHEICHEY T LD,
FEAEZR U R 0 FEMCREFAE O EHME, KV R
WMOUES, S%TEICTHELED LN H 5. Caffeine
X° DEET %513, bl i Tt S 7243, MEC/PNEC
BOLRMZRL, [BRERCIHERILERNES X
HILD, | EWIHEIZEEY L.

b Z Ene, ERETHNOKERERICRBWTARERY
BOMEIND LUV THRE & TV PPCPs 1220
T, SIEHEHERLMAE - A ED TN L EBIT,
o> PPCPSIZ DWW T b o HTiE A & 0 TlRA A MiFtd 5
ERHD.

4 FEH

@ Bt 17 O] ) 1] B Q220 0> 34 #1312 350N C, PPCPs 30
FEOTFEERLRAE LR, 2 TomE R Ti,ro
HS TR X4, B SRR BRI Caffeine @ 1200ngi/L,
% PPCPs D iR 132~ T ng/L D L~ /L T o 72,
¥ 7z, Caffeine, DEET, Bezafibrate, Clarithromycin,
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Table 4 Preliminary estimation of the aquatic risk of PPCPs

MEC (max) PNECacute |DNECchronic
analyte (ng/L) (ng/L) (ng/L) ref.  MEC/PNEC

Antipyrine 12 - - -

Bezafibrate 450 55900 7) 10000 6) 0.05
Caffeine 1200 - 5200 6) 0.23
Carbamazepine 120 141000 7) 250 4) 0.48
Clarithromycin 1100 12 6) 52 6) 92

Cyclophosphamide 8.6 571000 7 500000 7 0.00
DEET 270 4100 6) 500000 7) 0.07
Dextromethorphan 15 - 160 6) 0.09
Diclofenac 170 9920 7) 3100 6) 0.05
Diltiazem 110 4500 6) 5200 6) 0.02
Diphenidol 16 - 410 6) 0.04
Ethenzamide 18 3700 6) 2100 6) 0.01
Gliseofulvin 2.1 73200 7 - 0.00
Ifenprodil 6.3 13600 7) 3100 8) 0.00
Indometacin 80 4720 7 9400 5) 0.02
Isopropylantipyrine 61 530000 ) 15600 7) 0.00
Josamycin 2.5 - - -

Ketoprofen 100 2000 6) 156 7) 0.64
Lincomycin 62 232000 7) 78 7) 0.79
Metoprolol 9.4 - 3130 7) 0.00
Pentoxyfylline 2.7 - - -

Primidone 41 3690 7 125000 7) 0.01
Propranolol 9.8 158000 7) 90 4) 0.11
Sulfadimethoxine 7.4 156000 7) 6250 7 0.00
Sulfadimidine 13 571000 7) 6250 7) 0.00
Sulfamerazine 170 108000 7) 781 7) 0.22
Sulfamethoxazole 160 980 8) 2500 4) 0.16
Sulfapyridine 210 - - -

Trimetoprim 64 227000 7) 6250 7 0.01
Tylosin 3.4 388000 7) 625 7) 0.01

Sulfamethoxazole O HSEEE X, o> PPCPs 12~ T
mL, FEEToOMETRE SN, &5, TARAE

LK A TICALET 285G, TREICZBWT, il
DU~ TR S D PPCPs 3% 7> 72

# PPCPs D ZHiAR B 2 fifthfr L 725 2R, &EGICH VT,
DEET, Dicrofenac, Indometacine [3X%(Z, Clarithromycin,
Sulfapyridine, Carbamazepine, Diltiazem, Diphenidol |%
412, Bezafibrate, Dextromethorphan, Propranolol {352,
EREE R SN DB B > 7z

AR Y R 7 IHIRE M OFE R, Clarithromycin 1%
MEC/PNEC 7% 92 & IEHICKE 22flam L, O 74
HAR01LL k&R L. Ziub 0 PPCPs I, f@fi i o
KRB AT I W TR~ 2 RAZ T W REMED B 2
72, BROIPE - WABMLETHDLEZZLND.

728, AR ILE 23 IR LFRmaIcB N T—
WMERFEHRTHD.

B
ARREAT DY, BARICEHB NS E L
() #AABEE Y5 b, RO (—H) SN

B RBERE OFRIE#HOEERLET.
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WE MO R TR S AL, MR EIRE X Caffeine @ 1200ng/L, 4 PPCPs O HiR 135k
~TFng/lL DL~V Tho7z. F£7-, Caffeine, DEET, Bezafibrate, Clarithromycin, Sulfamethoxazole ™
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27z,

£ PPCPs DZ= 258 A T L7-f 5, 4 5123\ T, DEET, Dicrofenac, Indometacine I35 12,
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Survey on Veterinary Drugs in River in Fukuoka City

Seiyo TOYOFUKU , Eisuke UNO , Hironori TOWATARI and Yuka MATSUO

Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment

EH
LC-MS/IMS Z# HW=8 =SS (v 7 7 A)) 9FBmO—F oot/ L, @Rz
NAMINCBIF BV L7 7 H| 9 FEOFERRREAEZ P 26 4E 1 HB L O3 HIXTo 2. TOREE,
ANT 7 A RV = URNEROMS TRE SN, REBEX 1 ABES) - £EBICRBITS
027pg/L TH Y, EEBOTHIZHT-2 TEBICBVTHLREWRE TR S, kW TE 4 B

DA BT RIT DR E o T2

Key Words : ## =355, veterinary pharmaceuticals,

P77 #| sulfadrug, ik Z o

~ 77 7 EES5HE  liquid chromatography coupled with electrospray ionization tandem mass

spectrometry (LC-MS/MS),  {RIJIIZK  river water

1 [FLC&®IC

FH0y MR LT S 2 ZEFI& B A7 &
EV o B HESE L, MMEIRE CARESHEZ AL,
EEBBRTHERAESND Z L b2V, ik
DHIE - E RS O Y ~D B AW U AR
~OEEPNFEEINTND.

Y THEMHERLOP THLREII L TEH S
LPEAICH LI YA T 7 HINCEH L, LC-MSIMS % v
o7 7 Hl QRO —F T OFG 2R L. 22
T, & TN A 2 01 OB 5 FEYE s SO BD A
BT 2KEFOY T 7 # 9 IO EREBRE LT 7
FERIZONTHHRET 5.

2 REBAX

2.1 FEHRSIUHEEAR

TR T PN & AL 21 O BRERFEUE R 19 Hisids KOl
B MR 12 S OF 31 HS CHEERE 21T 7. A
RaK LIRd. AT 2641 A & 3 AiddTw, 1
A 134 31 ST, 3 AITEREEAYER 19 MR DA TIT -
7o BN FIROBRBERERIC OV TIE, Mk ORE
BTV E D TRy T v R T o7

2.2 HEZE

2.2.1 1Z#EH

HEEHE S S B AL R L DA i A AT R IR AR R 1 % (6
L, ZHIZEENDEALT 7 P T V2 (SDA), AT 7
ATV U(SM), ANLT 7T IV (SDM), AT 7 A b
FUEUXPU(SMP), AT 7E ) A RF T (SMM),
AT 7 A KXY —I(SMX), AT 4 Y FH YV —)u
(SSX), ANT 7T A FF L (SDMX), ALT 7% /3%
HUF RU U A(SQNa)E A RWE & L.

2.2.2 TOMEELRE

HARIK - FEAISR TR Le/MS

W BRI FE LC/MS H

AL =) FOGHMIBE L2ER LC/MS H

T R=FU o BERIFE LC/IMS

2.3 EEBLVAEEH

LC-MS/MS @ LC #Bi% 1200 series (Agilent ), MS/MS
H81X 6410 Triple Quad (Agilent #)% i\ 7=. LC-MS/MS
DHEMER 1, £ 21RT. HPLC OEIFICOWTET
Lrbh T /unv—HRattor 7Y r—va vt
EBEIT LT,

2.4 SWAE
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1 FAEHAX
# 1: LC-MSIMS D1 4t * 2 MR OBOE SR
HPLC Precursor Product ~ Fragmentor CE (eV)
Column Agilent Poroshell 120 EC-C18 lon (m/z) lon (m/z) _ Voltage(V)
2. 7umx2. Immx100mm SDA 251.3 156.1 90 13
Column Temp. 40°C 107.9 23
Mobile phase A: 0.1%HCOOH SM 265.3 19721'29 90 ii
B: 0.1%HCOOH/CH3CN 18€l5 16
Gradient profile B: 10%-50%(5min)-100%(8min) SDM 279.3 124.2 90 o5
- 0, i
Flow rate 0 2mllj(r)n?rf12mm) SMP 281.3 156.1 90 13
) - 91.9 32
Post time 13min 156 1 13
Injection volume  50pL SMM 281.3 919 920 3
MS/MS SMX 254.3 156.1 90 13
107.9 24
lonization ESI(+) 156 1 9
Gas Temp. 300°C SSX 268 112.9 90 14
Gas Flow 10L/min 156.1 21
MS1 Temp. 100°C SDMX 311 107.9 130 32
MS2 Temp. 100°C 156.1 13
Nebulizer 50psi SQNa 301 919 130 34




B A2 YU Y7 4% — (ADVANTEC i
DISMIC-25CS Cellulose Acetate 0.2um) TAi##, A%
LC-MS/MS THllE L 7=

3 ERERHERELUBE

31 HEEBEOKRHTRENIDLS L UEETRIE
(1QL)

LC-MS/MS (ZHRFE 0.1ug/L DIRATEHERZ MV IEL 7
BIEA L CHEE L, Z28%E(CV %), IDL(30) , IQL(100)
RO FHERIITRT. CVRITEMEIZBNT
WU T EIEb2E b, EMEOEE T IRMEIX
0.014 75 0.045pg/L TH - 7=

#* 3 AEEOMRM T IRMIS L OVE & T IR

T EBRICHiAIA T FAKRLBRS DI KIC & 2 805
A%,

F 4 BHLEIZET D SMX DA

Hiridh 1A 3A HiR 4 1A 3A
I A N.D.  N.D. AN N.D.
% 0.10  0.038 e N.D.  N.D.
7K AR N.D. N.D. PR EAG N.D. N.D.
PRAAT 0.028 N.D. EI kG N.D. N.D.
BOAMG 0049 ND. L@ ND. ND.
WA N.D. N.D. VPG N.D.  N.D.
& i 0.27 0.058 WS N.D. N.D.
Rl 0.20  0.056 G N.D.
G N.D. - FHEAE N.D.
H U N.D.  N.D. 2 G N.D.
5 0.056 N.D. KK N.D.
HROHRKA N.D. N.D. FAHE N.D.
L& T i N.D. - DI N.D.
SRR N.D. N.D. A N.D.
HAE N.D. N.D. A N.D.
ES X N.D.

W T PR 7 CV(%) TR EE TR
SDA 0.095 0.0014 14 0.0041 0.014
SM 0.097 0.0014 14 0.0041 0.014
SDM 0.097 0.0018 1.9 0.0055 0.018
SMP 0.098 0.0028 2.8 0.0083 0.028
SMM 0.106 0.0033 3.2 0.010 0.033
SMX 0.105 0.0026 2.4 0.0077 0.026
SSX 0.089 0.0045 5.0 0.013 0.045
sDMx 0089 00014 16 00043 0014
SONa 0.096 0.0025 2.6 0.0074 0.025
N=7 B pg/L

3.2 EEREHRE

WEZIT-T2 9 WHED 5 BIH ST DIE SMX D2
Thote. FHUEIZEIT D SMX DRBFEEZK 4 1277

1 HIZH T SMX OE & FIRME 0.026pg/L % 8 L 7=
HAIE 6 HAT, REZIEENOEBBIIRITS
0.27pg/L Mg biE <, RN TZED FHICH =5 T HBIGIC
BT D 020pug/l @ o7, Fie, $x BINOE Fiis
THHLBBCBNT 0.lug 2B DE TR ST
BV, 20O ERIZHTZ H2IRME, BEORGIZENTHR
Hahiz, 3 HITEE TIRMEA R U2 #3e 5 &
TG L4 BED IMA T, REZZNEH 0.058ug/L,
0.056pg/L, 0.038pg/L & 1 HIZHA_TEM -T2,

AR IS SMX 1E MY 2 R 7Y A EHAA DY
72 ST AAIL LTE M LT EhDZ Eb%<,
BEKF L OMBEFI L2 PP FE, SMX IET
KUBIZICB N TR I NWEWN I RELH DT
V., ASENREORED - ARG L TEE, 4EBICEL

XE R FIRMEARMOY A% ND.& L HAL - pg/L

4 FEH

LC-MS/MS % W\ 7= L 7 7 K 9 FEH DO — F /54T D 5=
fEZMEt L, 3B 5o H ORI THIE 21T > T
HEARRE DO L7 7 Fl &g+ 5 Z LR ATREL 72 o
7.

F72, Pk 26 4F 1 H & 3 HICEETTNZ RN D)3
K OMH S8 OBRBE LY F K OB AL (42 31 M) I
B2V 7 7 Hl 9 FEEHOFRETE & Fhi L7=45E, 6
HigC SMX S SN 7=, EEREIX 1 A 0B
B3 027ug/L T, O THRIZH 22 TRMBIRBNTH
BVRE TR Sz

Lt b Bl X & HNIINCB T 2 EERELZTT> T
&, SEILAL3AICKIT DIREDEBNKREN 722
LDV TH, IDICHEREZERL ETELZL T
{TPTETHD.

XAk
V7Y vy b 77 7 ao—pkEiat - Agilent 1100 2 U
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Environmental Survey of Chemical Substances(TCMTB) in 2013

Seiyo TOYOFUKU , Eisuke UNO , Hironori TOWATARI and Yuka MATSUO

Environmental Science Division, Fukuoka City Institute for Hygiene the Environment
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FEEFAEICHEESIML TWD. Fr 25 EE1X

WIBBREFE L LT, MEEDHHROKEICSWT 2«(F 47 F— M AFILF A)-1,3-_0V F
TV DEREEERERA A 10 A AT o 2. EAEHH-GC-MSIMS B & W 43T 24T o T2k R, 2-(F
FT T F = AFNAFF)13-N S F T — LI SRR o 7.

Key Words :

2(F AT F = P AFAF AN R FT T =

2-(Thiocyanatomethylthio)-1,3-benzothiazole(TCMTB), FAZ/mu~ 7774
7 N #ES3HTEE - Gas chromatography coupled with tandem mass spectrometry (GC-MS/MS), i

JK  sea water

1 [XC®IC

bW EREEREHE (=aiid) &%, RBEENE
E D BHIBEDOEH IO FIT> TWABREEHE T, —KEREE
FIZBIT BT WEORE RN IET 22 L2 H
& LTRY Y, Wk 25 EEBFI LR A, 0
REMA, E=F VU IHEL VD 3 0OFREN LK
INTWD. EETIIEE, PIEREREIC > VT
TV T DLSHTETHY L TR, K 25 R IIKE
IBITD 2H(F AT F— FAFAFA)LI-R Y FT
V=)L (TCMTB) D4t & ZEMi L7z T, ZDFEMIC>
WTHRET 2.

TCMTB 1357 V' — L ZOHKEFE L THWOR S E
T, AARTIT R 15 IR L TV D 72dfiti@m LT
VA, ALFWE YIRS EEAEE (kR o
FEHEEME CTH D Z &b, Yk 25 (E S BRBEH
BEOFERNGYWE L I2>TWD.

2 REBRAE

2.1 FEHAS I VHEEAR

LD C-4 MR ZFEa s L, REKkE
et LTH TV T L. 7Y o TIEFR 25
FE10 A 17 HiZAT-> 7=, REMSEZK 1125RT.

| SR '

y > R ¢ S

4 et A
< (] msm b

.  _oatie)

1 » WEACA
% ﬁ:a&‘, N 33° 36'33”
b @/ E130 19'46”

l A b A

2.2 HEZH

2.2.1 1ZES

REE SL MO T2, N ER IR (p- & — 7 = =V
-d14) 1Tt T3t 2 L 7=,

2.2.2 ZOihiRFELE

HEHIK - FOGHISR T2 LC/MS A

~F Yo BRIk KRR - PCB H

T Ry BB R R - PCB A

Az )= BRI FREESE - PCB A
vrunAxyo R R R REIE - PCB A
W BRI s AT
HERBRRET R U U A BRI R - PCB A



RYZF L7 a—)1 200 : FOEHISE T8 1 4%
BEFEA— Y v GL YA = 2% InertSep Slim-J
RP-1 for AQUA (230 mg)

2.3 EEBERLIVAESEH

GC-MS/MS > GC i 7890 (Agilent #), MS/MS £Bi%
7000 Triple Quad (Agilent #)% Fiv 7=. GC-MS/MS D414
R 1LITRT.

#1 GC-MS/MS DlllES:

fala i fRER AT, 39, 2014

3.1 EEDHETRRIE(IDL)
{bEWERBEEEHEAEO 5 &%) [2#H L,
GC-MS/MS IZIRFE 0.5ug/L OFEHERR A IR L 7 [BIFEA
L T, W% CE B % CY %),
IDL(=t(n-1,0)x0,1x2) Z KD 7=, t(n-Lo) L AHBE n-l, f&
e o (Z ZTIX0.05)ICBIT D tIHER L, o ITIEHER

EEFT. HEEOIDL 2R 2 ITRT.

2 HEEORHE THR(DL)

Column Agilent DB-5MS
0.25mmx30mx0.25um
80°C(2min)-20°C/min-200°C (0min)-10
C/min-280°C (5min)

250°C

260°C

lon Source Temp. 230C

Column Temp.

Injection Temp.
Interface Temp.
Injection 1min splitless
Injection Volume 3pL

Carrier Gas He(1mL/min)
MRM T(m/z)
TCMTB : 180>136
p-terphenyl-d4 : 244.1

Q(m/z)
180>109

¥ FEVE(R 22 CV(%) IDL

0.51 0.0081 1.6 0.031

2.4 SWAEE

ATER TR 24 BB o T IEBR R T A s
2NZHERL L THT - 72 30K 240mL 12 1mol/L HEE % 0.6mL
WL, Whatman # GF/IC A TAM L. A&/ —b
5mL, EffiK smL T2 7 v a = LEMT— b
Uw ¥ (GL # 4 x> X% InertSep Slim-J RP-1 for
AQUA) 2, A% 10mL/min ¢ 200mL @K L7z, 7k
WK%, EAHZEBMAK 10mL THER L, 30 o EHEY
AWK LV BiA LIz, 7 av A% 5mL & W CH
6 A Yy A DE I S8, KT N v
DEFRMUTHAR, BORE Y YRR LMEICBEL, @
FRFFT02mL £ TEMLEZ. ZhE~FH) 2 T1imL
WERL, p¥—7 =1 -dld ~F % VIEIK
(0.5mg/L)20pL, KUY = F L > 200 7 & b VIEK
(10mg/mL)10pL Z @A L7z b D2 EITHE L7,

BB L TiE, bW E o ITiEB SR A s I
FHENTWS GCIMS W FETIHIRERRZE LT
W72, GC-MS/MS IZ X% MRM il %17~ 7-.

3 EBERERBIUEE

N=7 B : pg/L

3.2 [EURE, RIEFHEDERHTRIEMDL LU
E £ TR{E (MQL)

TCMTB JREEAS N.D.OWEAKFEHIARMEM B % 5ngl/L 12
mAH X owEm ML T T | EATY,
MDL(=t(n-1,0)x65.1%X2), MQL(=0,,.1, Mx10) % 3K ® 7. 61, m
TRERE R O/ DN AEARERAEZ RS, BUNEE,
MDL B X' MQL %% 3 1R 7. BN, MDL BX W
MQL D437 ¥ 1ZE " 70-120%, 2ng/L, 5.2ng/L T
HY, TRTCOEAEE L.

# 3 [N, M TER(MDL)E L OVER FIR(MQL)

R3] BULE%) EEFEZE CV(%) MDL MQL

5.0 99.4 0.11 2.2 0.42 11

N=7  HfZ : ng/L

3.3 ERAEHKRE

T PRI C-4 M D ARE B2 20 HT L 74 5,
TCMTB (3 & hote. BH¥ERO 7 a~ 7T L
CKEFRE RS L= a~ NS T AEFRFRX2 &
X 3 (2R,

E A A (m/z=180>136) PRI HE(m/z=244.1)

+ MRM (180.0 => 136.0) std0_5ppb.D + MRM (244.1 —=> 244.1) std0_5ppb.D
£ x102] *12.807 4. £+ %105 | *13.099 4.
; B 127 A} 163190
R o8 R
0.7 08+
0.6+ 0.6
0.5+
0.4+ 0.4
0.3+
0.2+ 0.2
0.1
0 0
1‘2 12‘.5 1‘3 13‘.5 12‘.5 1‘3 13‘.5 1‘4
FRITEBFRE (min) BIEEFRS (min)

2 EAEE(0.5ug/L)D s u~ k7T A




E & A A2 (mz=180>136) PR AZE HE(m/z=244.1)

+ MRM (180.0 —> 136.0) C4-1.D + MRM (244.1 —> 244.1) C4-1D
L x10 1 *12.999 43 L x10 4] 13.102 4.
A 0 A B 147490
R 55 R 7
6,
2 5
4
15 3
1 2+
1 -
0.5 04
12 125 13 135 125 13 135 14
S E B (min) SAIEBERS (min)

K3 KEREDOIm~< FTT A

4 FEOD

EAEHH-GC-MSIMS 1EI12 X % TCMTB D45 #r 5t %
et L7z & 25, [RIEESL T IREIZ DU T o H e 2
- L, FEEHERAE RO TY BIFREENE LN,

fala i fRER AT, 39, 2014

10 A D% thEhifEeg C-4 #5121 2 Fgk 2308 &
LT TCMTB O &{T-7- & Z A, TCMTB dfH &
RN,

XXk

1) BREEE A R BOR R R AR SRR 22 AR « SRk 25
R AL S L BREE, 3, 2014

QRIEE R ABREECOR R R ET BB A0 Ak 24
AL AT B R R A s, 127~150, 2013

JEREEE A BRELBUR R BB BRI 2 2R« (LT
BREFEREEMO TS5 X CER 20 FEMR), 69~
89, 2009

A)—MREFFAIE A B ABRBI A o & — SRR 25 R L
) B BE S G R A A B SR R R A B AT SR
#2014
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The Result of Survey on Nonylphenol and LAS in 2013

Hironori TOWATARI, Eisuke UNO, Seiyo TOYOFUKU and Yuka MATSUO

Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment

SRR 24 R, KAEAEMRBITRDKEREREIHE & LT, Fiizic/ =v7 o/ —)VEEHET IV
F NP AVR RO O (LAS) 23BN S L7, ARBFZEFT T, S RIOBEREELAETRE ~0
BIEZT, Zhb 28EICONT, FROMIB I OELEOKE EERELE 4 BlfT-72.

=T 2 )= MZOWNWTHE, TRTOHMEB LY

FRARNZOWT, i bR ITRRE S AU

B ARBREEMFARN CHo7=. LASIZOWVWTY, < OHSIZEBWT, RLIKEEICRESNT
BREDJCUEE R CTh o 72708, IROEKIFE N O OFREH A WT, REE ORI O AR5 RA

WCEWRE TR IR Z b o7z,

Key Words : / =/l 7 = /—/)L Nonylphenol, B 7 /L F N8 X )LR VRN O DO
Linear alkylbenzene sulfonic acid and its salt (LAS), A7 u~ 757 %5 NEESHERE

GC-MS/MS,

1 [XL&®IC

TEAOWEAIRLHEAIE LTHAShTWS, 344

VREEERICHD ) =T e ) — L X L— b
(NPNEO) 3B EE AT CTHESN, /=T =/ —)b
(NP) 1Z72%. NP [ZWNIMBELIER DS & 0 A5 itk 3
Bz, KELEY~OEENEE STV DLIWEDOD
LoThb.

T, FEAEFIE L TELERHEINTEEBA A4
ZREIEMAITHIEHET LFANE o 2R B
OO (LAS) 1I22oWTh, RERICKEEY~DE
DI TNS.

IS 2WEL, R 24 IR AR IR DK
ERELEH R BN SN2, Pk 25 4E 4 H ST,
& BN O] ) EE 2 B TR A EM IR IR D KEER
B HAEOER IR E SN TV AR o 72, ARFSEFTTI,
AR EIC S &), HHROIIIE L OEZBICB VT,
RE 25 AR IZAR 4 [ O KB REFRE LT - 720 T, 5
I 1 FERORERE R SHE L@z OV THRET
5.

WKk a~ NTT 75T A

INTHERE LC-MS/MS

2 NPEREZE

2.1 FEHASIUVHERE

NP (ZDWTIE, RO OFT R TOREREEL (25
HR)  EAfBhHR (12 H#1R) , EEZBOREEYESR 3 H
moRE, FiE, KEOF 9 A, A 40 HSIZRE T
WEEIT-o7-. FAEFEMEHAIZ4H, 7H, 10A, 1 HDHE
4[E1E L7z, Zpds, I OFHER SISV TIE TR Y
IV T ETo. (K1)

2.2 BHOERELUBRELE
2.2.1 BERE
NP I#ESL LY 7 — NE (NP-d4) & b ICBIRY L
A NEEREYE 7 =) A L d-10 I2 W TR
MISE T2 7z,
2.2.2 ZOHoOEE
e - FIOEAISE T ZRB 3K - PCB
KEEEH U o & BB LR PR K - PCB
& =) BRI R - PCB M
b MU DA BRI R RIE - PCB A
filR ) R U w7 A GRS T3 7R 23R - PCB A
rmu Az y BRbFR RS - PCB A



TR b BRI ARRREE - PCB
~FY o R RS - PCB
Wit =L BBULFR RS - PCB A

2.3 EELLIVHIEEHE

GC-MS/MS @ GC #1% Agilent 5 7890A, MS/MS #5i
Agilent # 7000 Z{EH L7=. % 112 GC-MS/IMS DHIE S
R

2.4 SWAE

SMRPEN USRS LR EREE &~ =271 YD
FOVFHERAGIEICHE U CREMEEIC L0 9 21T -
7. FEE600mL (T w s — NME & 0.24pg WML, T
T AMEHEA R (Whatman GF/C) TAia#, ik 500mL
oML, KESHASBEBEMAHLEE (V—=1)
A = 2 # AQUA Trace ASPE 799) TREIABHH 24T - 7=.
EfH 75 (P—z P A 2% InertSep PLS-3 for
AQUA) [Z¥7nu X% 10mL, 7% ko 10mL, A%
J—/L 10mL, #HiK 10mL DIEIC= > F 4y a=v7
AT > 121, 10mL/min Ol TRk & 8K L7z, @K1,
D T L&k 10mL THEF L, EFES AT 30
SRR EITY, TR Ry 2mL, Y re A X2 2mL
OIEIZEH &7, WHIRE 43°CITE L, RS A
T O05mML LLFECRMLAY vy YEICEBLE. Zhic
IN-KOH = % J — VX% 0.5mL, #iiligy—F L 0.2mL %
WAL TR T 30 oMAGE L, 512 IN-KOH =% /
— VIR % SmL O E TN, &% LT 710COER®
2 1 BERE L7, SIEICREL, 8SmL OERETI RS
NoF—H—%x, MLIIEE S LTHEBYZERMRS
Bie. PEEREA Y U RIE(7 =) A L -d10 - 0.4mg)
ImL #hn %, 1 4R & 5 il Uiz, ik (o~ @)
ZoyEL, A9 0.5mLIZHEME L7cb D&l e L.

#1 GC-MS/MS D HlE St

3.1 HREMRELUVHAEME
LAS {225\ TH NP EREROHILFIZ BV TR B IZY
TV T EITY, iEEEmLL (K1) .

3.2 HEZH
3.2.1 BERF

HEE S LRI b LAS BT &, PR T 1
TSR T M -4 7 F AR AR VERT Y
7 4 (LAF C8-LAS) %Wz,
3.2.2 ZihdEAE

XHA : FOEHMISE T LC/MS A

X7 E=U L FOGMBE TR SEREs v~
NrZ7H

AR - FOLAISE T3ESR PFOS - PFOA 43T H

T h=hFVU: BRIEFE LC/MS

A& = BREFR LC/IMS H]

3.3 HEBLVBIEEH

LC-MS/MS @ LC i3 Agilent 5 1200Series, MS/MS
#5i% Agilent % 6410Triple Quad Z{H/H L7=. #* 2 I
LC-MS/IMS DHITE Stk 2 3.

3.4 HWAHE

BRIRA SR DKEIGE IR D BREEREMEICOWT) [
12 [T TOMTEIT o7, 3B 600mL (2 NFRFE M) E
L LT C8-LAS % 150ng iRAN L, 4T A kit 5 ik

# 2 LC-MS/IMS D& St

Column Agilent HP-5MS
0.25mmx30mx0.25um

Column Temp. 60°C (1min)-10°C /min-280°C (Omin)

Injection Temp. 250°C

Interface Temp. 250°C

lon Source Temp.  200C

Injection 1min splitless

Injection Volume 2ul

Carrier Gas He(ImL/min)

MRM Target(m/z) Qualifier(m/z)
NP : 177>107 177>135
NP-d4 : 139

3 LASERERZE

HPLC
Instrument Agilent 1200 Series
Column GL Sciences Inertsil Sustatin

2. 1mmx100 mmx3um
Column temp. 40 °C

Mobile phase A:0.1%HCOOH+50 mM HCOONH:
B: CH:CN

Gradient profile  B:50%(4min)-20min-80%

Flow rate 0.2mL/min

Post time 10 min

Injection volume 20uL

MS/MS

Instrument Agilent 6410QqQ

lonization ESI(-)

Gas Temp. 350 C

Gas Flow 10L/min

MS1 Temp 100 °C

MS2 Temp 100 C

Nebulizer 50psi

MRM Target(m/z)

C8-LAS : 269>183
C10-LAS : 297>183
C11-LAS : 311>183
C12-LAS : 325>183
C13-LAS : 339>183
C14-LAS : 353>183




(Whatman GF/C) TAif, A& 500mL 4L, /K
BB s EAHEE (-t = 28
AQUA Trace ASPE 799) THEFHMIMN AT o772, BT Z
b (V=Y oA = 2 Inertsep Slim-j C18-ENV) 1%
A B 7= 10mL B L OEHMABML T2 T v a =y
T EAT > 124, 20mL/min Ot TREHEEK Lz, @Kk
%, FEHD T LA BHK 10mL THRE L, BEHRAICT
10 syfElEn ATV, A X/ —/L 5mL TIHEH I, &
R % 50°CITIMRfE, ZFE 2 AV C0.5ml LLF F Cifi
L, A¥ /=N TOSmMLICERLZbDOESHEEE L
7=,

4 HRELUBE

4.1 NP OREHR

W5 FIRME A 0.00006mg/L & L CHRERZRT. W)
BREEFEUE IS K OB SIS 31T B NP IR 2 X 2 IR
7.

BZBIZ OV I TR TOHSE KL OFHERIC OV T
W TRRMEARM CTh o 7.

TOKAERS; D FRAK BTN T 5 4 56 & T S IEm
B ORI L0 2R, ZOMoOHSIZ OV TR
HOFEITFIES CTH Y FERMICEIRE O AT -
72. NP IZAESMEEDME S TAKLERZ L BrE i<
W2 EnD, FAEICHEH S A7z NP A T KL fik i
e LTS, BREKFOREN EFRLTWDEE
Zbhb.

£z, 4 AORENS 1 Ao CTeRfickitish
DZHEENB O RE DK T L TWDA, SHBOEEICHE
WRMELEZ L. B, ZIVE TR T TV
HHE2[E 5 AL 11 A) OREIZOW TR ZHIT
EEYIMERR ST 23,

NP OERBEIEMEMIL, & HIERREICRE SN TV DI
N6 L ONBIVE DMk A F84C 0.0006mg/L & ST
L0, SEOMETIE, WThoHiHIZB N TH
0.0006mg/L Kiifi TH Y, Bl Ih-ZkbEmBEDO LD T
HEDELL T Th o 7o, Frk 26 4 3 A OBF T, &
W TR A DR AR 2 KB BREEEHE ORI E
72 TRV, SEIOFEIZL > T, HHNOBEE
DOKEREHAD D b, WINZDWTIET N TORREER
PR LB HLRIZ W T, ZBIC OV IR ORE
LR BN 3 MSICE VT, RLIRBEICRES
NEBREREERB THLI L E2MRT I LN T
7.

4.2 LAS DFRERER

RFEHCLO D Cl4 ETEZNENERL, DA
% LAS JRIE L L THEME Lz, BE FIRMEIX
0.0006mg/lL & L7=. 72k, TNETNOEE FIRMEE
0.00012mg/L & L, & & T RREAN O %546 1% 0.00012mg/L
L LTHEIL, T XTOMGPER T IREARTOSHEIC
LAS J T 8A FIRIEAR & Lz, ORISR
T OB HLAIZ BT D LAS RE A X 3 12T

LB OV TET R TOHLEE X OFRAEEIZ SV T
W TRRERGCTH o 7.

LAS OEREEFEMIL, W)IE X OB OERI D 5 Hix
BRI IR E STV D AW EE A AT 0.02mg/L &
INTWHDEHRN, SEIOFAETITZ O ARIZENT
0.02mg/L A DIREE THERR L T\ 5 —J5, IHEME, IBo
ERE, RARBE CIIFRANICERE RIS,
0.02mg/L Z i 2HER N H -7, £, EE, F
HERG, ZEIRG, RKAAGICOWTIE, HhefIcfiibis L v
BOIRE CTh A ARMEN AT BT,

IOERFGIZIRB)NZ I T 5 H| TIMORAEH S TH
D, EIKENRE L, DTN LAS A LI-FEE Tl
KERQBEBLITHZ SRV EEZ BN, 10 HOH
BERFICIIRANICERE CTREB SN, RROFHE R
Th HEEE & RABICB W CER U R CERE T
HY, TOHEETH SO BHEOESRETRAN D -
Bz ohd. RIUELEBBIC OV TIL K E
W, EHOREANE LB OND0, S HICHEM
EMETIMLERDDEEZD.

NP 1% FAKALERES N Cd 54 B G I R T itg X
DERECRE SN TV, LAS T s & v K<
TKAEE R A O _ LR H DG L W RBETH -
7o. LAS IZAENRERE <, EHRTH D FHREHLEARD
WAL TS TARLBGO T Th->Th, TARLEIC
E o THMR « B SN TRIREES 72 o 7o iR 3 KR
WINCIRAT 22 &C, WIIHFREAMETFL TS HO
LEZHND.

B 4 \ZPRFHL T & D A4 B OFRARER & MR Z 8IS
L7ZbO%RT. WO AIZE W TH RO
FURERSoTNWDZ ERDAY, C11, C12, C10, C13
DNEICIENE L, CLA TN ToOHA, FRERIZ OV
TEETRIERE TH -7, SIS DRENT
AP & B &, CL0 A3 19%, C11 23 49%, C12 7% 22%,
C13 78 10%, VHIRFEEMN 112 £ 72> TRV, BREZD
FIARE R (C10  19%, C11  36%, C12 29%, C13  <7%,
R FE 11.3)  (BREEAE h R B KBRS K A 4R
MIREREEEFMEE S (F6R) HRFERFEERHNCE
DENEREAKFO LAS REEES L RREOEHEGTH
DT EETRR L.



5 F&H

Wl 24 HEFEITKAEEIREITIR B KL BT HEH B
WEINE 72 NP & LAS 129U T, fii) I L O
BONKEREFELITo72.

BREEILHENE & b9~ 2 &, THPN/KERBEF O NP REIX
FTRTCOFEH SR L OFTHERICONT, KHIEREIC
BRE SNSRI DIREREERE CH 7. LAS
IZOWThH, ZLOHAIZEWT, RbIKREICHES
NT-BRE IR CTh o 72728, OB KISV O
DO FHA I N THRFE O FHAE] 00 B FLIIZ i VR EE
THRHENDZ Lo T,

iz, FAUBBEOBFRADTHEAT 5L EELT BIG

IZBWT, NP BENMUHSE LY EWRETHDOITE
L, LAS REIIfh#R L VIRWRETH 72, NP 134
IFRPERME L, LAS II@E V2 LD, FAMEE TG
HIRBRIZ K ABREDZEDERINL TNV D EHEHISND.

WVE L b REEEAIE LTHEAShTWD R,
TOMEHSZ T 5 &, NP BENGOHIA L LAS
BERE VRIS E AL B L TW Ao T2, Zhit
TNTNOWEORBENTEMEFEM L TRz T
22808, BEP~OPHFEOEVHEKZL TS S
DEEZLID.

WAL, KEEMITHER DD E LT, & HITFK
24$V BREEAAMEH BB S - REE LR TH D

» WERLROPEE A AR DLIZ SR 2 Y, FEEROBREIKR N D
@#ﬁﬁﬁ%&w#%é LR STz, WE DTG
BeaBii L, KEAMTE > TREZREEZZH L TV
T=®iZid, WMPWEOPHEOENEZHEL, ThEth
DOFEICR Uk A LD ZENAERTH DL EEZD.

3K
D) BRET KB R AR KB R SRR S IR EL L
WEMEEE~==27 v OKE, K&, KEEY) ,
1-1,2

20K TR, HIRER T, FREZE BTN -
LBICBTHTNAFNT = ) — VEOREN (6 2
) — VN O Fiis G Y S Ra T A —, T fe
EREBEMFSUATH, 29, 55~60, 2003

3 BEELE, NREES, THEE, REREAE - EETN
OFNBLIOEZBEICRB TS /) =17 =/ —LDERE
T, R T ORERBEATJE TR, 38, 59~62, 2013
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FUETEE - TR - BWETE - REAE
a8 Bt T R AR BR B AT FE T BR B R
Survey on Aquatic Organism and Items of Standards for Them in Tatara River

Hironori TOWATARI, Eisuke UNO, Seiyo TOYOFUKU and Yuka MATSUO
Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment

259
ok 24 FEE, ARAEEMREITR L KERELERD L LT, Hilll/ =17 =/ — L LEET v
FNRB L ZVR BB O O (LAS) D3 B S 7. ADFFEFTTIE, HiPICiAT 211K
RIERAETYIHEZ BFIT>TB Y, SENTETISEIN S KAELEM R AEE ORAERHR & KA
W ARE R, BOD % DIARZ/KEEE O RIZOVWTE L OO THRET 5.

Key Words : / =/L'7 = / —/L Nonylphenol, E#7 /L XL B 2K R IEDHE
Linear alkylbenzene sulfonic acid and its salt (LAS), A7 v~ h7'T 7% 5 NERSHTERE
GC-MSIMS, iRtk v~ 757 % 7 LERESHTHEE  LC-MSIMS, KAEAEY  Aguatic
organism, %% )il Tatara River

TR 2544 A 4 R, 10 A 4 RIcZx B)IO 1546, M
e, FOmRE, MG 4 S CHEEEITo 2. ol
IOV TIE, BEMOEDEMIZLY, KFERAETIE
FEL MG TREN TERDsl/eoiii Ly,
AR OMK 2K 11277

1 [FLC®HIC

SRR 24 4L, KAEAEMR IR D KB R SLERE &
LT, AR 15 AR BRI O TRROE SN To a2, BT
7ele /) =72 )=V (ELT NP)EEEHT VXL B
U AIVIR PR K OVE DO (LAS) 3T 7= 1B S 7.
2.2

KAEAEMREREILIET, FRREAHRT5H A2
KAEAM B L OFOEEAEWIT NS TN S OA R T ATE
REOHREZHME LT, AREEFEMT — % ORGER
FEEEORHIRILORESE 2R CRE SN,

AFIEATTIE, TR A FEEND, BREGHMO oIl
PSRN T DI D EABMFRAE A Fhi LT, Fak
25 EEET S < BIINCHOWTCHE A EM Lz, AlENx, it
KREAKEORE L SN TEEERREOREICET S
KERFEEUETHE Ch 2 KFEA A VIRE (pH) , £E91b
FHERFEERE (BOD) , wilEmER (SS) , WIFiEHE
i (DO) Z&te 7IHAIZ, NP & LAS OEEESHT HINZ
TATV, KAEMRLEREEMER R L KA 04 25k
Dl bhig U7z,

2.1 REMK

HHEOEnS L UREAZE

BBUIRRBIZE DX v 7 « AL —TETITD, Rv
MZA-EAEM % 250mL EIRIZ AL, EHIZ 70%
TF LTI —)LCREE Lz, KHuS T 3 3B o8k
L, RIEFCHIKSEREL 72, $RE L 7230 sk ik
WMEkkrE, EATYAZEY B L, FEEIEMEE T TR ()
DREZEATV, EEEEFHT L.

FEIC LD ELNIZERNS, ASPTIEV 2R L.
ASPT fEIZ/AKERILUIC A BREE b & W 7o & ) 1 B
RO B EZHERIICR TR T, AaT7EEAWTCHE

Z 2B

1 A



5. EAHORZ LR LA TR 15
510 FThHy, HE LKLY B oRxaT7HEOE
FH(TS) & B L2 KA OR OB TEl > 72 TR E
N5 2a7MEF 10 ITEWIZ ETFERKIETHEZ L %
#9. 7o, ASPT MEIT/MERE M E2MBHEAL, /I
BORE—frETL L.
ASPT=TS/n

TS EN7-F oz a7 fEoaE

nf L7e Rl ok ik

B, pH, DO, BOD, SS, T-N, T-P, EC @ 7
HIZOWTOKE G EIT - 7.

2.3 NP R AE
2.3.1 HEZH
1) FERE
NP IEHES, &Y a7 — M (NP-d4) & HICBIRbF:
A NEEREYE 7 = F 2 AL d-10 IOV TIEFE
MK T3ER2 2.
2) ZTOfOFEE
W FIOEAIIE TR FRBEIE - PCB
KEEAEA U T A B bR PR RSE - PCB
& =/ AT R - PCB
LT N U v A B R R EIE - PCB A
i bV UL FOGHEE TR AR EE - PCB
vrmnaAx o B bER REEE - PCB A
7 Ry BRI R R - PCB A
~F o EEbTR RS - PCB A
gy =F 0 BEE bR R ESE - PCB
2.3.2 EEBLUVAIESEH
GC-MS/MS @ GC 1% Agilent # 7890A, MS/MS BRI
Agilent £ 7000 2/ L7=. % 112 GC-MS/IMS DHIE S
%R

#1 GC-MS/MS DlESM:

Column Agilent HP-5MS
0.25mmx30mx0.25um

Column Temp. 60°C (1min)-10°C /min-280°C (Omin)

Injection Temp. 250°C

Interface Temp. 250°C

lon Source Temp.  200C

Injection 1min splitless

Injection Volume 2ul

Carrier Gas He(ImL/min)

MRM Target(m/z) Qualifier(m/z)
NP : 177>107 177>135
NP-d4 : 139

2.3.3 HWAEK

— 72

SRPERN RS EREE E~ =27 1 2 0=
FOHEMREICEE C CTEMEMEEIC LY o217 -
7o, BB 600mL I e — M E & 024 pgiNNL,
T AHEHE AR (Whatman GF/C) TAiaf%, Ak 500mL
oL, KESHHASEBERHEEE (—=13
A = 2L AQUA Trace ASPE 799) TR 21T~ 7-.
BEFEH Z 5 (P—=x /%A = 28 InertSep PLS-3 for
AQUA) [I¥7mu A% 10mL, 7& k> 10mL, A#
J =)L 10mL, #ffik 10mL DlEICa T 4 a=rT
Z4T o T21%, 10mL/min O Tkl 2K L7, #K %,
B D T L &K 10mL TG L, BELAICT 30
SRR ATV, TR Ry 2mL, Y7 on A Xy 2mL
DRI S 7z, R % 43 CITMEL, &R T AT
T 05mL LFETCRMLAE y YEBICB L., ZhiZ
IN-KOH = % / — V¥R 0.5mL, ffiligs =F /L 0.2mL %
INL CEIR T 30 offkiE L, 51T IN-KOH =%
— VIR % 5mL OERE ML, &% LT 710°COER
(2 L RERTAE L7z, SIBICER L, 8mL OEMRETI R T
N A—H—%Mx, MLLIEE D LCHEIEYZEMRS
Bz, PHEHEAT Y EIK(7 =) AL -d10 0.4mg)
imL Z0n %, 140 iRE 5 i U7z, i~ /@)
WL, #0.5mLICHME Lz oE ekl s Lz,

2.4 LAS T A%
2.4.1 HESZH

1 BERE

FEVE X B b 20 LAS AR YRR A, PNEBEEVEM B 1
M TER p-A 7 FLRUE L AVR BT N D
2 (LLF C8-LAS) Z /=,
2) ZTDhDFEE

X FOLMSE TR Le/MS A

FET o E=U L FOGMIBE LR SdiRik s v~
77 H

HBAK - FOBAISE T 3E% PFOS - PFOA 43 4T Al

72 h=FU: BRIEFR LC/MS A

AL =)V EEER LCIMS
2.4.2 ZFEEBLUBRIESEH

LC-MS/MS @ LC #5i% Agilent 2 1200Series, MS/MS
1 Agilent # 6410Triple Quad ZfEMA L7z, £ 2 I
LC-MS/MS DJIESA % 77
2.4.3 HWAE

RiEE SR DKEBBICR D RELMEICONT) (&
12 [ZHEC T &4T o 7=, B0k 600mL (2 PN HEM) BT
& LT C8-LAS % 150ng ¥RM L, H 7 AHk#EA #E
(Whatman GF/C) TAi#f, Ak 500mL & 47HLL, 7K
oA gEAmEEE (V- Y = i
AQUA Trace ASPE 799) THEMHIM AT o7, EHALZ



L (V== = A8 Inertsep Slim-j C18-ENV) 1%
AR = 10mL B L OMEHMASML Tav T 4 a =y
T EAT o 12, 20mL/min Ot TREHEEK Lz, @k
%, EFH T L& BHK 10mL THEFL, SEHRICT
10 DB AEITY, A X/ —/L 5mL TIEH SE2. 3B
ik % 50 CIZHNRE, 3% VT 0.5ml LT F T
L, A¥/—=NTOSmMLICERLZbOESHEEE L
7.

%2 LC-MS/MS D llE S

HPLC

Instrument Agilent 1200 Series

Column GL Sciences Inertsil Sustatin
2. 1mmx*x100 mmx*3um

Column temp. 40 °C

Mobile phase A:0.1%HCOOH+50 mM HCOONH.
B: CH:CN

Gradient profile  B:50%(4min)-20min-80%

Flow rate 0.2mL/min

Post time 10 min

Injection volume 20uL

MS/MS

Instrument Agilent 6410QqQ

lonization ESI(-)

Gas Temp. 350 C

Gas Flow 10L/min

MS1 Temp 100 C

MS2 Temp 100 C

Nebulizer 50psi

MRM Target(m/z)

C8-LAS : 269>183
C10-LAS : 297>183
C11-LAS : 311>183
C12-LAS : 325>183
C13-LAS : 339>183
C14-LAS : 353>183

3 HBRELUEE

HIEM R ORABY O BRI ZFK 3 1TRT. 4 A
A FRA R T 14 B~28 B, 10 A1 16 Bi~22 B D&
A SHBL LT, ASPT fEIZR 4 ITRT L kD 5.9~75
THY, FHM S BRI TR ASPT fE2S
Lo TERY, MAERE, FEME, mbs, 1 5Eo
JEWZ 3235 72 KR BE Cdh o 72

KEFM#AEE pH, DO, BOD, SS, T-N, T-P, EC ®
AR LRSI T. EWMAIE D T SS 3@ <,
WONRHBHZ Enbnsd. £7-, BOD R EC, T-PIZ>
WTH TR D TR S R->TEY, THRIZRDIT

L7 3WERA D b DURIVAZIE D BN & 5 Z & B3
25, ZOREFIX ASPT i & HHHBIZ2 S W, BOD <X SS
DIRVITNINEE, KAEAEY S A 2T D@ WO S DR
£ ER LTV,

WIZ, NP BEU LAS OFRERRER 6 127”779, NP
O A TR 0.00006mg/L, LAS o T BRAE I
0.0006mg/L & L7=. LAS IZ2OW\WTiE, R#EEK C10 725
ClUFTEEINTNEEL, TOAFEL LASTEE L L
THEMEE L. B, ThEFhoE&E FREZ
0.00012mg/L & L, E& FEREARHOEEA 1 0.00012mg/L
ELTAFL.

)3 X OWHADERLD 5 bk bIRREICRES T
WEHAYEE A BRI D RELEMEIT NP 2
0.0006mg/L LLF, LAS 7% 0.02mg/L LL FTH DA, 4l
OFEFHHICBN T, T X TERLREOMTH - 72,
NP (2 DWW T T T TR AR Th o 7273, LAS
IZDWTET R TOHA THE FIRELL EOE M &
ALTEY, BOD XSS 72 EHERD B OW)INOKEHEET
& DAEIEEREE ORI T S BREEEEE L. SBHT7
WZKAEAMREITHRDEE & LTEMS L7z NP < LAS
EIXIAMEZRBE I R S5 9, ASPT Ml & bkl L C b ARES
EXEYY (WA

KREAYREER I, KESCADERRNEEZELT
RIS ET 5 Z L2 o TV DD, SEOfHE Tl
FADIKREEY O E BRI & REEYRERBTIEMETE H (Z
VR EME T R D e o Tz,

LorL, AEE—20IOAZOHETH D2, 4
%, MHiIcB W CHELER, EKAEBYOAERRN
DT — 2 #EF L, BE#EZMR L.

3K
D &EAEM GRS EEE (1995 4) @ KRS
Wi X D) KBRS~ = = 77 L (R =2 T7iE)
2) BRELT /KB R R/ S R < SMRIPEN 2 WL L
WEMEYE~==7 v OKHE, &H, KELEY) ,
1m-1,2



#£3 ZxB)INCBT 2 EAEBHBLRDL (2013 4F)

— i P JER BT 1A 1)1 5 A

B4 44 10H 44 104 44 44 10H
7 % A 717 1 U F} Sinphlonuridae 6
F 7 714" v U F} Isonychiidae 27 16 3 28 2
v 7 % 717 1 U Heptageniidae 424 48 138 53 4 5
=71 v U F} Baetidae 1019 404 43 261 425 12 54
hEA 15 e UE Leptophlebiidae 1 2 2 26 9 69
~ % 7 714 v U Ephemerellidae 493 72 1224 99 34 23
b 2 nm 7 a v#F Caenidae 6 347 15 11
£ %41 U F Ephemeridae 3 21 23 12 1 1
B b AR E Gomphidae 1 262 1 2
4 #U 7 ZF Nemouridae 6 1
710 7 F} Perlidae 8 2 24
v 7 H 71U k¥4 7 E Stenopsychidae
7 & ¥/ 7 F Psychomyiidae 1 31 1
>~ kB ZF} Hydropsychidae 65 60 27 25 2 184 482
J77 v k &'/ 7 F} Rhyacophilidae 33 3 93 5 13
¥~ bk &% ZF Glossosomatidae 72 1 1
7127 AA k¥ F} Brachycentridae 1
a7 U kB4 7 F Apataniidae 1 2
J1 7> kB 7 F Lepidostomatidae 1 3 1
t 7 4% Kua AT E Psephenidae 1 20 19 6 9
b A e AT E Elmidae 38 48 33 5 0 60 78
7R 4 )VEL Lampyridae 2
73 75 » A F} Tipulidae 6 14 20 3 13 67 2
7 =} Simuliidae 12 6 21 37
=22 Y HF (JEfE72 L) Chironomidae 158 33 140 66 5680 934 119
X 71 77 %} Ceratopogonidae 2 1 7
YA o T # < XL TF Dugesiidae 72 4 29 1
£/ 7 7 7 A F Lymnaeidae 2 9 13 1
W1~ % # A F} Physidae 1
t 7 < % Jj A #} Planorbiidae 24 1
2 I XM (=7 I T X) Oligochaeta 6
I I X (Foofh) 1 22 71 6 2 22
t /L##A Hirudinea 7 5
3 2= £ Gammaridae 9 14 11 13
I XL TF Asellidae 1 1 482 160
WU 4 =F} Potamidae 11 10 13 6
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#4 ZxB)INTEITDH ASPT fE (2013 4F)
W Y Ts ASPT {2
A A A n
A Bl &)
4 A 211 28 75
— 5t 75
10 H 147 20 7.4
4 A 171 24 7.1
FAJEE 7.2
10 H 158 22 7.2
4 A 138 19 7.3
N HAG _
10 H — — —
S— 4 83 14 5.9 6o
H DT .
" 10 A 106 18 5.9
#£5 ZxRB)INCEBITDKESHRER (2013 4F)
KR pH DO BOD SS T-N T-P EC
HEA HiA C) (mgll)  (mg/L) (mgll)  (mgll)  (mg/l)  (mS/m)
4 A — 51 12.0 7.3 10 0.9 1 0.93 0.015 12
ﬁé A e 2 12.3 7.6 11 0.8 1 0.95 0.015 16
%— MG 15.0 7.9 11 1.0 2 0.76 0.013 21
o 615G 15.8 7.9 10 1.7 6 0.71 0.026 20
10 H —E1E 17.6 7.7 9.3 1.0 2 0.92 0.016 14
L
i R E 245 7.9 9.3 0.9 5 0.96 0.031 17
!
¥ G — — — — — — — —
o EIERE | 227 7.9 8.9 13 7 0.71 0.026 24
#6 ZxBJINCBTDHKESHHRER (NP - LAS) (2013 4F)
NP LAS
FHE A Hi1 A
(mg/L) (mg/L)
— 51 <0.00006 0.0030
=
o P R e <0.00006 0.0008
4 A !
= il A <0.00006 0.0017
YiL
A ) | UG <0.00006 0.0059
— 51 <0.00006 0.0020
i
it FA TR <0.00006 0.0011
10 A !
T THG — —
B
a1 1 JFAE <0.00006 0.0006
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Evaluation of River Environment by Bottom Fauna in Fukuoka City
(Tatara River, in 2013)

Tetsuya SHIMIZU, Toshiyuki FUJISHIRO and Ryoichi OHIRA

Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment
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2.1 AEHSR
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2.2 REAE
2.2.1 EWMBLIURBREAE

BRFEEZx v 7« AL —=TETITY, X v MCA-
7-IEAEM 2 250mL FHUZ AL, BEHIZ 70%=F LT
Na— L TREE L2, KT 3 REH oBREL L, [FIRF
AR S ERB L 72, BRI L 72 30RHT TR o sk e 2 B
%, EABMAERY H L, FEEBEMET R (X
) OEEZIT, EEEEFHE L.

8, pH, DO, BOD, SS, T-N, T-P, EC ®» 7IHH
DWW TR D KE M 21T - 77
2.2.2 FH@AE

FEIC L EONZRERND, ASPT fER L OKERE
MERETS L L BT 1992 %), 1998 4£4), 2003 4R %)
2008 4ES) D% 2 B)IDT — & I X ORI4EE LIETIC A
AT TN Z A2 o)l (LT Moy &4
%.) OF =4 (IREJI 2009 47, #%)1] 2010 43, i
FE)I 2010 4E9), BRI 2012 4R 10) LRk L7-. s,
FRITAHERLIESH, BEIL 10 HIZHEZITW, BO
P L KOPEDEEEE ZNENDOFEOFEREI &
LT LEDT—# il 217> 7=,

1) ASPT {& (Average score per taxon)

ASPT I3 E RO REE & & bW 7o & el
RO RAFEZ X ICE T T, A a7 fEE AW
BT 5. KEBYOR LI LNE A THEN 1
NH10FETHY, HELEEEBY (B oxa7Eo
AT 2B LI KABHOR ORI CTHI - 1-E T
REND. A TEIT 10 ITEWIZ ETHEBRKIRTH D 2
LEERT. B, ARER X0 KELEYEIC X D AREEHE
i FERFIERS (BREAZE) KXV IERShR
a7E® ZHNAELOL L. £, ASPT EIX/ A
WA ENEERAL, NUSE—frETE L.

ASPT=TS/n
TSHEH SR DR a7 EOEF
nipgH U728 o

2) MEBKEHEZE
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No T THERRVIK] EFTA4ERE (1 ~1V) 12400
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ZOHEE, EAEEYO T HAKERERR D &AL
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ZHNFBOLAEILIFE) %28, THALSMIHEBEL L
iz 1mE LTAFL, ZOENRDLEWVERE O
RONKEERETHLOTHD. BEOKERERE TR L

B &R TGEIE, BHFOLRNTTONKERREZD
A OKEMMR E T 5. KEMER TIX vk Ok
NEHTINEETRZDEZA)], TiE RV
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I TEeunok FEKRERINC SR> Tz, JE
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W TETh &k AVICEIHRZELEL, AN
T EAEATHD L REZA)] BRT.
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HIEH RO EABY O HBIRIE LOE 5B E2F 1,
R2IRT. 4 AI3EHERST 14 B ~28 8, 10 Al
19 Bp~22 Bl oo JE A 3 HEBL L 72 (BK 2= 0 Fin AR [ 3k
EiHm e AR AV N R DD EE D).

ASPT flI35 3 1Z/RrT LBV 5.9~7.5, ffi G /KB HIEE
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BT 1o TEhniek), i FmoOBJIFEFBTIO [
ENWieK) Thotz. Fiz, EEE LY ASPTHOR
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B DT DEFER O TS ASPT % % 5 12787
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BLCiE, ARIkEEEITHR0.
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4 H o HBIFEHEIT 28 B C, i EAEIL 2413 ThH - 7=
ZDH5bahrauRN 1019 THRHZ L, RNVTH T
v RN 493, © T E TS URN 424 THo T

10 A o HBLRHIE 20 B CREARENE 784 TH o 7.
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B NRIET 5.
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4 A o HBFHL T 14 BC, A% 1812 Th o 7.
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3.1.3 BEDT—F LDLLE

A FAAE A ASPT HOHER 2K 7 12T
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3.1.4 fhimIl & D LER

HPN O FHEM A %X 8, ASPT %X 912”7, &
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#£1 ZxBICBTEABYHBE RN (2013 4F)

— P et A ) 5

B4 4H 104 4H 104 4H 4 104
7 & A 714 v 7 E Sinphlonuridae 6
F 7 71471 7 F Isonychiidae 27 16 3 28 2
v 7 % 71 v U F Heptageniidae 424 48 138 53 4 5
2717 v 7 Fl Baetidae 1019 404 43 261 425 12 54
hEA vl 5 a o E Leptophlebiidae 1 2 2 26 9 69
~ 47 717 1 U F} Ephemerellidae 493 72 1224 99 34 23
t A w7 m U F Caenidae 6 347 15 11
7 v v F} Ephemeridae 3 21 23 12 1
= b >R E Gomphidae 1 262 1
A7 71U 77 F Nemouridae 6 1
710 7 F} Perlidae 8 2 24
v 710 k¥ 7% Stenopsychidae 5
7 % &/ 7 L Psychomyiidae 1 31 1
v~ b B ZF} Hydropsychidae 65 60 27 25 2 184 482
FJ7 L k¥4 7 %} Rhyacophilidae 33 3 93 5 13
Y~ k5 7% Glossosomatidae 72 1 1
J1 7 AA k&4 7%l Brachycentridae 1
a7V k& 7 F Apataniidae 1 2
712> ke 7%} Lepidostomatidae 1 3 1
v 7 % KFu A F Psephenidae 1 20 19 6 9
b A KFu 43 F Elmidae 38 48 33 5 0 60 78
A4 VE Lampyridae 2
77 77~ A F Tipulidae 6 14 20 3 13 67 2
7' 2%} Simuliidae 12 6 21 37
2 A8 (JEfE72 L) Chironomidae 158 33 140 66 5680 934 119
X % 7%+ Ceratopogonidae 2 1 7
BT X~ X LT F Dugesiidae 72 4 29 1
E /) 7 7 74 Fl Lymnaeidae 2 9 13
W41~ % 4 A B} Physidae
t 7~ % 77 A % Planorbiidae 24
I I XM (=F I XA) Oligochaeta
< X A (2 oofh) 1 22 71 6 22
b Ui Hirudinea 7 5
3 == A} Gammaridae 9 14 11 13
< AL UFL Asellidae 1 1 482 160
7 % =} Potamidae 11 10 13 6
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#6 ZxRJNICKITDAKRESHFE R (2013 4)

pH DO BOD SS T-N T-P EC
i & A H A (mg/L) (mg/L) (mg/L) (mg/L) (mg/L)  (mS/m)
4 A L — 5 & 7.3 10 0.9 1 0.93 0.015 12
W F Ji 7.6 11 0.8 1 0.95 0.015 16
1{_ 4G 7.9 11 1.0 2 0.76 0.013 21
it )1 R A 7.9 10 1.7 6 0.71 0.026 20
10 H T — 515 7.7 9.3 1.0 2 0.92 0.016 14
it 1 TRk B 7.9 9.3 0.9 5 0.96 0.031 17
E O T T - -
i ) R A 7.9 8.9 1.3 7 0.71 0.026 24
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Investigation of Latrodectus hasseltii and Latrodectus geometricus in Fukuoka City

Tetsuya SHIMIZU, Toshiyuki FUJISHIRO and Ryoichi OHIRA
Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment
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Key Words: & 7 1 4 7% (524)
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Latrodectus hasseltii, &7 » =4 7 & (¥4)
Latrodectus geometricus, /~1 A 7 2/ 7E (&4) brown

red back

back spider, BXF% extermination, K& natural enemy
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2.1 HHAE

BRTNICB T 287 2375 7 EONHETHRD720
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S JEREITFFESNRED TH Y, GERSCHE LR A

BIEINTWD 72, REEEICH A &5 TR
FINOEFRINTFEZDOT T, 7ya—7 Ry 7 2%
LR 24 F 12 A7 I 7V EOMEEZMIA LI

(M2EBLOKI). £, HZIINA A I 7TER
ERINTZEhb A AT rrEbbbot THER
BEIToT-.

2.4 WERHAR

5 A DFFERHZ S TRNTFILV R EAERT HHA TIE
YT N 7R DEREIRDIRCHIREZ T IEND, 7
DNV ILTEAHEL, £OREEE A L.

3 HRBEIUBE

3.1 nHHE

BRETICBWT, B7 37 7 BITHEK 2 DO S
L, WO CILAFR - AR L TW AR,



fOMK TIXAR > M« —FFICHER SN TV DT
K3 TEIIANN—=2 7 ChEREFA LR EHEO
BE) ZLAVEBZONTEY, LHETAENHR
SENTWAHIETIZAAICEY, ARy b - —BRHIC
EBNHERSNIZHFT CIRESIIHEY LEBILELO
LEZBND.

FloFRX - REXO—HTIE, BEICHERINTY
G LTIV & Z A THERRLIN TRV EE LT
WD EREME N B E TE 220,

B RAEOZNHR Z Fl & L CEEERB3 T T
WAHN, EENEDLNDHFTIZOWT b EAM 2R A
TV, —ETHLHRAINEGI CILESMICHEZIT-
TV REER DD bD EEbiLs.

3.2 HERIRAE

T H I S EORET, AFFROPTERLTE
D, BEBROBICIIAE & LBAENE S ICEE T HHLEN
H5b.
FIEATFZIHERZ NN, BT A T EORBTH D
RVBERD TR INTE LT, HolEWEKTH D
TENFERENT (M4). Z OB OSETESHBL
12K <, FREIEFITNI WD A X OGBNILIERIZ
WEECchHsr EBbhs., E7 I 7T XA E3IIND
RARIZRET 5 ET25CTR 2 »ARE»DNY, 15CLL
TTIERENIEFICELS b7, RkTFREEOE
AFITHEBRZAT O 2 EIXH E VRN TIT L, TIED
WS A~ BIZHT CTLAIC L ERERREZITOIF
IMIERMTHD LB Z LN,

3.3 AL VILRE (FAFRE)

Wk 24 FE 12 AnSY® T 0 27 7 OfE #BE Lz
N, AT LA LTEEMAHRTE o7z, Pk 25
5 AMNLEEINZEED 1 JL0 A ZAHSE I 1 EFREE D ~_—
ATIND S ZAEoTo. PEIRELKI LA L7256 ADH®D
WZIXIRD 5 D 1O BAF 7 EDHERHERE ST (K5).
RBEREOIRELZHE L-E 2 A, 1 BHOFEHKEN
200CH R D LIEITIFEE - hasd, FEINT D Z L3
ST ETRPR 2B EI AN A v S EORE
HEAGE LT2AS, SR D Z{EBBEEIXET AT/ 7 E LH
BETH-T-.

BAEDEEL LTH L ITLY, "I Ay, TILVE
EHZEDR, ZORTEANAYILAVEHFATHE L.
=77, EWIE R CE DL B REICE LTI A T

BT Lot BT 37 S ERIEBERIEO FEN S
FEICT THEERILY, BEELIGEITIERO EIRICH
AR T EEW-BE2EST-., —F, "M A udrJE
IZERO TH P ORI O®R SITHITTREITY, K
B FECB DA EAR MW AEED Z ENEhno Tz,
EEMIZE RN DN 0D, "M ArITrTED
ARGFTICET 2HAIEARR L THWAER, EEOT 1 —
NRIZBW YT ha el A unI b 7w A
BN ER-> TS ZERTHENSD.

3.4 HEBEER

PERSSRAEM TH DT I I ZRITITREA D20
b Ty, HEOHZEEW TH L7 U0t
AV ERBRGN T T I r JE MBI E, 7Y
N I AUVIIHIREEBIICHER T S Z RS
oo B 7 3 VEEROBRIIIREE 720 5 24ME
FIRSERNVWE D, TEAHARTBRNICET AT, 7®
EERRT D EDMETHD LB BN,

4.FED

FEBED 7 44— RTOEBEREFEZ b CICHBREN
TOMBREORKERND, BT HAr ZJEIZHEX Z .0
WABLTWAD Z LR R TE .

FEAEITIETH I TEORERR 5T/ 725
RSN &, FTROFHERY 22 ER 23 T8 50 T 72 < 131
MR THY R INDAREEREWZ &b, B
I LT 67, [IENECHREDOR N 5 And 11
A2 T TEEBRZAT 5 OB EMTE L EZ bz, B
3 TEORBILIES ETHE D MBI TV TEN,
LRI LV ENoTE, KEERY D DHEAED
BRI EHRT DI ENTE, BBROBIZIZTZNS
DOKHELEL 720 5 BEME RS TRV E I ITEEEITH
TENEBERELEEZ LN

3R
D FHHEKFEM - &7 0 T 7 ERER OEERFERE, #
B, 361-366, 2003
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Studies on Outbreak Mechanism of Gephyrocapsa oceanica in Hakata bay

Toshiyuki FUJISHIRO , Tetsuya SHIMIZU and Kenichi NONAKA

Environmental Science Division, Fukuoka City Institute for Hygiene and the Environment

2004,2007,2008 4£|Z 18 %% TH64: L 7= Gephyrocapsa oceanica (= J2 % il o> Fs A ks 2 iR B+ %
7w, MEBOESTREEZERIMLONTEITY & & HIT, BE 26 FEMOKET —FBLOR%RT
—ZIZOWTHHTEIT o T, ZOFER, BAEFITIERAEFITHATKE LA A E <, pH,
DO MK, £RAFENE L, BENEBVMEMICH 7.

Key Words : M= # Gephylocapsa oceanica,
KEFE  bloom

1 [FLE®HIC

2004 4£, 2007 4, 2008 4EICZEIC BV CHA RS
DO—FE T B Gephyrocapsa oceanica (LA T G. oceanica)
DT N—nh (REZE) NROOLNEY . A ETH
FHEIZHA EMENDREE N T LOGRE D, N
NEMOMY T T 7 o THD. AT IV—AITE
DOFEATR SIZ L E#EA ST BE RITT 2 L3
B, HRARROTD, RERSCADERHTTENC L 5%
OOIRE, JEATYCHEROLEF 2 EICHET L L0
bITWa, BEHDRPoT-Z N ED T IL—ADE
WA AT 5728, MZEOESICB WK, K
7T b EEMICERILL, KEZEOSIT 2T 7.
F7-, B 26 £ (1986~2010 4F) D 1~4 A DIE %
BT A AIHAAKRERT — 7 B X OKETICL 555
T—=HIIZOWTHIT BT 7=,

2 ERAE

2.1 EHEHRE
2.1.1 FRAEH#S

275 O NI AL SO 5 B W-3 (F) , C-4
(HE8) , B2 CRER) HuSIZRWTREBIZ R L 7-.
2.1.2 HFmEE
[DI:%

WKIFRRE LB K>S 1m) TRIL, #EiX

i white tide, 1#£74 Hakata bay,

TIARF I KBRS Nk ERE O TR
BL7.
2) EiE

JEVR T A R TR AR 2 VTR L 7=,
3 TIvH by

TS XTI hrxy b (HAVW 100um)
EHWTERLZ.

2.2 FEEEHOS

2.2.1 KBS

BREC L 7=3EKIC oW, pH, k1 4, CoD,
DO, SS, T-N, T-P, Z7uu 7 ¢ LZHlIE LK

2.2.2 YF7ILAALPCR

FEE L 72 TR L OWMEKIZ DWW T, G. oceanica (2455
W74 ~—%HHLT, V7 AVZALPCRIZEVH
LEOBETFHREERLE.

2.3 BEOKET—EIBELUVKRERT—32 OfEM

2.3.1 NHAKHEERT—4
el BT/ 1986~2010 4FIZHIE L= Z B DA

KRR 7T —F 2 L7z,

2.3.2 KB T4
REFPMELFR—L A= ITHBHELTWVD
(http://www.data.jma.go.jp/obd/stats/etrn/) & i 15 DK 5

T2 05 ik 26 £ (1986~2010 ) D 1~4 A D
bOEEH L.

2.3.3 AREIIL—LEREFOMEREN



M7 L — DB EEOBM Z TR 572D, WEOR
AR T — 4 B L ORGET —Z ICOWTHA#T
= DFEAEE (LLF, 3844 Lvwo) CHAmT L
—LIEFAEE (LLF, TIERAEFE] L)) 125, t
MEHEIT -T2
2.3.4 FEMBEEKROER

TREEST IV IRCETR B F BTN AT T2 TR O IR
W OFREIRAET —FEFE LD, Ham7 i —2o LR
L DBRIC OV T 21T > 7.

3 RBHRELUBE

3.1 HEEEHDS
3.1.1 YFILAALPCR &EKEHHT
U7 NE A PCRDFERE M LR, R Z# LT

G. oceanica DE T INT-. FIZ3HANB5A
T CTEL &S, 2011 45 4 H OB O OEETIX
1mL &72 v 2000 f# T < B L7z, 2011 4215 1 A DK,
2 Aol A v L 2 RAFREOWT R HE) o7
2, 3AMNG 4 AxE< o TRY, @E LV EVRH
{2 G. oceanica N <L o= wREMENH B, F7z, 2011
FEIT 5 AEIED GEERRIARAE L TR Y, HEE OB
BICEDTN— LB RSN D 5.

U7 NVH A NPCR ERBEGHTHREROHATR AR 212,
U7 vH A I PCRIfER & AKE SRR & DR - R LR
BaERLVIORT. BAARE RS &, Bk 4 oM
TIEOHBBZAD S L 5 IcBbnr. KESHHE RO
2H, WL HIREREITIRD > 72, kW1 4 0%
014 THY, MOEB IS LETEN-TZ.

3.2 BEDKET—IHBLUVKERT—F OfFEM
3.21 AREIIL—LEEEDERDHER
tRREDREREZFR LI, p EN 5% FO LD EF
RLTEY, FREmdNEWVIEE T L— AR EIET
N—LEFE TENRDHD ENVRD. T—LFAEELIEFR
HFETELLOBENR KX VWD ERT O, TNEND
B DFEL R U, BAEITIERAEITH KR L
b1 A RE <, pH, DO MEL, 2R HHENEL,
JEGE AN MEANC 3 o T2
3.2.2 FEAFEK DR

R AR A K 3R 2 A 4 HIZEBTD
&, 1997 FLLRATFERSECTRHE B S 7 & D IR FE A LT
WABR, FNLREXMABUSNORBIIIEF 12D 7 e
STND., ITFEOREDRBHEDOLKMFIC IV LA DE
W T, D7 T 7 b SEE LIS WRHIC 2 -
TEY, ZOEDINETITAN>TZHARD 7 L — A
DFEAE LT D AREMENE 2 bz,

fRRa % (1E)
3,500
3,000 H
00 xXBE
2,500 .
BE0 KE
aw-3 XE
2,000 W3 KB
OE-2 kB
1,500 OE-2 E[E
BC-4RE
1,000 OcC-4 EfE
500 H
0 | | e | L E L g L E L L | o | | E L H L H L a
N ~ ™ © ~ o o~ o — o © o ~ ™ © ~ ~
hu i N o > o hy «Q N y o o = N i N ay
= 3 ¥§I & § 4 @ & ¥ & & g 4S9 & 3 ¥ B
e =) = > =) o S S S S S Ay o = - = =
=9} S S = S =3} «—| — H — — S S — o — —
=) 139 S =) 3¢ o o o o o o = = o 139 o o
Q 39 I3V S 39 59 39 N I3V S S Y 39 N

1 G.oceanica DFEEHER



45

40 —
35 o ki
# - - =pH
% o + C1/1000
25 S = _ cob
x . E xDO
%20 — e
+ Lol SR Sgen ¢ eSS
15 e +T-N*50
¢ te el el Y - - T-P *1000
10
T 5% “E = ow = = Chlorophyll
° L3 +;= ol + . + 0+
5 _ & -
- % ] bl c_il.,w: .
0 (2% e, - * e L&
1 10 100 1,000 10,000
)ik

2 ARaE L KB O BAR

#z1 tHRERMRE

HH e tiRE  RE AT
(p 1) (d) -fEESE 1

KR 1 1.0% 1.71 2.10
ESUNNEROR- 2 13% 1.65 1.64
pH 2 14% 1.64 -0.16
JEGH 1 33% 1.39 -0.47
i A A 1 35% 1.37 575
WAk A 2 43% 1.31 754
AR A G 4  45% 1.30 1.91
DO 1 47% 1.28 -0.51

4 FEOD

LB O RS, i, PRI IV TERELL 72k
FOMAEREIZONTY 74X A A PCR IC LD EETIH
FEBLIZEZ A, %8 L T G. oceanica DEE T
W &7 B RBRISIHA L2 2011 4F 4 A2\ Tlix
B NEREE T 1mL 729 2000 T < M L=, F£7z,
FREL L 723 7KIZ2W T pH, #i{b# A 4>, COD, DO,
SS, T-N, T-P, Zuvm 74 V&EHEL, VT LZA L
PCR OfE R & OB Rz & 25, hOIEA I~ AL
WA F BB TEN- T2, BB, BEOKELLUVERS
T—HIZDOWT, MAEIAEF L A EZ IR AT i
Liz& 25, FRAEFITIRAEFITACOKIR L 1
FrnE<, pH, DO BMEL, @RAHENREL, H#E
DEVMEFICH - T2

B
ARFEEATDCHIZY, 7 — & ORERHEMEET D
150 TEL 7= [ S BRBERFSET i Mt 6 2 5 S ORI Uk

WEPEEATE v 4 — OB B OB A 72 LET

Xk
1) W+ : L1 5 Gephyrocapsa oceanica
KEFEAEY], @I RESREEFJEFTE#], 33, 85~90,
2007
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fwE TR 28 L AFUEKRZ ORI
B L OVHI i & EIA iR

aZER - R IEEA - B ARST
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The present situation of Rubella antibody Test in Fukuoka City ,
and Correlation of HI and EIA value

Hideomi FURUKAWA, Keiko KAJIYAMA and Mamoru MIYASHIRO

Health Science Division, Fukuoka City Institute for Hygiene and the Environment

2013 AR ICE2FEMICE L AHRITL, BBV TH 2012 FORAE MK E2 RIBICE 2 Bk &
ot Fie, ZOWITOREBECTELATKRREOSZRALEENEIE L, (&L HUIETIEXHGED
IN#E L 220 EIAJEICZE R L7-. 2013 4EFE1T 3,867 HEDPUEAMA 21TV, ZTORE, U7 F  Hi
HESEE N LW EANVHIA L7z, £7=, HIfiE EIAfCI3B8OFEE2 S Y, HI Al 16 LU FiX EIA fif

8.0 RIHICHENUTA Z LN HEE ST,

Key Words : JALL A, rubella, HifRIRZE antibody test, 7RIMEREEEMFIFER HI
hemagglutination inhibition test, B $iiAi%E  EIA : enzyme immunoassay

1 [FLE®HIC

L AT, W, FRCAEIRWIAO Lo g 5 & iR
RicbiER L,  TeRMmR U AERERE (LLF, [CRS)
LT5. ) | OFAERNHETLZZ NS D, £, §F
BAGERIE L RN 0D, U F U EBREORFENE
B DRBTHD.

2013 FE T EEAICE L ADTRIT L, @i < 189 4
D E 4, 2012 4FIZHRE S 47z 16 Bl A KIRICE 2 2
K& 7z otz Fiz, ZOWITOREET, £ET 2013
#£12 32 A CRS DEENHESH TN AS.

B LADOHURMEZ S Z &%, B LA DGR L O
RYER U ASEBERED FRHICB W CEE L /2> TL 5. A
LADOPURRAIZIT, RMBEREEMHIRER (CLF, THI
B T 5.0), BERbURE (BUF, TEIAVE) &9°5.)
R EOFERH DD, ZHE TOREREBOFMIE, HI
lRFEHEICIND Z RS hoTz.

HIJEIE, LAY A L 2 DRMEREHESZE N T F a 7D
RIMER L& ¥ — AT 2HEBEEZFIA LI HIET, &
EHENMEHETH Y, ZRIBICAME THD. EIATEIL,
AL U7z o A v ABURICRRIE T OBk & B SR bA
TGS, BERIGHEEZNET 5 76T, MfE LMk
WCHE L TWD2, FURIOERIZ OV TOME R 70

LI TVn5.

R CIX, 1977 4REELARE, ARURIE dn ) 2ok 20 kb 42 &
L7 B L ABUER A % & KR AL v ¥ — T T
I, MUETCTHIA A EM LTV 5. 2011 FEEE DS DR
B DOHERS 2 X 11T, 2013 4RI A L A DOFRATICLE
WHAREOZHRE LA L., ZORLADTITE R
AL OHEIIZ LY, BRI CIL I E TR
fbt o —CHEA 1 EIFER L CEhiAkRELE, 7 A
BH2[EOERE L, fEEICONTH, Fiifiln+5o
TRWEROEBE HBME Lz, 512, BLUAGUE
BEICLY, PRI+ TROWEHI LSS, VI F
CEERE RO e AT DR EEL G L.

WHTCIE, 6k HI BRI THUREZ HIE LT3,
ZRAAEEOARIC LV, HIUEIC X SR 23 R &
ot Fie, BEAGEE LV BRSIES (2013453 H 6
AfHT BRI OR L ASUERE % EIAETIT 5O HE
DY FNZONT) (BEES) ) K@, H
BRI X TEIAEIC X DR L ASUERIE 217 2 HAEDH
RHENMES SN2 06, FERFTEDH 7203, 5
AMS &0 SRBAICHE L EIAEICEE URE 2 9506 L
7.



800 | |

600

] o

PRIZFEERP DO OMAEXIG~DBINTH Y, 2D 3%
B E o7
(1,046 \) THHT=
Flo, TRTOFENTHEREE OEIGH 20%2 18 2 D
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#1 2013 EEDHUARER R (

AR 3,867 A0 9 HHELEE OEIRIL 27%

) PITHERER OFIS
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FEaazee
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AlARA Al i}

2013 E
(3,867 L)

1 FEBIOANE L ATIEREROHER

A [A], 2013 4EBEIC N L 72 3,867 MK R L ATk
BEOFREFIZONWTHET 5.

7o, HIfli & EIAMOFHBAMEIC SOW TR 21T 72D
T, PRETCHET 5.

2 MMBLUVAEE

2.1 #¥
2013 4F 4 A 25 2014 4E 3 A, K RBEEAE S Z
— TR -2 S oM 3,867 Wik & 7z,
F7o, Mih 3,867 MED H 6 414 FRIZOVWTIE, HI
fili & EIAfliOFEBEM: 2 2 L 7.

2.2 Ak

B L -Miki, missmrBEs, miFamEL, 414 &%
RIZ HIET, 720 @ 3,453 MifRiL EIAVEIC KV HLikili %
HH L.

HI R, BRI~ =o 7 /v (ESLEYSERFET,
M5 FE AT 2 E S (CHET TITV, EIA 3RS,
[ A VAFIREIA THEHF) VT 19G (T v B4R |
ZHERAL, v FOBRMICGEICHEL TITo 7.

72, HIAM 16 LLF, EIAAT 8.0 Kiiz U 7 F o HefdiE
[BE (LT, HESREE) 2425, ) &L, HIE32LE,
EIA fli 8.0 DL E& YL PRHIC 0 2Bk 2 A LT\ 5
# (O, MrAHE &75.) &Lk

3 WBRBIUBE

3.1 BLARMKREDRER

% 112 2013 AR E OFUARARE R 279, 20 ki
N5 30 WMANLEOZHRENLL, &R0 9% E 5D, F

- TR HELEE L (B
Bk &tk 7t B &M ek
A 0 3 30 o 0w
=19 0 2 2 vg Go%} Go%}
20~24 3 120 123 (g %/o) (48 0/50? (49 02?
30~34 43 1476 1,519 (zé%m) (233;:53 (243;_?))7
35~39 2 8711 898 (;(02) (272;)3 (272;?
R A
&t 109 3,758 3,867 34 10121046

(31 %)

(27 %)

(27 %)

AL AOTREEERE 1977 FI12 1P EAE R

Fololoh, BEEND 52 5% (2014 FRE) OB,
THHEROBE D 7 SHEBEZ R L. 26 D 35 5%
(2014 4B ) DB Aty 1994 4RI LM BAR > & 85112
FEIZYI0 b o7 Z LIS L D EERENME L - FRTH
DHEZE RS\, ZRALEDOIFEALE, ZOEHT
BRI O EBICEL T H2HMATH Y, hoBENER
L0 BHERZOFENE NI ENHEESIND.

Tz, FERB IO EZMDT, #HEZOBAENEL,
BIRT 2T%H 5723, B L ADFAIT & CRS FA D fEkt:
WIERED b O LB Z D, B, YR E 2 5 HE
RHEOFNEDEND, ZRALEN DN, B
LB DI A S HITER L T LERHS.

PLEDZ &b, CRS OFBLICIE, ZetE2iT TidZe<
BHEOBGTHHLEETHY, YT TEMLTVDHEL
AHUERMANL, DR T 7 F oA HER L T 72
DIZH, LTS RERS D EBZXD.

3.2 HIffi& EIAfliDHERE

# 21T HIU i & EIA iR 2 HERERER L OMRAH
Bamrd. HEREES L OMRAEEENE TR o720,
414 N 367 A (89%) 1E[FIUAER Loz

S HIZ, HIUlE EIAMOFAB & ¥l CHRAET 5729,
HI {fi 8, 16, 32, 64, 128, 256 ® 174 IfKIZ >\ T, EIA



i & DEE U= #5352 X 2 12~3. HI ffi & EIA AR
1%, HE5E (R) 7107421 ThH Y, MWIEDHENER
LTz,

#2 HULi& EIAGICIIT 2HEEE B L OREE

HI A
EIA fifi HeIEE  RAEE 2t
HELEE 93 32 125
EE 15 274 289
7t 108 306 414

2 OFHEIR D B 5 N7 BEUFERIC LV % HI iz
EIA fliICHaSE U 7= A5 R A2 4% 3 1R d. HIfli 16 AT &7
2% EIAMIL 5.7 LLIF & HEE STz,

Wiz, WEFERES HLEICXT 5 EIA IEORRE, 4
RAEEOEGB L ORREZREH L, 4 EIAMICBIT S
BE, BRAEFEOEELHEM L youden index %3 4
{297, EIAAH 8.0 ® & &, youden index 23 b < 72 5
T ENG, HIAE 16 @ B 2% EIA i 8.0 & HEE X 7.

25 r
y = 0.2503x - 0.2457
o

a0 b R?=0.7421
g
g
~ 15
=}
=
M0

0.5

0.0 : : : : ‘

0 2 4 B 8 10

HIffi (log2)

2 HIffi& EIA oA

# 3 PR OBEE

HI EIA fff
8 3.200

16 5.695
32 10.134
64 18.034
128 32.092
256 57.108

4 K EIAICERITARUE, BRAHEOEIS, youden index

EIAf %

BIREEOES  FREFE youden index

4.0 100.0 % 65.5 % 29.1% 0.346
45 100.0 % 545 % 43.6 % 0.455
50 100.0 % 41.8 % 56.4 % 0.582
55 99.2 % 40.0 % 60.0 % 0.592
6.0 98.3 % 38.2% 61.8 % 0.601
6.5 98.3 % 345% 65.5 % 0.638
7.0 96.6 % 30.9 % 69.1 % 0.657
7.5 95.0 % 255 % 70.9 % 0.695
8.0 94.1% 23.6 % 76.4 % 0.705
8.5 91.6 % 23.6 % 76.4 % 0.680

PLEDOFERNS, HIAEE EIAMICHE, ROERER S 2
T EMHER S, JRAETHIE ORARS Y LRI, EIA
i CI% 8.0 Kiwi % HI Al 16 LAF & [AARICHEREE & L CTxf
ST HZ ENEY EE X BT,

o, FRROIEBRET 21T o2 52 1%, HI i 16
L 32 #XPIT 5 EIA 1L 9.0 &5 L7228, YArickWn
THFEDL ERUFETHRFLIZE Z A, HIUi 16 & 32 %
XA % EIAfiIX 80 &72 0, BEAFEEDORZES &
FEORER & 72 o7z,

Xk
1) Hifli & EIA i AHBEIMESS I OBl 0 Fid 8 2. 12 BE
T oM (ENLRGEFERT U AV AE = R
YUEE iz o # — : http://lwww.nih.go.jp / niid / images /
idsc / disease / rubella / RubellaHI-ElAtiter.pdf )
2) SFHE, bR, A4, RERT, RR—E
D Z HEEOPUREIE EIA R TEDL Uy, R
JEHERS, 83K, Fle
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LC-MSIMS IZ X A EBMF DT = 7 — VRAEBALIEF D 55 H

Bp IO & 2+ RARTE —
e ) 7t 45 G T BE R 2 715 0 25 7

Determination of Phenolic Antioxidants in Foods by LC-MS/MS

Hitomi WAKIYAMA and Kouichi AKAKI

Health Science Division, Fukuoka City Institute for Hygiene and the Environment

EZ8

BETFHm ST (PG), 2,4,5-FVe Ruex7Furx/r (THBP), /L¥k Ru
IT7X¥VvF v 7 (NDGA), 7F/lk Fuxr7=Y—)L (BHA), 26-U-tert-7F /L7 =/
—)L (HMBP), ®&fW4+ 7 F/ (0G), Y7F/Nt Rk hirxr (BHT), BB
7V (DG) O 8D T = / — )V RER{LBA ILAIIZ DT, LC-MS/MS T X % & MR
EEBRFI L. LCBEIMEE LT, LC-UV kL FERIC 5%EFMB LT =KV L
AB ==L HWT T I MylrE TS &, BHT & BHA LISk 6 FEEHIZ R
e — R EEENE N, —7F7 BHT & BHA X, B2 O % 0.05%(2 28 # 9
HZETERICOHLERBENG O, —BICEBLB LA N ER SN D S FEEO R LIS
DWW, RMEIRRBREZIT 72 & 2 ABEIILRIT 71%~148% TH - 7.

Key Words : ik{k7 v~ ~ 75 7 % 7 NEESHTF LC-MSIMS, 7 =/ — /LR
IE#] phenolic antioxidants, &/ food

BEF L7z LC-MSIMS 12 X 5 551: Y 8d 573, OG < DG
%5 O I EMERER T IEDORE X720,

FIT, 7=/ —NVREBALB Al 8 FIZOWT
LC-MS/MS |2 & 2 EMRER H L ZRE L= THET 5.

1 XTI

B LBAIEANE, REITE EALDMARR T OBRBUA B I
FTHEDICANLNARIMHTH S, AL IEANZIE,
FTAIANLNEUE- ) YL UER EARKEEO LD L o-
Fa7za—AR7 =/ —/LRBERHIEAIZ: ERREIED

LONHS.

7 = ) — VRS IERIOH T, PG, BHA, BHT @ 3
HEICHOWTIE, BAERNICEWTHALERNED bR
TW5. —J5 THBP, TBHQ, HMBP, OG, DG |ZFk%(T
FRM~OERABPRD LN TEY, TO7=H TBHQ %X
ARSHOBRE CRE STV,

AKFTTO 7 = 7 —VRBEBIIERIO 50T 7k, &b
et U (LLF, M#TRS) 1278 U T HPLC-UV/FL
EERAWTWD., ZOFIETIE, BRWE LR CRRHR
M CRBHEOHELY -7 MR END Z LN, %
DEFEITIEA 7 2AOBEE, IR E AT Lo
LTW5.

MAFEEHIE BHA 3 L O BHT 122\ T DA GCIFID
WL AFENRENTWA, foFikeE LTiEDICLS
LC-MS % I\ 7= 715 DA Tt L 7= TBHQ I DWW T

2 REAEA

2.1 #H#
BHETHNTHEALEZE—F oY RNZ —&Faar

— L, bR MY =R, Fa—A VI HL, 7 vF—,

FU—T A A ND 5 KA AN,

2.2 REZF
PG AZ%ES - BRI S (B) #, MW.212.20
THBP HE# 8 : Fluka 18, M.W. 196.21
NDGA FEHE S, - Bs ks (BF) #, M.W.302.4
BHA BE#E4 - BIALT: () %, M.W.180.24
HMBP {Z# 5, - Bk T3 (BF) 8, M.W.236.35
OG 1ZHES, « BIsIb T (BF) #, M.W. 282.34
BHT fE#Edn - BAUb: (B 2, M.W.220.35



DG 4 - BIR by (B %, M.W. 338.34

EHERE (1,000 pg/mL) @ FEHES, 100 mg 2 =X/ —
JUTCERE L 100 mL (IZER LT-.

IRATERERIK(L0 uo/ml) : SEEHEFIRZIRAL, 7k
F=FUL2-Fas)—)b X ) — )LIREVEET 10
pgml E722 5 X HFARIL, XOICIRIK CEEMARL-.

7 =RV BRMY (BK) #, HPLC A

-7 msNy—)v o BRI (BR) 8, HPLC H

>z )=/ Rk (Bk) #, HPLC H

BEWEE . 7 b= F VUL 400mL, 2-7 /%) —)b
200mL, =% / —/L 200mL Z7EFf1 L TR L7-.

F O OFIE - R IR A L7,

2.3 &
REYF A P —
PT3100

EEEIR s v~ k7' Z 7 ¢ Agilent #1534 Agilent 1100
B RS EEE © AB SCIEX #1851 AP14000

KINEMATICA %% POLYTRON

2.4 HEBRBABROFH

REE 225 ICRBRIRROFARZITo 72, MLz
K5y & RS IS D B Y IRAVAL: 30mL 5 & UMK AR
F R U LBYEMATCHREY A X LT D EOEESE
BECHWAN, 4COMBET 1 HKEEL, %A%,
IBATBEAN % 50mL & L7z, -30°C O HE T 1 FERHI DL
FWREILI21%, 5C ARBE A T LT 4 VX2 —T Al
L, RERIRE LT,

R THRBR AR, 39, 2014

2.5 BEEH

LC-MS/MS @ HIESM: % Tablel (Z7~3. BEFHIT PG,
THBP, NDGA, HMBP, OG, DG J#IiEHFIZ 5%HERE & 7
T hr=hUN: AZ—/=1:1), £72 BHA, BHT IC
0.05%EE e 7 h=hF VUL : A X ) — =L 1) EHW.

2.6 EE

FREIRIR DA PRI D IR SR E O HEREA b1
A L7z itz L 0, BRI o 7 = 2 — L Rk
TEBG LA D P EE 2 R 7.

3 WRBLUEE

3.1 LC#EIHDEE

BEHIIEEE, X8, BFRT E=v L, TER=F
U, A% ) —NERWT, 17 A, shimPack FC-ODS,
Mightysil RP-18GPII, Inertsil ODS-3, Inertsil ODS-SP,
Inertsil C8, Inertsil C4 (Z >\ THFT L 7=.

71T LIEHTHR Y Tl C4 & V72723, DG X 0G DT —
Vo7 FC-ODS # VWD Z & & Lz, B8
FAIX 5%WERE & 7 b= R U LA K ) — =11 ViR % H
W, Tablel IZR- 377 V= y Mot & T 72,
BHA & BHT i3 5% T7e < 0.05%FHRICAE 52 &
WWEORENER L. —FhoWwE I3EREE %
0.05%IZF B L — 27 BIRPELS D7 5%L LT,

(Fig.1)

Table 1. LC-MS/MS conditions for determination of antioxidant

LC : Agilent 1100 series MS/MS : AB SCIEX AP14000
Column : shim-Pack FC-ODS (SHIMADZU 75x2 mm )
Column temperature : 40°C

Flow rate : 0.2 mL/min

Mobile phase A: 5% Acetic acid or 0.05% Acetic acid / B: Acetonitrile:Methanol=1:1

Injection volume : 1puL

Gradient profile : 109%B(0 min)—95(15min)—95(30min)—10(30.01min)—10(45min)

lonization : ESI, negative
lon spray voltage : -4,500 V

Precursor ions Product ions

Collision energy Retention time

Monitor ions

(m/z)
Propyl gallate (PG) 211.1
2,4,5-Trihydroxybutyrophenone (THBP) 195.0
Nordihydroguaiaretic acid (NDGA) 301.3
Butylated Hydroxyanisole (BHA) 179.1
4-Hydroxymethyl-2,6-di-tert-butylphenol (HMBP) 235.3
Octyl gallate (OG) 281.1
Butylated hydroxytoluene (BHT) 219.1
Dodecyl gallate (DG) 337.2

(m/z) (eV) (min)
123.9 -30 8.25
124.9 -26 9.76
121.9 -38 12.75
164.0 -18 14.04
160.1 -36 14.49
123.9 -38 15.04
202.9 -30 17.92
123.9 -44 17.89




728, 17 AT Inertsil ODS-SP, Mightysil RP-18GP 11,
Inertsil C8 # AW T HIEE D EILH 5 A%, Tablel & FIEkD
FMETHRIT 5 Z A TE . NDGA, HMBP 1%, W §°
DT T KB NTHRERETRLS, Z02HHEBEL
O'BHA B EhHHICHERE CT72 < 2mMM BEER T > & = 7 AR
WERANCTHLEENARETH 7.

BRTEIED 0G, DG 1L, 77—V » 745 mnd v,
BT AEBEMHOMBAEDLEIZL Y =8N 2 50
W08 57,

FTEF=FIATRLITE = NI LA EZ ) —
N=L1RRE AT 2 2 & CTRED 10 (52 E EH Lz,

3.2 MS/MS &#migt

MS/IMS D413 API14000 {1 )& @ Analyst software (T &
WA —h Fa—=07 L7 BHTIL, o7 =/ —1%
FRAbBG IEA] & FE B2 8, Q1, Q3 %[H—& L
TalvarzqnX—2f{EBLN—ZT A & T
SIN EERFEWSRIEIC Lz, ZHiUC X v o ks &l &
145 DFREE 35 DTz,

3.3 e IR G BR

LB R R ER SN2 AEEOH D B —F

INE—&Faars—h, NS —AFa—FA
YIHL, Ty F—, AV—=THA VDO 5ERHITD
W, IRINENIGRER 2 1T - 7= R & Table2 127”7 .
fe b B 7 8 TH H D[RR X 71%~148% T dh - 7-.

4 FED

BT = ) — VREBLBEIEA]D LC-MS/MS | &

R THRBR AR, 39, 2014

LEMSITEE RS Uiz, ROFTEIRAEREHIE-> T
HPLC-UV/FL {ETHAT LTZBRICRRHE Lo — 2 A, 7=
J = IVREBBAERI LRI R DI E Y — 7 E D
PEVERER AT 212 DIZADTH S.

Table2. Recovery from antioxidant from food

Recovery (%)
Antioxidant 0.001g/kg 0.01g/kg
PG 103~113 97~117
THBP 113~132 124~148
NDGA 103~116 103~117
BHA 80~100 89~107
HMBP 86~126 94~118
oG 118~136 108~127
BHT — 82~122
DG 71~134 107~144
X ik

D) & AR A RS 2003 &GN - EAEFEHE
Bife  AFEAN B AR S # A # S 65-70

2)ikE T, i LCIMS B LU GCIMS IZ X 2 &5
STEDOT =/ — L RBALAOE R - R, B
A S HERE 46 (3), 63-71, 2005

DEFHLT, M REFOT =/ — LV RBRIEE IE
F O EREFA, @R R AR PT ], 29,
139-142, 2004

DO E T, L LC-MSIMSIZ LD 7 = ) — /LRl
LB IERID /34T, %5 50 [al4xE A 2B ik
£3kTHAE 50, 86-87, 2013

h iV SR e e e el A
1065 ik 8.00e5
1.4 9.0:4 P e |
g 12 8 g 2 so0s 2
] £ g B z
£ goes = £ 506 B = 4.00e5
wel | e
405 2005 S ad 00e5 2.00e5
we] A ] me
20 e oo o000
60 70 80 80 100 B0 RO 00 ST, 120 120 138 140 150 180 MO ZO 430 14D 150
TTTTTTTTTTTT AR Time, min i Tl Time, min
194 1701 00 1702 1788
1404 450
w0
& 2 2 350 3
10000
el e el e ]

Fig.1 Chromatograms of antioxidant standard solution(1pg/mL)
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BHTHIZBIT 2 BFEND OFEH K — H B RERNA (2013)

NN A« FAMAF-

1 ] T PR A BR BT A FE I PR AR 223

Studies on Daily Intake of Pesticides in Foods in Fukuoka City (2013)

Yukiko KATOU and Junko TSUNEMATSU

Health Science Division, Fukuoka City Institute for Hygiene and the Environment

@ T RN OB L TV D RIEORAHET H7260, Fopk 25 4RI N 4 jiii L7z
BIERNBE LT, ~—F7 v b2 7y b FRICK 2O — HERERE 2 £ L7z, x5
X, RFTCRINEROZVEIRELE W, 37 BIEE L, AR amI3Em iAo athdmE T
B L7z 167 fh HIZ DWW T SRR 20~22 R E RERE - B E vl e > 7)) | IcikS%,
I ~XIVORMPHIDE LI, HEIDSCUTHEL, AR L. S HFEX TLCIMS 12Xk %2
FEO—FREBE L (BEY) | ICECTITY, BIEOEME - E&IZIE LC-MS/IMS % AV

ST ORER, 4TROREN D REZ R LT,

FEEOMMEZ S LI - AEREZFEEL, —H

BIGFREADN & el Lz & 2 5, % ADI HiZ 0.0006% ~0.05% O#iH CTd » 224 FRER W&
ThHEEZLN. £z, BEMIHE SNIEEICBO T, EO/RERMEARN S 21To7c & 2
A, FEMEE L&DV TIT—AAE4E 0.01ppm) 2R 2 b DIX7R-o 7.

Key Words : 238 pesticide, — HEHtE daily intake, — HEHGFAE  ADI,
s v~ 7T T - 2T MAVERSHTE LC-MS/IMS

1 [XC®IC

BRTTRA A FORFLZN L CEEEL S OREE
LTWa2EEREL, [FRRMtT 52 L%, TROBD
R EWRT DI XA CTEETHD.

B A T E R EREE R L Lo~ —F > b
2y NERIC L2 — BERENE (RAEHEEEKS—
HEREEEHE) 2/T-oTW5. ZoH#EER, NI
ih, B, fANE, AR X ORRbK R ek g
MBI, ZhOORMEZE U TEBRICERT 5 BEED
BERDDLFETHD. ZOWMERBRIL, BHEEEC
HES< AR OB AR O BHEEORERLRE L 21T 9
2 2T, BERBRAEREC— BEIEFRE (AD) et &
HICEHBEREH T — 2 L s.

BREITTIICR VTR 17 4EENSRFHEICSE LT
BY, £, WETHE COMENSRRELREL,
BROTE 7 k% AW CTEM T RO BF ) D O 3R E R
EHELTWD, PR 25 FEEL, HESREKY
LC-MS/MS TO/#r A nlRa72 3K, B8 X OARFT coMmt
FHIDOLVEEEET 37 BIELRE L, Hd A= L

DT, ZOfRERETD
M L7ZEIRICOWTIE, ZoRMFOERER LWV
ADI = 4 Ll @O EiT - 72

2 ZEEBAZE

2.1 =

RN O BEHHIEIZRBWT, TR 20~22 FFEEFE R
R - SeBE dbul 7 e v 7)) | 2B EBICRENR
B0 167 fh B AZFEA L=, FHELA T2 b Ol NEVE %
1TV, B Z 1T TR 20~22 4F 2 [ LR - S
& e 7 e vy 7)) | OBREIAIZHE - TRA LS —
fbL7e. FHo—BEREEERBARMER LITTL
7.



F1 —HERGEE TR

‘i —AEREQ)* ERBEARMS

I 3233 BakDOL, b H

i 147.49 M, v, Daitng, Zaliel
il 30.6 MO XD A, WRE r—%, 7Y
Y% 8.81 ZEMW, AU=T, A=, =AY
\Y 52.4 95, W, e, T3l
VI 96.47 Bk, WAZ, NPT, Bk
VI 82.3 PEL®, ALk, PNy IAV2=2
Vil 178.6 Y, LERE, KR, *AF, BT
X 619.8 », a—kv—, 2—7, E—)L
X 66.17 HU, B0, LbTFL,
X1 111.85 RN, WKW, 4A, A

X1 108.6 B4, a=IN N, TAR) Y —h, F=2
X1 81.5 B, 7Fx v 7, H0A, Fil, e

X1V — SRTNT F—H—

*ERk 20~22 FEE R - REFEE (T ey 7) —HERE
D

2.2 HEZ

FEAESL & 2 (RT 37 BRIV T TLCIMS 12k D
BREO—FRBRIE T (BED) | T, @k v
2338 A T E7R R, B L OARFT COMHFHI DL
IZDWTC, MRIZETSE (BF) , FOBAMISETSE () , B
sk (BR) KO Sigma-Aldrich #-8U 2 ] L 7.

TeXITSUNKN, PITTTy, TTafFY—n, b
V77 —)b, T ET=005 EERIZONT, KHE
YA RSFF L, 100~1000mg/L 725 ko 7 hrk k&
O7E h=hrVU/LT 10~30 mL [ZER LEHEFIKE L
7-. EFELISN D 32 BRI O\ T, IRAEEHEF R PL2005

& [ TR R AR, 39, 2014

LC/MS MIX 4,5 (#5554 20pg/mL 7% b= b U VIRIK)
R L.

37 PRIEIEEAIR - IEERIREIRE LAY ) — LT
lugmL & 725 X9 IZHIRL, S HITA Y ) — /L CHEHEA

L L7,

0.5mol/L YV »EEFEMEE : U o ERKFE U U L5279
BLOUVEETAKENY A 3020 ZEDED, KK
500mL (Z¥EfE L, 1mol/L Hifg % FHV T pH % 7.0 [Z3R%E
L7, KEMxTIL & L7z,

C18/# /K itEE ) b Y ¥ LF4E (C18/DRY) X = 7 A
D—x A =X (KR) # InertSep C18/DRY (1g/3g)
EHOLNLDTEF=FUL10ML Tars 4 a=y
JLUTHERLE.

T53T77A N—RAATI /)Tyl
B NVFERE (GCINHY) S =T L V—T LA = R

(¥%) #4 InertSep GCINH,(1g/1g) #H LU T & b=
FULEBERN ML (BL)RIR 10mL T2 T 4 v a =
V7 UM L.

2.3 &
Wik7 o< 2777 : Agilentft#d 12602 ) — X
BHESHE (MS/MS) : ABSCIEX#:H!  TQ5500
AT YA ¥ — : KINEMATICA 48 POLYTRON
PT3100

2.4 REEH

LC-MS/MS DRIEFMITE 3B LUK 4 IR LT,

K2 IR
JkF A * E i J 3
TESITVE, A3K7aT YK, AASYN, gRFT=Vy, A 14

IR 72TV, VI)TITy, FTIaT IR, FTA XA,

FINRRuaL, Ny Tasay, 23 ey, EUIHLT,

T ) THNT, INVT =) Aay

TE=alkA, A )Try, Z3Iny, saxr bty hAFUIL, A 13

sunrzzxuy, Yvay, T7Fyay, EUTHEYER,

T )Fx YV FayTFzFN, IALY Ry, RV T2 F S, ARRUXFTAa L,

F/)V=anm

TARFVaFY—), AVT eI, VTV T77IF, ¥Yayv=oi,

10

e
i
¢

VAaAF =), TT7ap—, NI ITFTI—), T=2T I K,

TIVE T =), AR=EU A

K TR D D b 0 (B3R 1FFRR 26 48 3 FIIAIC IV CEIN TRED B 2 [RE AR T,



# 3 LC-MSIMS D&t

fala i fRBR AT, 39, 2014

AT T A Waters #1-% Atlantis T3 C18 (3.0mmi.d.x100 mm, 3.0 pm)

717 N 40°C

BEhtH A% : 5 mmol/L BEEAT > E =1 A

Bi: 7k r=rU v
HEVFRIT & 0.2 mL/min
VAV SN S 0% B(0 min)—0% B(1min) —90% B(25 min) —90% B (30 min)
—0% B(30.1min) —0% B (45 min)
HEAE 5uL
EavZis EST
(ROT47H0E)  RAT 4 7TWE)
A F VAT V—REIE 5.500 V -4.500V
A A2 —ARE 500°C 500°C
®£ 4 FREOHESHEOUESRIE

No. 234 QL (m/z)  Q3(m/z) DP CE No.  JR3EA4 Ql(m/z) Q3(m/z) DP  CE
1 rsuFr=ov -247.9 581  -55  -34 20 Y7V T77IR 325.0 108.0 51 19
2 TCITFTIG 203.1 129.2 51 19 21 Yynmy 233.0 72.0 61 35
3 FTALFYL 292.1 2111 7121 2 vFuvoL 226.1 930 101 51
4 TEHEIFVFR 223.1 126.0 7% 31 23 T AIFV— 294.1 70.1 51 35
5 A3IFruaFYR 256.1 209.0 71 25 2 FTFUOL 229.2 172.4 41 21
6 F7rrurYR 253.1 126.0 81 31 25 FIARLRTy 3787 3389  -40 -14
7 TT7ARAFY—N 308.2 70.1 81 51 26 LUTZALTY 359.1 156.0 66 23
8 hIZrIv—n 190.1 1631 101 35 21 2 nmy -490.9 4709  -80 -18
9 TNARTI= 3242 2421 81 39 28 ©BUTZHYR 319.1 139.0 91 43
10 INT=/)7Aar 4870  -1559  -65  -22 29 EUIANT 239.2 72.0 71 37
11 7=nmkA 368.0 199.1 51 19 30 T/ XFFuy TSI 362.0 288.0 66 23
12 AvF)77v 341.2 175.1 66 19 31 T THAT 208.2 95.1 66 23
13 TRFLaFV— 330.1 121.0 81 33 2 TxrTIRY 3121 92.1 81 41
14 HARYL 202.1 145.1 61 15 33 ZAY Rv 330.1 3101 86 37
15 HATassI R 336.1 139.0 7% 31 3 RV T=FvS 431.1 105.1 71 45
16 z3Inrmy 303.1 185.1 51 17 3B ABNRURFT R 2221 165.1 51 27
17 zmxrbky kA% 336.1 238.1 86 25 36 A=Y L 224.1 106.1 41 35
18 s/m7xrFVr 303.1 138.0 66 23 37 E®/Y=amr 2151 126.1 46 23
19 swoorzoy 291.2 721 9% 47

DP : Declustering potential (V), CE : Collision Energy (eV)

2.5 HEBRBEBROAH
251 1T,

I, I, V, XBKUXIT#E

Wk 1D, BEROEIEOEE) OLB1T
STe. BER L OBKBIECO W TIIHA b k2 %
£#Z\Z L, CI8/IDRY 2 =1 T L& LT
252 NV, XIHKUXME

ARELDORE VT A RRFERAREMATIZ, 2.5.1L [AlRR

DHETIT- 1.

2.5.3 VI, VI, IHLVIXE
WENED [(2) BFE, B, ~—7, KROE Y TOBE]

DERVITHT.

2.5.4 XIVE#

497 b= KU 20mL, 0.5mol/L U o BE#E
% 20mL 3 L O LT P Y U A 10g 2 inAdRE 5 L.
DIBEDEAEIZOWTIE, 253 LREROFIETITo 72,

2.6 EE

ARERIAW 5ul & LC-MSIMS IZIEA L, Bbhizsu
~ N7 LD E—7 WD DR ERIEIC L0 SR
DL RD, WEhoGEEZHEH L.

— 100 —



3 WRBLUBE

3.1 AnnEUREER

ZRE0.01pglg & 70D & 912 37 R OBEEYE S, 2N L
[ Gk & S0 U 7=, el ERER o ft Feds L OVE &R
FUZDONWTER 5 ITR Lz, & EIEOFEHEINET 60.0%
~1145%Th o7, 108, TRTORKEIBNT, E&
WCXEE 52 5 L) el ko E Y — 7 3R o 2z
Nl

3.2 —HERERE

I ~XIVEEOREHT DT 37 RIRZ 30T L 72 fE 3, I
H U BEIRICOW TR G IR L. /3 ve 2BV,
IVEETIIEEBRARE ChHoT-NE— 2 BNRD S, I
JE & LCi% 0.0003ug/g TH o7z,

B L7z B o — HERELZEH L, FH{KHE % 50kg
LL7ZGADADI L LT 2 A, REIRLEE
0 %t ADI i3 0.0006% (7 /L7 = / 7 211 ) ~0.05%
(TEHZI7Y LK) O#BHETH-7=. ZOZEnb, 4
[FIFRA L7k — BB REE, WinbZ4ae RRED
BTWETho=EEZ DN

T, BAFEEOWE L RS, RRETho 7
B L O—EOBE L 0 R ST MU OBED B IX AR
TH -T2 ONT, ERERR O 20%D R EE TR
BELTWDEEEL, ML EEo—HEREEL S
L ADI tLEHEH LZHAITRBWTH, 0.0005% (7 1
FT =) ~35% (T =nrkR) OFRBETH-7=.

& [ TR R AR, 39, 2014

3.3 HERERDER
JLIED R S AL REIC IRV T, E &S HSE)MER] 5y
WiaATo TR ER TIOR LIz, Hx ORMOEEES
BiRd 5 LD oT2.

4 FED

Rk 25 AE IR TN A2 BT 2 B E xR E LT,
<=y hRR Ay R ERIC L B EEO— HERERE
ZFEM L. 37 BIEOSHOME, 4FHORENDEIEE
M L7, ZhEhoBIEROBHELZ b &ic— HERE
EHEIHL, —BEBGFREAD) B LIZEZ S, St
ADI i 0.0006% ~0.05% DO #ifH T v %24 ERIEZR
mEEZ LN

B OB R ECHEEIT IS B2 - TR Y, TNE
Fomt 2 RMENGE L CEEO— AEREEZE L T
B EIF, HTROBOLZELLETRET S ECTEE,
ZLThD. AHRBAFEELERL T 2 ERKET
brHrLEZOND.

B

AREEATI DY, REOWA - - RAESE
FEE LN TN T B TR AR AL R e it 22 SRR,
PG ERATET, fei AT, A KR v S
—HIERORBE O HICE# L E T

£ 5 WINENGRERE R L OVE &RA
LB ER (%), FEBE: EREFIRE (ppm)

No. JEH 1 1T 1 v \ VI Il Vi X X X1 X1 X1 X1V S

17aF5r=vr 102.8 104.9 103.2 108.1 104.7 106.9 104.7 82.0 1024 1016 109.5 106.1 101.2 109.0 103.4
0.001  0.001 0.001 0.001  0.001  0.001 0.001  0.001  0.001 0.001 0.001  0.001  0.001 0.001

2V )T TTV 74.6 62.9 66.6 85.7 79.3 109.2 90.0 80.6 74.4 67.4 73.4 80.9 86.2 101.0 80.9
0.001  0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001

3FTARXH LA 79.8 95.4 90.0 119.2 112.6 84.8 103.7 88.5 74.7 96.9 89.0 83.1 103.5 106.7 94.9
0.001  0.001 0.001 0.001  0.001 0.001 0.001 0.001 0.001 0.001 0.001  0.001  0.001 0.001

4 T7HZITU R 95.7 86.4 91.8 99.3 101.1 92.8 137.0 60.4 93.5 82.4 101.8 86.8 94.9 104.4 94.9
0.001  0.001 0.001 0.001  0.001 0.001 0.001 0.001 0.001 0.001 0.001  0.001  0.001 0.001

543% a7y K 73.0 68.0 83.1 80.9 85.0 1125 89.8 71.4 68.6 87.1 96.1 96.4 87.8 117.9 87.0
0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001

6 F 77K 89.1 80.3 87.5 92.1 93.8 100.6 106.0 48.9 86.1 87.1 99.5 78.5 87.9 110.6 89.1
0.001  0.001 0.001 0.001  0.001 0.001 0.001  0.001 0.001 0.001 0.001  0.001 0.001 0.001

TTFTary—) 80.7 104.5 87.7 96.6 70.3 102.6 90.7 63.1 85.1 715 87.3 62.9 711 92.7 83.3
0.001  0.001 0.001 0.001  0.001 0.001 0.001 0.001 0.001 0.001 0.001  0.001 0.001 0.001

8 NV TV— )L 85.7 106.3 86.3 105.8 98.2 101.9 91.3 72.1 934  100.6 95.4 102.3 100.5 98.9 95.6
0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001

97NV KT =) 90.2 91.3 82.8 105.5 87.5 102.8 92.2 72.0 82.9 65.8 77.3 74.0 62.1 94.6 84.4
0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001

10 7Vv7x/) 7 A1y 96.2 95.4 94.3 118.9 108.3 101.3 104.5 94.2 103.6 99.7 104.6 93.1 100.6 1109 101.8
0.001  0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001 0.001
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(5 Dt )
B R (%), FEBE: ER TR (ppm)
No. TEHH 1 11 i I\% \4 VI VI Vil X X X I X 1T X1 X1V )
11 7=\ RA 82.8 72.2 775 62.9 76.0 86.8 56.2 67.6 89.1 67.2 72.8 75.1 58.0 84.4 735
0.001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001
RAVE ) Trv 62.3 85.4 64.5 83.9 77.4 89.8 72.1 72.7 81.2 71.4 60.5 65.6 69.1 67.3 73.1

0.002 0.002 0.002 0.002 0.002 0.002 0.002 0.002 0.002 0.002 0002 0.002 0.002 0.002
13 =ARFafy—u 88.4 80.2 83.9 84.8 61.0 87.2 86.4 46.9 63.7 56.8 68.3 58.1 47.6 85.3 713
0.001 0.001 0001 0.001 0.001 0001 0.000 0001 0001 0.001 0001 0.001 0.001 0.001

14 g3y v 94.5 85.7 80.7 98.2 79.8 936 1014 57.8 85.1 611 100.1 98.8 95.3 95.8 87.7
0.001 0.0010 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001

15 A7 a8 R 77.8 85.3 66.1 63.7 67.1 7.7 60.5 59.4 70.3 61.5 55.9 60.4 54.2 81.0 66.8
0.001 0.001 0001 0.001 0.001 0001 0.000 0001 0.001 0.001 0001 0.001 0.001 0.001

16 7 Irms 83.4 78.7 91.7 1014 88.5 82.8 90.0 54.7 74.2 44.7 41.6 70.9 26.8 90.7 72.9

0.001 0.0010 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001
17 7axr by PAXVL 57.2 74.6 70.5 735 83.0 76.4 68.0 69.9 60.8 57.4 67.6 81.4 55.2 66.5 68.7
0.001 0.001 0001 0.001 0001 0001 0.001 0001 0001 0.001 0001 0.001 0001 0.001

8r7urcrsroyv 76.5 85.2 73.9 66.5 72.2 77.2 56.7 64.6 73.2 54.8 56.6 62.1 53.0 70.5 67.4
0.001 0.0010 0001 0.001 0.001 0001 0.000 0001 0001 0.001 0001 0.001 0.001 0.001

19 7muyAny 80.0 81.3 87.2 87.6 82.3 87.3 77.6 60.7 72.6 51.6 56.3 73.7 43.8 86.2 73.4
0.001 0.001 0001 0.001 0.001 0001 0.000 0001 0.001 0.001 0001 0.001 0001 0.001

207V 773K 75.1 62.7 54.9 61.5 70.1 76.4 85.6 54.4 53.5 41.0 55.7 45.0 43.4 60.7 60.0
0.001 0.0010 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001

21 vomy 82.8 80.8 84.2 84.7 68.5 62.9 80.7 52.7 87.1 91.2 75.3 62.8 76.6 85.9 76.9
0.001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001

2 v7rav=) 81.3 80.5 65.2 56.6 77.9 84.3 72.8 721 65.7 41.2 62.5 74.6 52.8 86.5 69.6
0.001 0.000 0001 0.001 0.001 0001 0.000 0001 0001 0.001 0001 0.001 0.001 0.001

23 v AaFy— 93.2 57.3 72.8 51.5 59.0 83.9 86.4 57.4 77.2 36.0 44.0 41.8 37.8 99.8 64.2
0.001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001

2877 Fyms 82.7 88.0 939 1012 96.7 101.8 1182 64.4 81.8 794 1012 90.6 90.1  100.9 92.2
0.001 0.001 0001 0.001 0.001 0001 0.000 0001 0001 0.001 0001 0.001 0.001 0.001

25 T NR R\ v 48.0 50.2 57.2 99.5 83.4 74.3 87.0 84.7 68.4 1016 1073 94.5 58.5 74.6 77.8
0.001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001 0.001 0001 0.001 0.001 0.001

26 YT Lhm s 103.0 91.6 87.7 95.7  100.0 69.2 77.4 83.2 79.5 69.0 81.1 72.1 57.7 92.0 82.8
0.001 0.0010 0001 0.001 0.001 0001 0.000 0001 0001 0.001 0001 0.001 0.001 0.001

21 /3 )vm s 925 1073 1004 1093 103.1 1034 106.1 1036 1009 103.0 1113 934 1083 1081 103.6
0.001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001

28EYV7HYU R 83.2 86.1 81.4 82.6 77.4 81.4 74.6 62.8 65.7 66.0 71.2 62.5 61.6 73.6 73.6
0.001 0.001 0001 0.001 0.001 0001 0.000 0001 0.001 0.001 0001 0.001 0.001 0.001

29I ANT 1152 1131 1105 1275 1148 1186 1121 1009 113.0 829 1166 1306 136.6 1111 1145

0.001 0.0010 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001
30 7=/ %Y Tny ST 73.6 7.7 75.1 74.3 67.0 775 69.1 60.2 66.8 51.0 64.5 75.0 48.4 74.8 68.2
0.001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001

3N 7= ) TUNT 84.2 96.6 88.9 92.6 93.0 85.7 78.2 735 90.7 69.7 79.8 80.3 83.5 89.1 84.7
0.001 0.0010 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001

RT7=rTIRNY 72.9 75.6 73.9 61.0 69.1 78.7 72.0 45.1 55.0 51.9 65.3 50.5 46.4 69.8 63.4
0.001 0.001 0001 0.001 0.001 0001 0.000 0001 0.001 0.001 0001 0.001 0001 0.001

3B T7NY R~ 88.0 84.1 80.1 89.8 80.5 66.6 78.6 62.8 66.5 61.4 78.6 71.2 62.2 74.1 74.6
0.001 0.0010 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001

MR TS 71.2 67.4 64.0 61.4 87.7 67.5 57.8 78.2 61.0 64.0 85.4 86.9 62.7 65.2 70.0

0.001 0.001 0001 0.001 0.001 0001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001
35 AFRURFT X 88.0 85.1 64.9 66.3 94.9 77.0 83.8 43.0 77.3 78.0 92.0 90.3 85.6 96.8 80.2
0.001 0.0010 0001 0.001 0.001 0001 0.000 0001 0001 0.001 0001 0.001 0.001 0.001

36 A=tV A 78.6 68.3 73.9 78.9 79.9 72.6 7.7 68.8 66.7 53.8 79.2 61.8 60.9 98.0 72.8
0.001 0.001 0001 0.001 0.001 0001 0.001 0.001 0.001 0.001 0001 0.001 0.001 0.001
37/ =z 73.3 74.5 74.5 90.8 84.7 70.5 79.4 62.6 80.3 70.6 94.1 98.1 86.7 95.8 81.1

0.001 0.000 0001 0.001 0.001 0001 0.001 0001 0001 0.001 0001 0.001 0.001 0.001

#6 MRS IO BRI

. . = AD I
i g =Rt =R S E Bz 2
%%% ﬁlﬁ]ﬁ *ﬁ H:ll(%};; /EDD{EH&E %j E' ?FEHX% = u+ (mg/kgﬁiﬁ XTOADIH:
(ne/g) (g) BlE (ue) (rg) /day) (%)
. VI 0.010 96.47 0.940
P 77 . . .
)T T Vi 0004 553 0355 1.292 0.22 0.0117
. . VI 0.002 96.47 0.155
vZI7 VR . . .
TEHITU R Vi 07050 853 1610 1.774 0.071 0.0500
NP A% I 0.001 323.3 0.357 0.357 0.05 0.0143
INTx ) A0S v 0.001 8.81 0.012 0.012 0.037 0.0006
T T7 7K VI 0.016 82.3 1.295 1.295 0.17 0.0152

1%l ADI HiZ R E % S50kg & L CHEH L.
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7 EREN T ORI

\ o o T HH I S FEHEAE
Ei If{?%'t% ﬂﬁl}%”ﬁﬂl‘l% ( " g/g) (me)
v INT =) T AT INB— 0.009 0.01(—fEJL #E)

VI CITTTY il 0.130 2
e e H T 2T R EOMME 00 e L
L LT T T L . E2AAEL ] 0.087 e L
VI TEHITVE 0.690 5
7k 2) FOZWT, i VAt T RS
1) JEAE S8R A R AR 0124001 1 e SRR BEGHROZVRIEMICHTDEMEI =77 A
BIIE, SRR LB R S DRSS C o EAVERMARICONT, BARRESSE 36
B ORERIEICHOWT, PR 174E1 A 24 H [l PR AT AP TR sl B B4R, 134, 2013
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BEEKFOT VXL T = ) — )VEOFERHEE &0

REER R

1 [FC®HIZ
VR 104ES H I Y D BREBTIF N RE Lz TS L
FWVEREA~ OB T3 ESPEED'98 — | ICB W T, N4

WILER A F T L EbhaWwELE LT/ =T =)/
— VBT LT AL T = ) — VARSE AT =/
—IVAREITF b, ZO%ROEYRHESORENS, F
K458 HIC ) =T = ) — I DKAEAY OREITIR DK
BERBEAER BB S 4L, FERR253 A 124t Fu T
=/ —=Nk24-vran T ) — VREEARTE B BN S
nie.

ARFRFCIEL, IO EEZLT VXL T =) —)b
IO DN, SERRLSHED BTN ORI HEAE RICE
LKBEREFRELIT-o CTE. SENT I E CEHRH L“C"é"
TR EERELTELEDS.

HEFAE

2.1 AEHAB L VAERHH

SRR B R4S T C, BTN 2 JiiAL 201
DBRELFLUE 14 S 3 X ONE S O BR BT HE A3 A D F
JEIZHBWT, EFESH L1LAICREZ T 572, a5
X, /=T 2 ) — VOREEEED ~OBNEZ T Tt
SRS AR 0 L, ) 1 O B ERYE S 19 Ml R & B
MR 1200, B OREAESIM A OERE, HE, K
JEDEFOME, BEHOMISICOWVWT, ERk255E4A, TA,
10H, FER26FLAICHEZITo72. 7ok, FIOFHAH

RUZDOWTIE, KO ELZ TRV L S TR 7
)/7Lt(lD.

2.2 RENZME
AR EWE 2R 11TRT.

2.3 HEZE
2.3.1 ZER

BRI OWTCIE, 24-Y7unrdaz ) — )L xy
7 e /) — /IR TR A, 2 ofoWEL
TR E AW, asr— MoV T,
FEAISE TR S U < IXBAVb %, WEEEMEIZ D0
TIIADERIERE TR %2 v 7=,
2.3.2 ZDithoiAEE

ZOW

— 105

Rl i

e FIOEAISE TR JRB 3K - PCB H

KEREA U v & B LR 7R E3K - PCB H
& ) — BEEER PR EIE - PCB A

b MU DA BRI FRERIE - PCB A
Rl b Y oA FOEMIBE LER SR - PCB A
VrmnAZ o EERFR REEI - PCBH
T by BRI FREEESE - PCB A

~FH o R bR RS - PCB A

il —F L BA bR FREEESE - PCB A

2.2 BEEH
SERE 24 4EEE, 25 AEEEIZ UV TIE, GC-MS/MS @ GC
1% 7890A(Agilent ), MS/MS 13 7000(Agilent )% F\»
72. GC-MS/MS D&% 2 1277

2.4 HDWHE
SR SR E L W ERES E~v =2 7 AV D= F
NHEBIEICHE LT, B2 ) =7 = ) — 3 &

FIREDIFIEIC L W o &4To7-. TORE, u s — Mg
A0 297 SN L 7=
#1 PWENGRWE L NEREYE S L0 MRM &4+
MESA m/Z HEH O ES
4—+-TFINIz/—)L 163>107 24-4H007x/—)L-d3
4-n-RUF)LIz/—IL 192>107 EX7x/—)LA-d14
4-n-~FU)LTz/—)L 206>107 ERX7z/—)LA-d14
Bl 4-n-~TFILTz/—)L 220>107 EX7x/—ILA-d14
& 4-n-FHOFILTT/—)L 234>107 EX7x/—)LA-d14
el A—t-FHOFIN T/ =)L 163>107 ERX7z/—)LA-d14
B JZLIz/—)L 177>107 JZIVIx/—)L-d4
24-24007z/—)L 164>63 24-24H007x/—)L-d3
KRyayon7z/—)L 266>167 ~ArAyOo07z/—)L-13C6
EXZ/—ILA 269>213 EX71/—)LA-d14

JZITx/—)L-d4 - -
24->49007z/—)L-d3
~yARy007z/—)L-13C6
EXI7z/—)LA-d14
T+ IT-d10
JxFUALU-d10

#2 GC-MS/IMS D& St

WIATr—3 0%
] | ] | 1

Column Agilent HP-5MS
0.25mmx30mx0.25um

Column Temp. 60°C (1min)-10°C /min-280°C (Omin)

Injection Temp. 250°C

Interface Temp. 250C

lon Source Temp.  200°C

Injection 1min splitless

Injection Volume 2uL

Carrier Gas He(1mL/min)

MRM Target(m/z) Qualifier(m/z)
NP : 177>107 177>135
NP-ds : 139




SRS DN T, FER DM HE D> & Al H
BICETE L2, 3B00mLIZ ¥ v 7' — MM & 4-0.24ug¥s
ML, H T A#HEAHE (Whatman GFIC) TAil%, Ak
500mLZ B L, AKESHT A4 BEMEmHER (V—=
JLH A T ZBIAQUA Trace ASPE 799) TREFHHIH 21T -
7o, BRI T L (V—z /WA = AHL InertSep PLS-3 for
AQUA) (Z¥ 7 mnm A% 10mL, 7% h10mL, 2%/
—110mL, EBHAIOMLDIEIC 2o F 4 v a =2 T &k1T-
=%, 10mL/min®JitE TiEk 2@k Lz, dk%, EED
T LEBHMAKIOML T L, 2R A A T30 Mz
T, T hyoml, Y7 aa X 2mLoEICiRH SH
7=, WHRZA3CITMEVL, EFEH AT TCOSMLLL T ET
A LAE » YEICE Lz, UBEOB/E (IN-KOH=# /
— VYAIR0.5mL, fiflE Y = F L 0.2mLO NN D) 1K
OGO = F NVFHEEAL & FRROBIEE 1T 72

WETRIEIL, =17 = ) =T DWW TIE T R44E
F C1%0.00005mg/L, FAR254FFE130.00006mg/L & L, Z D
fDIH B IOV TIE AR % & 5 L T0.00001mg/L & L
7.

3 HEMR

TN 244FE £ CORMBERER %, FUFRL5FEED
TERERZ AT, FENSEYWED > bRPIRS ol
WBEIZOWTE, T THRETRERB ChH o7, @ET
FRAELL EOWEIZSOWT, R Z & O HEE A K5
2T,

SR25EIHICIIT D ) =T = ) — L DK B LT
X, Hebkt LWEERCH D)1 & O O£ REAICE
V1 C0.0006mg/LTH B2, ZiE COFERMRILT R THE
Y% FlEl> TWio. F£iz, EEHEEH ChH L4147 F
NT =) —=NBLO24-Y7un Tz ) —LIONWTIL,
BHE LWEROREMEIL, 4t-F 7 FLT = ) — i
W OAYRFAT0.0004mg/L, 2,4-2 7 v 7 = J — LR
K ONITE O A T0.003mg/L & 72 > TW A7, WiE &
H ZAIVE TORERFBRITT X THEEHEZ TE > Tz

XAk
D) BRI R 2 R B < AR PEN A WA L L2
HREEE~==27 v OKE, &g, KEAY) , MM-1,2
2) EAE B AR TN ORI B KO ZEIcBiT 5 /=
VT w2 ) — )V DFERERA, 15 T R EBR BRI SR T, 38,
59-62, 2013

X 1

A LA

— 106 —



T0000 0> | T0000 0> [ 10000 ‘0> [ T0000 0> | S0000 0> ST T0000 0> | T0000 0> [ €0000 0 [ T0000 0> [ S0000 0> BN E
T0000 0> | T0000 0> | T0000 0 [ T0000 0> | 60000 0 EESA T0000 0> | 20000 0| %0000 0 [ T0000 0> | S0000 0> [EVESS7S
10000 0> | T0000 0> | 10000 0> | 10000 ‘0> | G0000 0> | B¥NI(<§ T0000 0> | T0000 0> | 20000 0 | T0000 ‘0> | G0000 0> | B¥I(<§-
T0000 0> | T0000 0> | 10000 0> [ T0000 0> | 0000 0> Elpa=n 70000 0> | 10000 0> [ 20000 0 | T000O 0> | S0000 0> By X 2
70000 0> | 10000 0> [ T0000 0> | T0O000 0> | S0000 0> | %= T0000 0> | 10000 0> [ 60000 0 | T0O0O0O 0> | S0000 0 | S%L=597
T0000 0> | 10000 0> [ T0000 0> | T0000 0> | S0000 0> HH = 70000 0> | 10000 0> | 10000 0> | T0000 0> | G0000 0> B'Y =

70000 ‘0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> Y 5k hif 10000 ‘0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> Y 53 hf
T0000 0> | T0000 0> | T0000 0> | 10000 ‘0> | G0000 0> | E¥I( S H (ot 70000 0> | T0000 '0> | TO000 0 | T0O000 0> | S0000 0> | SIS HI o
10000 0> | 10000 0> | T0000 0> | T0000 0> | G0000 0> | I FH O | 10000 0> [ 10000 0> [ T0000 0> | T0000 0> | S0000 0> | A FH O |
T0000 0> | T0000 0> | 10000 0> [ T0000 0> | S0000 0 L T0000 0> | T0000 0> [ #0000 0 [ T0000 0> | 20000 0 EEgs
70000 0> | 10000 0> [ €0000 0 | T0000 0> | 82000 0| ¥ ¥ 70000 0> | 10000 0> [ 20000 0 | T0000 0> | 0€000 0| ¥
70000 0> | 10000 0> | €0000 0 | T0000 0> | ¥2000 0 EAn ) 70000 0> | 10000 0> | 90000 0 | 10000 0> | 171000 0 BT

70000 0> | 10000 0> | 10000 0 | 10000 0> | 50000 0 HEZ T0000 0> | 10000 0> | 0T000 0 | T0000 0> | 80000 0 R
70000 ‘0> | 10000 0> | 10000 0> | T0000 0> | G0000 0> Y HH gt 10000 ‘0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> S HH 2t

10000 0> [ T0000 0> | 10000 0> [ 10000 0> [ G0000 0> [ B2 € —M | & 10000 0> [ T0000 0> | 10000 0> [ T0000 0> | G0000 0> | Bl2F € —M | &
10000 0> | T0000 ‘0> | T0000 ‘0> | T0000 0> [ S0000 0> | BEV — O | « 70000 ‘0> | T0000 ‘0> | 10000 0> [ 10000 0> | S0000 0> | B ¥ — O | #
10000 0> | T0000 0> | 10000 0> [ T0000 ‘0> | G0000 0> | EE G — o | & 70000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> | EE G — A | #
MN—( T LN U= T L VA — (— (= Al — MN—(TFTL|AU—(FL VA — (— (= A —

E@\W\w‘m A\(‘m,,ML‘\w HDK,WM Aw$ Q\JNLBLN HNA\‘M\ E:m_wmﬁwﬁMW nﬁ,\ﬁ\w‘m A\um,,M\p\w HNK,WM \M$ A\JWLDLQ Hhiu\u\ mmmwQHNEH
/50 © 1) /30 5 e

70000 0> [ 10000 ‘0> [ 10000 0 | T0000 0> | S0000 0> BN B 70000 0> [ 10000 ‘0> [ 20000 0 | T0000 0> | S0000 0> BN En
T0000 0> | T0000 0> | #0000 0 | T0000 0> | #1000 0 EESA 70000 0> | 10000 '0> | S0000 0 | T000O 0> | 971000 0 [EVESS7S
T0000 0> | T0000 0> | 10000 0 | T0000 ‘0> | G0000 0> | B¥1(§- 70000 0> | 10000 0> | TO000 0 | T0O000 0> | S0000 0> | BHNI(<HT
70000 0> | 10000 0> [ T0000 0 | T000O 0> | S0000 0> EVR=r 70000 0> | 10000 0> [ 20000 0 | T00O0O 0> | S0000 0> EIp=r
70000 0> | 10000 0> [ 20000 0 | T0000 0> | S0000 0> | SY£=5 7 T0000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0 | EYL=Smm
T0000 0> | 10000 0> [ T0000 0> | T000O 0> | S0000 0> HH = 10000 0> | 10000 0> | 671000 0 | T0000 0> | S0000 0> WY

10000 ‘0> | 10000 0> | 10000 0> | T0000 0> | G0000 0> Y 53 hif 10000 ‘0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> Y 93 hf
70000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> | B[S HI ot 70000 0> | T0000 0> | TO000 0 | T0OO0O 0> | S0000 0> | B[S HI ot
10000 0> | T0000 0> [ 20000 "0 | T0000 0> | S0000 0> | ¥IXFH O | 10000 0> | T0000 0> | 10000 "0 | T0000 0> | G0000 0> | BIXFH O |
70000 0> | 10000 0> | #0000 0 | 710000 0| L0000 0 e L 70000 0> | 10000 0> | 90000 0 | €0000 0| #1000 0 B e+
70000 0> | 10000 0> [ S0000 0 | T0000 0> | L0000 0| ¥ 70000 0> | 10000 0> [ 90000 0 | T0000 0> | 91000 0 | B
T0000 0> | 10000 0> | €0000 0 | T0000 0> | 20000 0 B H Y T0000 0> | 10000 0> | 20000 0 | T0000 0> | 90000 0 B ok
10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> =2 T0000 0> | 10000 0> | 20000 0 | T0000 0> | 20000 0 BE T
10000 ‘0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> R 10000 ‘0> | 10000 0> | 10000 0 | T0000 0> | G0000 0> R

10000 0> [ T0000 0> | 10000 0> [ 10000 0> [ G0000 0> [ Bl2F € —M | & 10000 0> [ T0000 "0> | 10000 0> [ T0000 0> | S0000 0> [ Bl2F € —M | &
10000 ‘0> | 10000 0> | 10000 0> [ T0000 0> [ G0000 0> | B2 ¥ — O | ¢ 10000 ‘0> | T0000 ‘0> | 10000 0> [ 10000 0> | S0000 0> | B2EF¥ — O | %
70000 0> | 10000 0> [ T0000 0> | T0000 0> | S0000 0> | B¢ — d | & 70000 0> | 10000 0> | 10000 ‘0> | T0000 0> | S0000 0> | EE G — o | #
M—(TL|U—=(T L VAl — (— (= Al — MN—( T LN U= T L VAl — (— (=™ Al —

E@\W\w‘m A\(‘m,,ML‘\w HDK,M_ Aka Q\JNLBLN HNA\‘M\ m:m_wm\:wﬁMW nﬁ,\ﬁ\w‘m A\“m,,ML‘\w HNK,M_ \M$ A\JNLDLQ HNA\\M\ mmmmeNEH
/30 T Tk VLIRS

WA — (T LA LODE Fi = V2 Yo Q¢ 3=y GT Y

€ ¥

107 —



T0000 0> | 10000 0> | 90000 0 [ T0000 0> | 90000 0 Y 70000 0> | T0000 0> [ T0000 0> | T0000 0> | S0000 0> IS

10000 0> | 10000 0> | 20000 0 | T0000 0> | ¥¥000 0 CIEEA 10000 0> | T0000 0> | 20000 0 | T0000 0> | S0000 0> e

T0000 0> | 10000 0> | €0000 0 | T0000 0> | 90000 0 | SY[I(SHT 10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | S¥[I(SHT
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> CIRp=r 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> B 5 =L

70000 0> | 10000 0> | 10000 0 | 10000 0> | 21000 0 | B¥L=hd 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> | ©¥=
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EIrass 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> By =

10000 0> | 10000 0> | €0000 0 | T0000 0> | S0000 0> I hif 10000 0> | 10000 0> | 10000 0> | L0000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | L0000 0> | L0000 0> | S0000 0> | EY[I(<HI 10000 0> | 10000 0> | L0000 0> | 10000 0> | 01000 0 | EY[I(<HI

Juk Ik

10000 0> | 10000 0> [ 50000 0 [ T0000 0> | S0000 0> | BYY FH 70000 0> | T0000 0> | T0000 0> | T0000 0> | 0000 0> | Y H I
T0000 0> | T0000 0> | €0000°0 | 200000 | S€£000 0 g T0000 0> | T0000 0> | 20000 0 | T0000 0> | %7000 0 Bl £

T0000 0> | 10000 0> | 60000 0 | T0000 0> | 91000 0 | BV 70000 0> | 10000 0> | €0000 0 | 10000 0| 22000 0| EIV O
10000 0> | 10000 0> | ¥0000 0 | 10000 0> | 20000 0 EIA) 10000 0> | 10000 0> | 20000 0 | 10000 0> | €1000 0 By

10000 0> | 10000 0> | 11000 0 | 10000 0> | S0000 0> e 10000 0> | 10000 0> | 10000 0 | 10000 0> | 22000 0 e

10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> IR 10000 0> | 10000 0> | 10000 0> | 10000 0> | 11000 0 Bl i 2t

10000 0> | T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M | & 10000 0> [ T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M [ @
10000 0> | 10000 0> | T0000 0> [ T0000 0> | S0000 0> | E¥E¥ —O | % 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | B ¥ —O | &
10000 0> | T0000 0> | T0000 0> | T0000 0> | S0000 0> | B(XE G — d | # 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | E¥ 2 — A | &
M—( T LU= F L VAU — AU— (T L A — [ A—( T L | U= F L VAU — AU—( F L A — [

auy A-VC | WL LAV TLvrAa g@u\k‘fw T LAU= HTT =781 %A nny AV T | UL LT TLKA A@Q\&‘I T LU= H G819 7k
/30 T Ty /80 Ty

10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> SN B 10000 0> | 10000 0> | 10000 0> | L0000 0> | S0000 0> B B
10000 0> | 20000 0 | S0000 0 | T0000 0> | L1000 0 EIET 10000 0> | 10000 0> | €0000 0 | L0000 0> | 90000 0 eSS

10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | E¥[I(SHT 10000 0> | T0000 0> | 100000 [ T0000 0> [ S0000 0> | E[I(SHT
T0000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> CIRp=r 10000 0> | T0000 0> | 100000 | T0000 0> | S0000 0> B i =L

T0000 0> | 10000 0> | 10000 0> | T0000 0> | 50000 0 | BYL=%f 10000 0> | 10000 0> | 10000 0 [ T0000 0> | S0000 0> | ©¥L=F %
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> EIrass 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EEES

10000 0> | 10000 0> | ¥0000 0 | 10000 0> | S0000 0> I hf 10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | 10000 0 | L0000 0> | S0000 0> | SIS HI ot 10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | IS HI o
10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | BINHOIF | 10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | BIXYH O

T0000 0 | T0000 0> [ T0000 0 [ T0000 0> | 80000 0 g 10000 0> | 10000 0> | 10000 0> | 10000 0> | 50000 0 B+

10000 0> | T0000 0> [ 200000 [ T0000 0> | 200000 | ®I VO 10000 0> | T0000 0> | €0000 0 [ T0000 0> | 110000 | ®I VO
T0000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> By T0000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> By

T0000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> I 10000 0> | 10000 0> | 10000 0 | T0000 0> | 90000 0 gaET

10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> IR 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EIEE R

10000 0> [ T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M | & 10000 0> [ T0000 0> | 10000 0 | T0000 0> | 0000 0> | B € —M [ @
10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | ¥ —O | # 10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | B[ ¥ —O | <
70000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | B(E ¢ — d | #l 70000 0> | 10000 0> | 100000 | T0000 0> [ S0000 0> | B(¥ < — d | &
AU—( T L |\ U—( T L VAU — AU— (T L AU — [ AU—( T L |\ U—( T~ VU — AU— [ F L Al— [

dig VG | UL LAY | FLvwa |vEsEAV T LU=/ BTy L1 A day AV T | ULLY | TLLA ;@«\k‘l T LU=/ H =ty LT A
VAN VAN

108 —



10000 0 [ T0000 0> [ 0000 0> Y 10000 ‘0> [ 10000 0> [ 10000 0 [ T0000 0> | G0000 0> IS
10000 0 | T0000 0> | S0000 0> CIEEA 10000 0> | T0000 0> | 100000 [ T0000 0> | S0000 0> e
70000 0> | T0000 0> | S0000 0> | S¥[I(SHT 70000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> | EH[I(SHT
T0000 0> | 10000 0> | 0000 0> B 0 = 70000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> B 5 =L
£0000 0 [ T0000 0> | G0000 0> | BYL=WIng T0000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | Y=g
70000 0> | 10000 0> | S0000 0> EIrass 10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> By =
10000 0 | T0000 0> | S0000 0> O} hif 10000 0> | 10000 0> | 10000 0> | L0000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | 0000 0> | B[ & HI ot T0000 0> | 10000 0y | 10000 0> | 10000 0> | G0000 0> | S¥[I(< H ot
10000 0 | T0000 0> | 0000 0> | By # O | — 10000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> | BIXYH O
70000 0> | T0000 0> | S0000 0> e 10000 0> | T0000 0> [ T0000 0 | T0000 0> | G0000 0> e+
70000 0> | T0000 0> | 0000 0> | BNV ¥t 70000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> | By V¥
10000 0> [ 10000 0> [ G0000 0> B k) 10000 0> | 10000 0> | 10000 0 | T0000 0> | G0000 0> By
70000 0> | 10000 0> | S0000 0> GE% 10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> By %
10000 0> | 10000 0> | S0000 0> EIE e 10000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> Bl i 2t
10000 0> [ T0000 0> | 0000 0> | B2 € —M | m 10000 0> [ T0000 "0> | 10000 0> [ 10000 0> [ G0000 0> [ B2F € —M | &
10000 0> | T0000 0> | 0000 0> | B22(¥ —O | # 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | B ¥ —O | &
T0000 0> | T0000 0> | S0000 0> | B¢ — d | # 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | E¥ 2 — A | &
N—(F LU= FL| Yu—7 AN— (=L AU— VU= F LU= FL| YU—7 AU— (=L AU— [/
adg A=Y 2 | £ L-1-F T LA AU £ Q\Jw\f.n T LU=/ HT ﬁm_womwﬁmw adg A=Y 2 | £ LT T LA A £ Q\k\?w T LU=/ mmm@omwﬁ&
/30 T Ty /80 Ty
T0000 0> | 10000 0> | 10000 0 | 10000 0> | 90000 0 Y e 10000 0> | 10000 0> | 10000 0 | L0000 0> | S0000 0> B B
10000 '0> | 10000 ‘0> | S0000 0 [ T0000 0> | 0£000 0 EIEEA 10000 0> | 10000 0> | ¥0000 0 | 10000 0> | 80000 0 =S
10000 0> | 10000 0> [ 10000 0 [ T0000 0> | S0000 0> | E¥[I(SHT 10000 0> | 10000 0> | T0000 0> [ T0000 0> [ S0000 0> | E¥[I(SHT
T0000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> B 7 = 10000 0> | T0000 0> | T0000 0> | T0000 0> | S0000 0> EIp =g
T0000 0> | 10000 0> | 20000 0 | T0000 0> | 90000 0 | B¥L=%f 10000 0> | 10000 0> | 10000 0 [ T0000 0> | S0000 0> | ©¥L=F %
10000 0> | T0000 0> | 10000 0> [ T0000 0> | G0000 0> EIrass 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EEES
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> By O3 hf 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | 20000 0 | L0000 0> | S0000 0> | EH[I(<HI i 10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> | IS HI o
10000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> | BINHOIF | 10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> | B H O
10000 0> | T0000 0> [ €0000 0 [ T0000 0> | S0000 0> e L 10000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> T
10000 0> | 10000 0> [ #0000 0 [ T0000 0> | 60000 0 | IV 10000 0> | T0000 0> [ €0000 0 [ T0000 0> | 200000 | ®I g
T0000 0> | 10000 0> | €0000 0 | T0000 0> | 80000 0 By T0000 0> | 10000 0> | 60000 0 | T0000 0> | 50000 0 By
10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> ST 10000 0> | 10000 0> | 20000 0 | T0000 0> | 90000 0 gaET
10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> IR 10000 0> | 50000 0 | 20000 0 | T0000 0> | S0000 0> EIEE R
10000 0> [ T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M | & 10000 0> [ T0000 "0> | T0000 0> [ T0000 0> | S0000 0> | E[2F € —M [ &
10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | ¥ —O | # 10000 ‘0> | 10000 ‘0> | 10000 0> [ 10000 0> [ S0000 0> | B2 ¥ — O | #
70000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | B(E ¢ — d | #l 10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | B(¥ < —d | &
AU—( T L |\ U—( T L VAU — AU— (T L AU — [ AU—( T L |\ U—( T~ VU — AU— [ F L Al— [
wng A-VC | UL LT | TLLA |WELLEIV| T LU=/ H 11612 wag AV | WL LV FLxA ;@«mﬂ‘l TLAU=/L H o614k
VAN VAN

109 —



10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> Y 10000 0> [ 10000 0> [ €0000 0 [ T0000 0> [ S0000 0> IS
10000 0> | T0000 0> | 20000 0 | T0000 0> | 90000 0 CIEEA 10000 0> | 10000 0> | €0000 0 | T0000 0> [ 50000 0 e
T0000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | SY[I(SHT 10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | S¥[I(SHT
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> Sy =, 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> B 5 =L
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> | B¥<L= L 7d 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> | ©¥=
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EIrass 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> By =
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> I hif 10000 0> | 10000 0> | 10000 0> | L0000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | L0000 0> | L0000 0> | S0000 0> | EY[I(<HI 10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | ¥ [I(SHI
Juk Ik
10000 0> | 10000 0> [ 100000 [ T0000 0> | S0000 0> | E¥Y sH 10000 0> | 10000 0> | T0000 0> [ T0000 0> | S0000 0> | BYY L
10000 0> | T0000 0> [ T0000 0 [ T0O000O 0> | S0000 0> g 10000 0> | 100000 | 20000 0 | 10000 0> | S0000 0> s
T0000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> | BIV O 10000 0> | 10000 0> | ¥0000 0 | 10000 0> | S0000 0> | By ¥
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> EIA) 10000 0> | 10000 0> | ¥0000 0 | 10000 0> | S0000 0> By
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> STz 10000 0> | 10000 0> | €0000 0 | 10000 0> | S0000 0> e
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> IR 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> Bl i 2t
10000 0> | T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M | & 10000 0> [ T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M [ @
10000 0> | 10000 0> | T0000 0> [ T0000 0> | S0000 0> | E¥E¥ —O | % 10000 0> | 10000 0> | T0000 0> | T0000 0> [ S0000 0> | B ¥ —O |
10000 0> | T0000 0> | T0000 0> | T0000 0> | S0000 0> | B(XE G — d | # 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | E¥ 2 — A | &
M—( T LU= F L VAU — AU— (T L A — [ A—( T L | U= F L VAU — AU—( F L A — [
aay A0 | UL LT ToLra |v£ umw‘: T LAU= H 1Ty oo¥ gy AV T | UL LIV TLxrA |VE «\k‘ﬁw T LU= SRR EE
/30 T Ty /80 Ty
10000 '0> [ 10000 0 [ T0000 ‘0> | S0000 0> Y e T0000 0> | 10000 0> | S0000 0> B B
10000 0> | 20000 0 | 10000 0> | S0000 0> BT 20000 "0 | 10000 0> | 21000 0 eSS
10000 0> [ 20000 0 [ T0000 0> | 0000 0> | S¥[I(S§T 10000 0> | T0000 0> | 0000 0> | S¥[I(S§T
70000 0> | 10000 0> | T0000 0> | S0000 0> B i =L 10000 0> | T0000 0> [ S0000 0> B i =L
T0000 0> | 10000 0> | T0000 0> | S0000 0> | B¥I=RLiE Z0000 "0 | 10000 0> | G0000 0> | Y= 57
70000 0> | 10000 0> | 10000 0> | S0000 0> EI =S 70000 0> | 10000 0> | S0000 0> EEES
10000 0> | 10000 0 | 10000 0> | S0000 0> By Ok e 10000 0> | 10000 0> | S0000 0> By Ok hf
10000 0> | 20000 0 | T0000 0> | S0000 0> | B[S HI i 10000 0 | T0000 0> | S0000 0> | ¥4I & HI ot
10000 0> | 20000 0 | T0000 0> | S0000 0> | By OIF | 10000 0> | T0000 0> | 60000 0> | BAXYHOIF |
10000 0> [ €0000 0 [ T0000 0> [ S0000 0> e L 10000 0> | T0000 0> [ 90000 0 T
10000 0> | 20000 0 | T0000 0> [ 90000 0 | ¥ 20000 '0 | T0000 0> | 100000 | ¥
10000 0> [ 20000 0 [ T0000 0> [ G0000 0> By 20000 "0 [ T0000 0> | G0000 0> By
70000 0> | 10000 0> | T0000 0> | S0000 0> HiT5T €0000 0 | 10000 0> | #1000 0 gaET
10000 0> | 10000 0> | 10000 0> | S0000 0> IR 01000 "0 | 10000 0> | §0000 0> EIEE R
10000 0> | T0000 0> | T0000 0> [ G0000 0> | BF € —M | @ 10000 0> | T0000 0> | 0000 0> | B2 € —M | &
10000 0> | 10000 0> | T0000 0> | S0000 0> | B[ ¥ —O | £ 10000 0> | 10000 0> | 0000 0> | (¥ —O | ¢
10000 0> | T0000 0> | T0000 0> | S0000 0> | B(E G — d | # 10000 0> | T0000 0> | 0000 0> | E(2EC —d | &
AU—( T L |\ U—( T L VAU — AU— (T L AU — [ AU—( T L |\ U—( T~ VU — AU— [ F L Al— [
dig VG | UL LAY | FLvwa |vEsEAV T LU=/ BTy Tei day AV T | ULLY | TLLA ;@«\k‘l T LU=/ H St Ta¥ A
VAN VAN

110 —



10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> Y 70000 0> | T0000 0> [ T0000 0> | T0000 0> | S0000 0> IS

10000 0> | T0000 0> [ 10000 0 [ T0000 0> | S0000 0> CIEEA 10000 0> | T0000 0> | 100000 [ T0000 0> | S0000 0> e

T0000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | SY[I(SHT 10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | S¥[I(SHT
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> CIRp=r 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> B 5 =L

10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> | B¥<L= L 7d 10000 0> | 10000 0> | 10000 0 | 10000 0> | 80000 0 | ©¥=5
10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EIrass 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> By =

10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> I hif 10000 0> | 10000 0> | 10000 0> | L0000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | L0000 0> | L0000 0> | S0000 0> | EY[I(<HI 10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | ¥ [I(SHI

Juk Ik

10000 0> | 10000 0> [ 100000 [ T0000 0> | S0000 0> | E¥Y sH 70000 0> | T0000 0> | T0000 0> | T0000 0> | 0000 0> | Y H I
10000 0> | T0000 0> [ 20000 0 [ T0000O 0> | S0000 0> g 10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> Bl £

T0000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> | BI VO 70000 0> | 10000 0> | 20000 0 | 10000 0> | 20000 0| EI¥ ¥
10000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> EIA) 10000 0> | 10000 0> | 20000 0 | 10000 0> | 20000 0 By

10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> e 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> e

10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> IR 10000 0> | 10000 0> | S0000 0 | T0000 0> | S0000 0> Bl i 2t

10000 0> | T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M | & 10000 0> [ T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M [ @
10000 0> | 10000 0> | T0000 0> [ T0000 0> | S0000 0> | E¥E¥ —O | % 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | B ¥ —O | &
10000 0> | T0000 0> | T0000 0> | T0000 0> | S0000 0> | B(XE G — d | # 10000 0> | T0000 0> | T0000 0> | T0000 0> [ S0000 0> | E¥ 2 — A | &
M—( T LU= F L VAU — AU— (T L A — [ A—( T L | U= F L VAU — AU—( F L A — [

auy A-VC | WL LAV TLvrAa g@u\k‘fw T LAU= H Ty ped nny AV T | UL LT TLKA A@Q\&‘I T LU= SRR EE
/30 T Ty /80 Ty

10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> SN B 10000 0> | 10000 0> | 10000 0> | L0000 0> | S0000 0> B B

10000 0> | 10000 0> | ¥0000 0 | 10000 0> | S0000 0> EIET 10000 0> | 10000 0> | 20000 0 | L0000 0> | S0000 0> eSS

10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | E¥[I(SHT 10000 0> | 10000 0> | T0000 0> [ T0000 0> [ S0000 0> | E¥[I(SHT
T0000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> CIRp=r 10000 0> | T0000 0> | €0000 0 [ T0000 0> | S0000 0> EIp =g

T0000 0> | 10000 0> | 10000 0 | T0000 0> | 80000 0 | BYL=SI%f 10000 0> | 10000 0> | 10000 0 [ T0000 0> | S0000 0> | ©¥L=F %
10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> EIrass 10000 0> | 10000 0> | 20000 0 | 10000 0> | S0000 0> EEES

10000 0> | 10000 0> | 10000 0> | T0000 0> | S0000 0> I hf 10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> By Ok hf
10000 0> | 10000 0> | 10000 0 | L0000 0> | S0000 0> | SIS HI ot 10000 0> | 10000 0> | 10000 0 | 10000 0> | S0000 0> | IS HI o
10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | BINHOIF | 10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> | B H O

20000 "0 [ T0000 0> | 20000 0 [ T0000 ‘0> | 90000 0 e L 10000 0> | 10000 0> | #0000 °0 [ 10000 0 | S0000 0> T

10000 0> | T0000 0> [ 20000 0 [ T0000 0> | S0000 0> | ®I Vg 10000 0> | T0000 0> [ €0000°0 [ 10000 0 | S0000 0> | ®I¥
T0000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> EIA) T0000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> B my

T0000 0> | 10000 0> | €0000 0 | 10000 0> | 90000 0 I 10000 0> | 10000 0> | 20000 0 | T0000 0> | S0000 0> gaET

10000 0> | 10000 0> | 10000 0 | T0000 0> | S0000 0> IR 10000 0> | 10000 0> | 10000 0> | 10000 0> | S0000 0> EIEE R

10000 0> [ T0000 0> | T0000 0> | T0000 0> | 0000 0> | BXE € —M | & 10000 0> [ T0000 0> | T0000 "0> | 10000 0> | 0000 0> | B € —M [ @
10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | ¥ —O | # 10000 0> | 10000 0> | L0000 0> | 10000 0> | S0000 0> | B[ ¥ —O | <
70000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | B(E ¢ — d | #l 10000 0> | 10000 0> | T0000 0> | T0000 0> | S0000 0> | B(¥ < —d | &
AU—( T L |\ U—( T L VAU — AU— (T L AU — [ AU—( T L |\ U—( T~ VU — AU— [ F L Al— [

dig VG | UL LAY | FLvwa |vEsEAV T LU=/ BT Eai day AV T | ULLY | TLLA ;@«\k‘l T LU=/ H S eayiA
VAN VAN

111 —



70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> Y& T0000 0> | 10000 0> | 10000 0> ] 10000 0> | 90000 0> B &Y
T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> IS A T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> BB
70000 0> | 10000 0y | 10000 0> | 10000 0> 90000 0 e T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> By
10000 0> | 10000 0> 10000 0 | 10000 0> | 90000 0> YHE By 10000 0> | 10000 0> | 10000 0> | 10000 0> 20000 0 YHE By
70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> Ho— W 70000 0> | 10000 0> 10000 0 | 10000 0> 91000 0 o— W
10000 0> €0000 0 | 10000 0> | 10000 0> | 90000 0> CIERg (i T0000 0> | 10000 0> T0000 0 | 10000 0> | 90000 0> Bl S i)
70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> Y i 70000 0> | 10000 0> 90000 0 | 10000 0> 60000 0 BN XY [
70000 0> 90000 0 €0000 0 | 10000 0> | 90000 0> B X I 10000 0> L2000 0 €¢000 0 | 10000 0> 90000 0 B X 1
70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> CINTAE Jut T0000 0> | 10000 0> | [0000 0> | 10000 0> | 90000 0> IR [t
70000 0> 70000 0 60000 0 | 10000 0> | 90000 0> Y ] 72 10000 0> | 10000 0> %0000 0 | 10000 0> 30000 0 Bl o] B2
10000 0> | 10000 0> 70000 0 | 10000 0> 80000 0 [EENRG 10000 0> | 10000 0> 70000 0 | 10000 0> | 90000 0> SIE
10000 0> 20000 0 20000 0 | 10000 0> | 90000 0> [EaE 70000 0> | 10000 0> 70000 0 | 10000 0> | 90000 0> [EIayE)
T0000 0> | 10000 0> T0000 0 | 10000 0> 60000 0 s 70000 0> | 10000 0> T0000 0 | 10000 0> | 90000 0> NS
T0000 0> 20000 0 %0000 0 | 0000 0> | 90000 0> [EIEE37 70000 0> €0000 0 G0000 0 | 10000 0> TT000 0 HHT
T0000 0> | 0000 0> | 10000 0> | 10000 0> | 90000 0> ENE R 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> ENMEE
T0000 0> | 0000 0> | 10000 0> | 10000 0> | 90000 0> S Fm = 10000 0> | 10000 0> | 10000 0> | 10000 0> 90000 0 e
70000 0> | 10000 0> 20000 0 | 10000 0> 91000 0 Y L= ST 10000 0> | 10000 0> | 10000 0> | 10000 0> 90000 0 G £ ST h
10000 0> | 10000 0> | 10000 0> | 10000 0> 60000 0 E = 10000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> Y=
70000 0> | 0000 0> 10000 0 | 10000 0> | 90000 0> e Lz 10000 0> | 10000 0> | 10000 Oy | 10000 0> | 90000 0> E B
T0000 0> | 10000 0> | 10000 0> | 10000 0> 20000 0 NS H e T0000 0> | 10000 0> 70000 0 | 10000 0> G1000 0 NS H e
T0000 0> | 10000 0> 20000 0 | 10000 0> G1000 0 Iy H 70000 0> 10000 0 90000 0 | 10000 0> 90000 0 Iy ¥
70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> W5 M 70000 0> | 10000 0> €0000 0 | 10000 0> €1000 0 B 5 M
T0000 0> | 10000 0y | 10000 0> | 10000 0> | 90000 0> GIY#HON | 70000 0> | 10000 0> 20000 0 | 10000 0> 210000 | BAIYHOE |4
10000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> B I 10000 0> | 10000 "0> €0000°0 [ 10000 0> [ 90000 0> B g I
20000 0 T0000 0 10000 0 | 10000 0> 21000 0 95T Jut 20000 0 20000 0 80000 0 | 10000 0> 61000 0 [EIREa [ut
10000 0> | 10000 0> 20000 0 | 10000 0> 0T000 0 E 20000 0 70000 0 200000 | 0000 0> €2000 0 FEEs
10000 0> | 10000 0> 200000 | 10000 0> 20000 0 EINAOr T0000 0> | 10000 0> €0000 0 | 10000 0> 60000 0 EINAOr
70000 0> | 10000 0> T0000 0 | 10000 0> | 90000 0> Y 70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> B
10000 0> | 10000 0> T0000 0 | 10000 0> | 90000 0> EINAEY 70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> AN
T0000 0> | 10000 0> T0000 0 | 10000 0> 01000 0 [z 70000 0> | 10000 0> 20000 0 | 10000 0> 01000 0 [EEZ
10000 0> | 10000 0> | 10000 0> | 10000 0> 72000 0 EEE 10000 0> | 10000 0> €0000 0 | 10000 0> | 90000 0> B
T0000 0> | 0000 0> | 10000 0> | 10000 0> | 90000 0> BT oM T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B N |,
70000 0> | 0000 0> | 10000 0> | 10000 0> | 90000 0> B v-0 10000 0> | 10000 0> | 10000 0y | 10000 0> | 90000 0> B -0 |
T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B0 -4 it T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B0 -4 %
T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B oh W T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B oh w
70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B -0 wm T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B 7-0 w
T0000 0> | 10000 0y | 10000 0> | 10000 0> | 90000 0> B o4 M T0000 0> | 10000 0> | 0000 0> | 10000 0> | 90000 0> B o4 w
70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B SN 70000 0> | 10000 0> | 0000 0> | 10000 0> | 90000 0> B¥ ¢h |2
T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B3 V-0 % T0000 0> | 10000 0> | 0000 0> | 10000 0> | 90000 0> B v | %
10000 0> | 10000 0y | 10000 0> | 10000 0> | 90000 0> B ¢4 e 70000 0> | 10000 0> | [0000 0> | 10000 0> | 90000 0> B ¢4 e
Al Al Al Al
—rmon| Mol e V= | ML B Loy S2 o =l Tl VO x| T reaok
| Ly Tova T LU=/ | ey oA T A=/
O44-vC £ 4T 044V R
/50 T T) /30 T 7l

WHEMEEA — (T LA LOF S G A VE

112 —



70000 0> 10000 0> | T0000 0> 10000 0> | 90000 0> BB 10000 0> [ T0000 0> [ 10000 0> [ 10000 0> [ 90000 0> B8
70000 0> 70000 0> | 10000 0> 70000 0> | 90000 0> [ T0000 0> | 10000 0> T0000 0 | 10000 0> | 90000 0> BN 5
70000 "0> 10000 0> | T0000 0> 10000 0> | 90000 0> ST 10000 0> [ T0000 0> | 10000 0> | 10000 0> | 90000 0> B i
70000 0> | 10000 0> 70000 0> T0000 0> | 90000 0> S Hg = T0000 ‘0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> S B m_,
10000 0> | T0000 0> [ 10000 0> 10000 0> | 90000 0> B o— ke 70000 0> | 10000 0> 70000 0 [ T0000 0> [ 90000 0> W H
70000 0> | 10000 0> 70000 0> | 10000 0> | 90000 0> G Y [ 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B (g
10000 0> | T0000 0> 20000 °0 | T0000 0> | 90000 0> BN X oy 70000 0> | 10000 0> €0000 0 | 10000 °0> | 90000 0> BN XY i
70000 0> | 10000 0> 70000 0 | 10000 0> | 90000 0> By ey X [f 10000 0> [ T0000 0> 70000 0 | 10000 0> | 90000 0> B ey X [
10000 0> [ T0000 0> | T0000 0> [ 10000 0> | 90000 0> BT Juk 10000 0> | 10000 °0> [ 10000°0> | 10000 0> [ 90000 0> S ol s [k
10000 0> 10000 "0> €0000 "0 10000 0> 90000 0> By [ B2 10000 0> 20000 "0 10000 "0 10000 "0> 90000 "0 B [ 52
10000 0> | T0000 0> L0000 °0 | T0000 0> [ 90000 0> WHE 70000 0> | 10000 0> 70000 °0 [ T0000 0> [ 90000 0> g
10000 0> 10000 0> 10000 0 10000 "0> 90000 0> By 1) 10000 "0> 10000 0> 20000 0 10000 0> [ 90000 0> BT
10000 0> | T0000 0> 10000 0> | T0000 0> | 90000 0> B i 10000 0> | 10000 °0> | 10000 0> [ 10000 0> | 90000 0> B B
70000 0> 70000 0> 20000 0 | 10000 0> | 90000 0> =SS 70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> IR
10000 0> [ T0000 0> | T0000 0> | 10000 0> | 90000 0> EeEN 10000 0> | T0000 0> [ T0000 0> [ 10000 0> [ 90000 0> e e
70000 0> 70000 0> 70000 0> 10000 0> | 90000 0> =D 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> EIEi=n
10000 0> 10000 0> | T0000 0> | 10000 0> | 90000 0> B L= 51 10000 0> | T0000 0> [ 10000 0> [ 10000 0> [ 90000 0> By L B
70000 0> 70000 0> | 10000 0> 10000 0> | 90000 0> Ees 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> WY =
70000 0> T0000 0> | 10000 0> T0000 0> | 90000 0> [EAE e wy T0000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> By 53 w__‘
70000 0> 70000 0> | 10000 0> 10000 0> | 90000 0> RS i 70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> SISl a0
70000 0> | 10000 0> | 10000 0> T0000 0> | 90000 0> B By ba 70000 ‘0> | 10000 0> T0000 0 | 10000 0> | 90000 0> B By W
10000 0> 10000 0> | T0000 0> 10000 0> | 90000 0> G5y M 70000 0> | 10000 0> 70000 0 | 10000 0> | 90000 0> By A My
70000 0> | 10000 0> | 10000 0> T0000 0> | 90000 0> Y B O ¥ 20000 0 | 10000 0> 20000 0 | 10000 0> | 90000 0> | BIYHOIF | 24
10000 0> | T0000 0> | 10000 0> 10000 0> | 90000 0> By 2y I 70000 0> | 10000 0> €0000°0 [ 10000 0> [ 90000 0> By oy [
€0000 0 | 10000 0> 20000 0 | 10000 0> | 90000 0> = Ju} 200000 | 10000 "0> 10000 °0 | 10000 0> 80000 "0 EEE Ju
200000 [ T0000 0> 20000 °0 [ T0000 0> | 90000 0> ESEE 700000 | T0000 0> 700000 | T0000 0> L0000 0 e
70000 0> 70000 0> 70000 0> | 10000 0> | 90000 0> SN o 70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> ERAOES
10000 0> | T0000 0> 20000 °0 [ T0000 0> | 90000 0> BT 70000 0> | 10000 0> 20000 °0 [ 10000 0> [ 90000 0> B
70000 0> 70000 0> 70000 0 | 10000 0> | 90000 0> N 70000 0> | 10000 0> 20000 0 | 10000 0> | 90000 0> AR
10000 0> | T0000 0> 10000 0> | T0000 0> | 90000 0> =7 10000 0> | T0000 0> | T0000 0> | 10000 0> | 90000 0> =7
10000 0> 10000 0> 10000 0> 10000 0> | 90000 0> By [ 37t 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> By [ 37t
10000 0> 10000 0> [ T0000 0> | T0000 0> [ 90000 0> B ¢-M 10000 0> | T0000 0> | T0000 0> | 10000 0> | 90000 0> .
70000 0> 70000 0> 20000 '0 | 10000 0> | 90000 0> EIEST %) = 70000 ‘0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B -0 |
10000 "0> 10000 0> [ T0000 0> | T0000 0> [ 90000 0> EEE @,, 10000 0> | T0000 0> | 10000 0> | 10000 0> | 90000 0> EE Hﬂ\/,
70000 0> 70000 0> | 10000 0> 70000 0> | 90000 0> Bth ¢-M ww 70000 ‘0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> Bth ¢-M w
10000 0> | T0000 0> | T0000 0> 10000 0> | 90000 0> &th ¥-0 % 10000 0> | T0000 0> | 10000 °0> | 10000 0> | 90000 0> &th ¥-0 M
70000 0> 70000 0> 70000 0> 70000 0> | 90000 0> E(th ¢4 Mw 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> &th ¢4 mw
70000 0> | 10000 0> | 10000 0> T0000 0> | 90000 0> B oM M,, 10000 0> | 10000 °0> | 10000 0> | 10000 0> | 90000 0> B ¢-M | %
70000 0> | 10000 0> 70000 0> 70000 0> | 90000 0> B 70 = 70000 0> | 10000 0> | 10000 0> | 10000 0> | 90000 0> B 70 %
70000 0> | 10000 0> 70000 0> | 10000 0> | 90000 0> B ¢d e 70000 0> | 10000 0> T0000 0 | 10000 0> | 90000 0> B ¢d &
Al Al Al Al
| N V= | M B T =922 ok 1 M A B A B A N E e o
WL T Tova T LAU= /L | vLrv| Tovwa T LU=/
o4 A-%°2 £ 4 -1V a4 L-vC £ 4KV
/50 1)eh /30 T v

113 —



#F5 TAXNT ) — VR R

J =V T e ) — VR R T B A—t-F 7 FNT7 =) — B ERD
#PH [(mg/L] 5 HH 145 #ipH [mg/L] sl Elkx
<0. 00006 414 <0. 00001 494
0. 00006~0. 00010 53 0. 00001~0. 00010 6
0.00011~0. 00020 23 0.00011~ 0
0.00021~0. 00030 8 n=500
0.00031~0. 00040 1
0.00041~0. 00050 1 R T ) — )L AKR L
0.00051~ 0 FipH [mg/L] Al IR~
n=500 <0. 00001 264
0. 00001~0. 00500 236
0.00501~ 0
A—t-T F V7 = ) — )L B E D n=500
FiPH [mg/L] T HH [T 55
<0. 00001 450 2, 4-Yr7mu 7 ) — )L H R
0.00001~0.00010 15 i [mg/L] g (B #5
0.00011~0. 00020 0 <0. 00001 439
0.00021~0. 00030 1 0. 00001~0. 00100 10
0. 00031~ 0 0.00101~ 0
n=466 n=449

— 114 —



% 254

A&7 v FALEWTR AR R

BB BREEEY

1 [FC®HIZ

ABFIEHTCIE, FR2LAEEE D HERBEFLIE T - Bh S
LRI D, TTNEREKPOERKT » FELEW(PFCs)DE
REFRAL 21T - C& 7=, Fl25FEE T, 3 A EICiH4E o
HEZAT SO TRRAEINT 2. o, AFEILEL
BRRIFFEIT & MG BRESAFZET & o0 T AL RIFFE 0 — B
LT Tz,

i

-}

Ul

2 HEAE

AR Y & FIRRLS, RR R TP O BRBE B i ds L OV
B D3R, B OBRBEIEES O 5 B3 (&
JE) , BRBAMRIZOVWTHAEL (KD . T v
ZITER254E4AR, TH, 10H, k264 1 A oFt4mE %
i L7,

SSBTIRBITERY & AR ALBE L, LC-MS/MSIZ & 1
WEEIT o7z, HE FTREIZT X TOHMEIZ SN TO.2
ng/Lé L7z, AR E 2 RLUIRT.

3 REHR

AR OFRER RN OB ONZT — D, HENSRY
BD ) BRHBEE OIROE Z Rz b O & FK2ATR
T FE, WIOREAICB T AT L, MEI L
DAEFHA O FIIPLEE % 2T, BB DWEE ST
AR D & [FIRRIC 2 < DHEIZISVTPFOA, PFNA, PFOS
DEIGPFIZE <, FRELAREFABRE CH-72. 14
ZEOREHTICB N THATHR Y L RBREORETH

>7.

Xk
D) R EfEAM R T AKRER ISR T 2687 v Fb
AW OB SRR L OWEH e, @i R R
WFIEETER, 38, 45-49, 2013

£ 1 HHENZIE

Compounds Abbreviation
Perfluoropentanoic acid(C5) PFPeA
Perfluorohexanoic acid(C6) PFHXxA
Perfluoroheptanoic acid(C7) PFHpA
Perfluorooctanoic acid(C8) PFOA
Perfluorononanoic acid(C9) PFENA
Perfluorodecanoic acid(C10) PFDA
Perfluoroundecanoic acid(C11) PFUdA
Perfluorododecanoic acid(C12) PFDoOA
Perfluorotridecanoic acid(C13) PFTrDA
Perfluorotetradecanoic acid(C14) PFTeDA
Perfluorobutanesulfonate (C4) PFBS
Perfluorohexanesulfonate (C6) PFHXS
Perfluoroheptanesulfonate(C7) PFHpS
Perfluorooctanesulfonate (C8) PFOS
Perfluorodecanesulfonate(C10) PFDS
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I ARERIFFZED LR D —HTd 2.

2 RAEFE

2.1 KR8 T—4
[ET EREXEEE) LD 1AZEDRET—
HEERA L.

2.2 KEpnH—F—4

iRk KiR e T —%25E L, 8, TE, KB
T—HE 0T EICERILTEBY, 5SRXED0OT— 4 %
fEHTICHE L7z,

2.3 HEAE

2.3.1 RAEHSBLUHAER
HZENEREILLESN O C-10 (i) |, Mo
E-X1 (BEHER) o 2 i (K1) XU FO R
T A FREEAT 12

8H 19H, 27H
9 H 3H, 13H

2.3.2 ZIEEKEEICKSHAE

A Ru ZRitO%IE H/KER DataSonde 5X % fifi
L, WEHHIEFRAFRE (DO) , Kill, iy, 7.
a7 /vak L.

KB
C‘\f T
E«\\H., LLI-—J"I\ it e
{ s
,{) rr’{ Eta l{_\ A
N \ ) \ s
| TK j | c=10"% —
soen G °
% e e 5\,
i\ < {

3 HBRELUEE

3.1 KRET—4

8 AKXV 9 A oRkE, iR, HUR, HRBREEED
FleEX 2R LT, HEZIToT-AZREITRLT.
IR, 8 ARAIZ R2CH ERIBZERH TR I HD
THRINCIZ 23CHitt L 7eoTz. Fio, 8 HTHMH 9 Ak
AT CTEE F o BERPRD BT,

3.2 XEBEOH—F—4

KB H—DF —H %X 31R Lz, BERRFIZITRE
DOKERFRBEVER LY IR 2D EERH TR,
IOLExEREIATHET, KEOKENEREIZHS
<, JEEEOKEBENKELRoTEY, MEOEK
RS 7.
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[ ok 2 «BE o BAENEE |

35 | | 180
o [P M l 1 160
§25 - \!/‘/’\l\ ‘VM/\WM 1 140
5 W V\— 1202
e B A 7 1002
s —H o 1% &
X ; N g ) o F
- = AlBe [ IR & e - 60
a8 10 pe== Sa. B-a__ 5 i i = I B 1 B \

;’é "“"',_,' J-.»E)---.J-.V_E')—_—'j..l) e '3'*_, -:a.,) R = e )’TU ‘ J ] I':-‘,.-*-J"vi;_ a0
E g L A"
S S T T T ’ﬁ"“A i @* i ‘1 “‘1*‘14( s i T

O PR [ [ W | 1| L1 ) A (K etk | T N T | I im0 il [ a i Il il [ ) Il_|||_|| [ I TR T — 1 R N1 Il IR o s} Il Il | 10 O

2 J&ET—4

) [—#&"0sm _—— EED-1m |

a4

24

S & £ d 8 & g = &
3 KEvH—F7—%
3.3 %IEE*EEH:;%%JEE I OEIREIMET U, BIEAER S, 2l DO
%IEHKQ% LR RE 4 KO 5 IZRL RENEL TV,
?‘«T@nﬁﬁaf%ﬁ&ﬁ (3.6mg/L LAF) 2 fifesd FAEHSOBBBE ORI AZ LT 5 & E-XL DEEO
éhf:. DO iREE7S C-10 IZH K<, DO T DEEA WA TR ME
RET—H LT DL, KREOBRKO®ZIINMERFT MZdH 2.
(ma1)

35

20

25 -

20 = A

[
15
m

10

0E e

0o : s ' ¥ - A .

p & S & & ES = S &

4 {fFEE-10cm @ DO (mg/L)
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Y 254F T

| IRERRRERER

BRESFHFAR KB - REGLFHEY

K BAGR 75 17 AL P S (A AR A SR

{KHH H 4 AT TE H FRAREL DI H %
ThZouaFL ., NzaaxFlL,
6H17H |H FADONKEHA LA 2-VranTF L, 1 1-VranmF L, 5 30
pH, TEXnE R
8H5H HTFKOKE A ARIV L, 2TV, 8, NMivvl, e5E%33HE 4 92
ThZ77unxFLy, Nz Fl,
1,1-7unxFL s, VA1 2-/aanF L,
8H20H [HiF/KONKEMKE cNo AL 2-/mnF L, 1,2-/anF L, 6 60
1,1,1-N)ranxyy ke =)L /)~ —,
pH, EXmE R
10H2H  |[MEKOMHmE pEHE T RS THEESR 3 6
. BEHFR, TUoETHESR, ARt ER,
10H17H  |[MfEKOMAE P2 5, S Ao 7 35
. RER, TR MESR, WANERIEER,
10H17H  [HEKOR et W UL P ! °
2H190 [Hh FADFAE T RY T L, LA A, EREER 6 18
/NG 32 247
2. IRIER (REFELSN)
N DN -
{KFE H 4 WA TE H FRAREL Y B $ {HEER R
5H2TH |[ARIBFE KD W, W~ B W) v LAEEE 1 2 TV 2R— 7
i pH, BXUZEE, 1,1-V /anxFlL v, o s
8ALH | AIAIDREIRE | ) o 2 001 4 88 PE R BETE)TRE R
S HRIVL, BT, 8, \ e
8H20H  HFAAKEORERE  om,n s p 5 75 FESRBESHE) R RR
\ pH, BRAZEE, 1,1-v/aaxFL -, \ s
10241\ AIERARIEOARBERE ), L meoori | 4 88 FES BT R H AR
e HRIT L, BT, 8, . s
/NG 17 298
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3. HERAFIRIFR

D~

i< 4 W B | g | KRS
5201 |iFEHI AR 1 1 TSEIES
6A10H  |HEADKEMA B, JEREE OB 1 2 RS
- N 11-v7/manxFL ., VAR-12-/anri L,
6ABH  PEEAROATIRE 0 A g L 1 4 EIES
8AL4R  |WIKDKE A [SEFHMLEL (EEXIAH) 2 4 TSEGIES
87210 |/EOME Hith 1 1 X
/NG 6 12
4. Z Dt
fici A R4, Pt BREC | gy | HRHER
. PEPRERIR (IRHERER - BRI AT i
SALR | Rt TEHHRE (HOEXEAIT) , FT-IRFE: ! M iR AN
B, G, 55, pH,
- - RYRRE 2R B LR 2, i1, HERAS
SHISH  PFADATRE I (o0, B 0zolbam, <7, S I
ANTVY LBIO T Ry L5 (),
TR LAFL, ERP AP
THOR (B TR AT, 3 9 %ﬁ? ?%’iéi
WHRAT PR FX AR
THI8H  [WIADAKE RS [SESHEE OEXEHRH) 1 N e
WL, AR, B, pH,
IR RYRRAEZE 5 KO RY IR AR ZE 8, Hifban oA, AR
BAIOH kot | e s (). . ° e
P LOEDIL AW
/NG 7 33
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Y RY 254F i

1 [XC®IC

P/ VR TIREE (PMys) 1O BELS ETAD T <,
M B ORE XK 72 EOMERERRIERD U A7 R0Mid A D
YA O LR, RRAFRE~OEELBREIINTND. &
NET S ER214E9 712, PMysASBREZHUEIC 1451410
M15ug/ME LU T TH Y, 7oL H FEEA35ug/m> BL T (1
HEHEI98%MH) EED L=, S HIT, PMyg~D
DOEEY NS, V25420 k0 B B FHE
3B/ug/m* % 5 2 ENTRINSHE, mihciEmR
~ONRIBHZITHI L L LT, £, RAICRESD

[ INEL - HRE (PMyg) ICBI 2 M5 E ] Tldik
B O D OB EN 258 E 2 5l E LT, HIEHIME
70ug/m® fEE STz,

Tz, ETIEER 22 FEED 3EE BUCE DG B
EOEMERRBOEHEITY> 2L & LTEY, mifick
WTHERE 23 46 3 H L0 PM,s B BhHIEREIC S 25 s
BEBIE L. SHIER 23E 7 HIZ, TNk
B (PMys) OEDOMIHA KT A0 DV BRERESHh,
75 BRI Hlsl 5 OB 12 U722 A9 72 PMys 55 O #
O, BRI ORIEITN A, BN TR E D R4y
OHTEAT S Z KRB BN, BTV CH el
TE T PMys DRSS % ik 23 #ERKFE L 0 =l LT
%2

ZITC, PR 25 EEICHICHET S Z ot
WER (LT Tl &vo. ) 8L OTh&FHER

(AT TH&FTR) Evo. ) O PMs DEEIRE, BX
NPM,s DEER Ay T DA A2l & IRFBREY DS 5y
W Re@mEd 5. £, BFBREEEYED 35ug/m® % i
i L 72 F BN DV THREHT 24T o T2 A RIS OV Tl 97 5.

2 RAEAFE

2.1 FEHAE L VHELM

TR CTo D RKE RFEGRE R Om&F R (b
33 35 4y, % 130 B 24 43) B X O/ (ki 33
35 4y, WX 130 15 4y) &K 1IoRT. AR,
BT OHLHCH 5 RMIAE T 5. &K 133
WTHY, FHDITZ < OEEMRPILHIY, £z, &
BOHEFTE 2> TWDH R, RilmEbIEFITE. TR
VTR FTR 2 HFEITK 14km OBFFICALE S 5. RISy

1 FAHN

IFEHIRCH Y, BDIZIEFEEE BMRH 0, HEoE

BORBEITZIZELRVREILHD.
FHAELL T O CHEM L7z,

- FZFE (Fpi254E5H8H~5A 21 H)

c HF (PR 254E7 H 24 H~8H 7 H)

< FkZFE (CEA 25410 H 23 A~11 6 H)

- &7 (PR 254E1H 22 H~2H 5 H)

2.2 BHHEMB LU AE

ABHREUE, TR & EMmIEE D HH FRM-2000

(Thermo Scientific #) # MW TiTo72. 7 4L ¥ —3V
AR— R~V 7 ft& PTFE 7 4 /L% — (Whatman &) LW
[T 4 F— (Pall ) ZfEH L.

PM,s DEEIREEIT, fERT#ZIC PTFE 7 4 V4 — %R
FE 215+15C, FEXHRBEE 35+5%MENT 24 KL i
ELIbDEFREL, MEAMROEICL > TRDE.

A KRS DM, TIET 4V H —D 1d A&k
10mL “C 20 Sy FBE i L, FL#% 0.45um @ PTFE 7 ¢
A T 4 NH—=TAHiltk, 4147~~~ (Dionex
i : 1CS-1600, 2100) TH#FL7-. WEEHIX SO,27,
NO,~, ClI-, NH,", Nat, K, Ca®*, Mg*>*® 8HE T
»H5D.
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RIS DAWTIE, FET 4 LZ—D lem? &2 L,
J1—7R T )T A ¥— (Sunset Laboratory & : 7 REF L)
T Improve 7' k@ LIZEW AT Lz, IEH B
0OC1, OC2, OC3, OC4, EC1, EC2, EC3, OCPyro T&
%. AR # (0C) 1% OC=0C1+0C2+0C3+0C4+0OCPryo,
JusEiki#E (EC) 1% EC=ECI+EC2+EC3-OCPryo TH L
7.

3 WBRBIUBE

3.1 PN BERELHNEEDEEHLEIL
3.1.1 PN, BE=EE

PMys BERIREDFEI Z & OFYEEZR LITrRT. HiE
EEIL, WP TIEESE 28.0ug/m®, EZ 19.8ug/m?,
FZ 25.1pg/m?, & Z= 27.0ug/m?®, ¥ 25.0pg/m? (7.8~
53.5ug/m?) Thoto. F7, LM TIEFES 30.5u9/m?,
B 18.3ug/m?, FkZF 22.8ug/m®, &Z 235ug/m?, F#)
23.8ug/m?® (4.0~57.9ug/m?®) Tho7-. MEFFB IV
JGIE JR T RR 53 43 BT BT 00 B i B 0D AR VA S 4 L ¥
EEBEEBL W, 2 LT B ETHBTIEELD
DRI 72D &0 ) FfliE 22 <, By A R
TIEHRFRIY 72 PMys DIGHTFRSO b hr o 7z,

BB D 24 FEEOEBREEOVHIT
19.4ug/m3TH Y, Wk 25 FEEIFRTFEE LY bR o
7. UL, ST HIRIC T % 35ug/im® A #iE L 72 B
B3R 24 FHETIZ 4 B (1%) 72o7zdlzxt L, Fpk
25 EEIT 11 HR (20%) L &holzicd EZ Lz,
HElZ,  35ug/m® Z B8 L7 BB Rk 24 FEFEICRB W T E
ZRERBTIERD - T-DITR L, ik 25 45 Trk 35ug/
me &l L2 HENEZF T2 Hil, KET3 HEb - 7.
Z LT, EFEOEEREVYNVRK 24 1T 12.8ug/m?
2 5EEY 25 AEEE 1T 19.8ug/m® ~, FKEDE BN
R 24 AEEENT 17.1ug/m B 2> B PRk 25 AEEE T 25.1ug/m 2~
L.

Fio, BRERBEIIBITDFEMHOE(ESRD L, Tk 24
DM & FREIC, EEICEERE <, EEICEENE
Mo To. REBYERHEW 7o K OBSEIE DR B CRE
WZEL ozt E2 BN

#1 HFHOPMys EREEE (R 25 4E)

BE EE KE AF Y
&R 28.0 19.8 25.1 27.0 25.0
Joli] & 30.5 18.3 22.8 235 23.8

WRFTR CE 24 42%) 260 128 171 217 194

(HANL : pg/m?)

3.1.2 4 vEn

A A UGB X ORBER G IREOFEH L OFHEE
2UTRT. A AU, TR TIEAEZ 18ug/ m?,
7 11pg/m?, FKZE 13ug/m®, 425 15ug/m®, 4 14pg/
m® (EEEED 56%) Tholz. £/, miETITESE
19pg/im?®, H 7 1lpg/m?®, FKZ 12ug/m?, 43 13ug/m?,
¥ 14pgim® (EREIRE D 59%) % HH Tz,

A F U E RSy DO TIL S0, 2 b % < TR TIX
) 9.0ug/m® (L EJRE D 36%) , Jolf])m Tl 8.5ug/
m® (EERED 6% Thol.

RE 24 FEREIZ IS T 2 TARFT R DA A 2 oI E D)
1% 10ug/m?® (B ERIED 52%) , SO, 2 DA 5.9ug/
m?® (EERED 30%) THY, Fik 25 F/EITE mRE L
FERICATAEE L D b o fo. HRIBEICHT DA 4
FAIRERS X SO, 2 OFEGIXIZER L THDH Z & he
5, BRBESR 2 RAERCRI-H Sk D B L B 23 R 24
KOS DRENEL ol B bz,

AT UESCBITBEHOBERD L, SO,
NH, IEEFICRENE LS, T OMOZHILRIFEE O B
EoledDIZxt L, NO, IREFITRENMELS, AFITRE

=Y

R IRE (1 e/m?)

2 HFHEID PMys IR

e
RS

FRREDOTFR Z & OB E R 2 177 JRFEL
%, WEFTETIE, OC 237 3.3ug/m?, EZ= 2.9ug/
FZ 4.6pg/m®, &Z 44pg/m®, ¥ 3.8ug/m® (HE
WIED 15%) THot-. F7=, ECIIHESE Leug/m?, EZFE
1.3pug/m?®, #kZ= 2.0pg/m®, %4Z= 2.1pg/m?, ¥ 1.8ug/m?
(EEBED 7%) Thoto. ThFTHE, OC NHEF
3.0ug/m?, HZE2.1pg/m?, FKZE 3.2pug/m?, %425 3.3pg/m?,
W) 2.9ug/m® (EERED 12%) Tho7-. 7o, ECIX
FZ 14pgim®, HZ 084pg/m?, FKZFE 1.5ug/ m?, &=
1.9ug/m?, ¥ L4pgim® (EEIREED 6%) Th o7,
SRR 24 FEEEZH T 2 TEETR O OC OF-H1% 3.6pg/m?®

3

B
3 HE

57\
mi

G
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K2 BFEORFRIBE (FRL 25 4R

£F HF KF AF TH

TR OC 33 29 46 44 38
EC 16 13 20 21 18
JE oOC 30 21 32 33 29
EC 14 08 15 19 14
TR OC 43 28 36 35 36

(CFERK 24 %) EC 19 12 17 16 16

(HAZ : pg/m?)

CE SRR D 19%) , EC O 1.6pg/m?® (& RIRED
wwf%bimﬁﬁﬁﬁiﬁﬁﬁk EE CIRETE 572,
&% TAEHOEERD L, Ak 24 FEIT
OC, EC 4t} %* WIRERE <, EFRCREMEN 720
WZxt L, FERE 25 £E 13 OC, EC H:IThkT: & AT i)
m<, BEFRCBRENMENoT.

3.2 PM,; = REEHDEN
3.2.1 PN, SRESH

53 S AT AT T B OSFEAEEEME D 35ug/im ® A L 7
FHr5H12H, 5H13H, 521 H, 7TH2H, 7
H26H, 11418, 11420, 11448, 1A30H, 2
A1A, 2H 20 11 BE 7.

3.2.2 PNy ERESZHORDRE

PM,s M EERRIC BT D, A AR ? S0,27, NH,Y,
NO, , BIORFEKID OC & EC DEED %K 3
WZRT. SO, 2 DIRENRbE (BERED 39%) ,
WElESR 2 AR B KD EREEFN LT L5 %
b,

IHlT, EREFEES -BEF GHM) &ME -4
Z (6HM) D2 N—FITHTDE, AT D
SO, %7 & NHIHEF - EFEOFPEIRE ThH o723, R’
FHT D OC & ECITTE « KO NERETZ 7. FX
75« A ZETIIRIIE R 2 WAERKRL OB X, (Laikk
HkoEE LB EEZ BN,

# 3 PMys WiREREO /R

BEEE S0, NH,” NO,” ocC EC
S 438 17 6.7 1.8 5.1 2.7
E S 47.0 22 7.8 0.92 39 2.2
K AT 41.1 14 5.7 25 6.1 31
(HAZ : pg/m?)

3.2.2 fﬁﬁumﬂ"%ﬁﬁ#*ﬁ

PM,s i EEE B0 11 A RIS DWW TR T IR IRT 2

1To7z. TOFEX 3ITRT. SREEFO 11 BTV

NOAA HYSPLIT MODEL
Backward trajectory ending at 0300 UTC 12 May 13
GDAS Meteorological Data

Source % at 33.60N 130.40E

NOAA HYSPLIT MODEL
Backward trajectory ending at 0300 UTC 01 Feb 14
GDAS Meteorological Data

Source % at 33.60N 13040E

(b)
3 PMys il B F 61 O 2 J5 B

(@:5H12H, :2H1H

MBI 3O LI, [IAPEKEEZBEH LERTTIZE-
Tk, PEREEN D OBFIC LD EREERZ N &

BHEE I NT-.
4 FLoH
T35 5 PMys DR /}%f”@%%’é’ﬁ B)7e & EATSR

T 57, VL 25 4EE O NFEEHICTAFTE & TR T
Pw5@ﬁﬂ%m%ﬁw,ﬂiﬁg,4ﬁ/ﬁﬂ,Aﬁm
EOMEZITo 7. ZORER, SREUWIMOE &R
DTHTR T 25.0ug/m?, )R T 23.8ug/m* TH Y, F
SERFEHE A BB LT, RIREEIZ DWW T SO, %
D BEL K 4EE2 5D T

B OHT I VT, HIEHBREEIEHED 35ug/m?
Z il Le SRR O R IRIE Z T2 8 25, DT
H SO, 2 ORENRBE L, HlER 2 WAERKL T HKD
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BRGS0 o 1= LB 2 B, T ORO% B ik

=
FENT DFEFIN D, PMys ElE HH DKL O 2T HE K 1) BREA UMK TIRE (PMys) DR HT 7 A KZ
FeZ @im LRV, FEKREED S OBIRIC X 2 EiEEEG 4, 2011

NN EBNHER SN, 2) JEREAM BRI T D PMys D ks HEL & 6 AR

fEAT, fEN TR BRI ST TR, 38, 71~76, 2013
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AR 25 R
BRHTR R

PRR254E3 H 25 5 FK264F4HTH £ TOM,
XAAT (WrE X)) & &2 o (RR ) o2 FF
CTEMENREZT- 2.

WA XA T T, BEIRNKERIUSE Tl Em %,
M & 5 Tik, B EIR/KER IS & TIRMEIL A, 4B AR
ETHMILED SRR L. WS s blEREL L, 1
W EICHEEIT - 72,

WE T B (35 XA P T rkBok
HipH & A TIEBEK R, pH, R
5.

WERR2SAEFEIZ 3N T, Ik XA T C IRt vk A ¥ O pH
DOFIFAMN3.73~5.33, FMMEFER4.64ThH o7, £z,
#9842 ClEIB I B OpHO FPH233.51~6.15, 400
EPHNA59TH 2. TNENOEMNE L, 2F
DEMELY) (BREEE ERAEERIENMAERE) T
547659 $0.12~0.171& >~ 7=.

KAnE R,

VAT T h

, pH,
A4

& G5
(S i

O B M R A 2R
K

1

ZEHIIC DN T, SFE AT ORI B W 2 321, i &
LOWEMETRE M A 2, WML EY ERITRT. B,
F1~3POFRHEIZONWTIE, BAE, BEXiER,

LRI G DA A R EEIT/NE S BL R IMTIC, pH, 18
PEIRAE R DA A PR T NS LR 2RISR — L.
AEHh = DR

1. WERER

& D6 T7 00 HL B 2> B T P8 A9 3km IS L 1 L P 3 Mk 12 R

T 5. T HKI130mIC [EE202 5403
varvng@EbHIFATND.

2. HIHA L

F& [ T O HLEE DY B B P ~F913km, = LI RO A
TS 1 70m M AT A LTV AL BERIKI300mic [EE263
BN TWVER, HITESH THEBED TRLN
20N,

v, FFHIZIE~

7
-4

1 W XA QRrEREY)

mm mS/m mmol/m mm mS/m mmol/m
3/25- 4/ 1 6.2 4. 09 5.8 0. 50 10/ 7-10/15 47. 4 4.92 1.0 0.57
4/ 1- 4/ 8 47.1 4. 56 2.6 1.30 10/15-10/21 1.1 4.57 159. 1 0.03
4/ 8- 4/15 14. 6 5. 20 7.9 0. 09 10/21-10/28 158. 6 4. 89 0.9 2.07
4/15- 4/22 33.4 4. 29 3.2 1.71 10/28-11/ 5 22.8 4.42 2.0 0.87
4/22- 4/30 21.0 4. 50 2.3 0. 66 11/ 5-11/11 38. 2 4.70 1.5 0.77
4/30- 5/ 7 0.0 - - - 11/11-11/18 11.5 4. 14 6.6 0.83
5/ 7- 5/13 11.6 4. 85 0.16 11/18-11/25 38.3 4. 53 4.9 1.13
5/13- 5/20 6. 1 4.32 0. 29 11/25-12/ 2 12.7 4.23 12.2 0.75

5/20- 5/27 0.0 - - - 12/ 2-12/ 9 0.0 - - -
5/27- 6/ 3 53.0 4.39 2.3 2.18 12/ 9-12/16 31.5 4. 04 11.18 2.85
6/ 3- 6/10 9.8 4.59 1.5 0.25 12/16-12/24 38. 4 4. 38 9.57 1. 60
6/10- 6/17 18.7 4.34 2.4 0. 86 12/24-12/27 2.3 4. 10 10.9 0.18
6/17- 6/24 109. 2 4.95 0.9 1.23 12/27- 1/ 6 3.3 3.98 22.8 0.34
6/24- 7/ 1 103. 2 5.12 0.5 0.79 1/ 6- 1/14 28.9 4. 35 3.4 1.29
7/ 1- 1/ 8 128.3 4.81 0.9 1.98 1/14- 1/20 0.8 3.73 25. 2 0.15
7/ 8= 7/16 2.8 4. 50 2.0 0. 09 1/20- 1/27 16.9 3.93 14.2 2.01
7/16= 7/22 0.0 - - - 1/27- 2/ 3 29.0 4,28 3.1 1.52
7/22- 7/29 5.4 4. 50 2.4 0.17 2/ 3= 2/10 22.0 4. 66 1.7 0.48
7/29- 8/ 5 15. 4 4. 66 1.4 0.33 2/10- 2/17 8.9 4. 66 5.0 0. 20
8/ 5= 8/12 1.5 4. 71 1.5 0.03 2/17- 2/24 15.8 4. 60 1.9 0. 40
8/12- 8/19 0.0 - = - 2/24- 3/ 3 22.8 4.13 4.6 1. 70
8/19- 8/26 205. 2 5.33 0.4 0.97 3/ 3= 3/10 6.3 4. 24 7.3 0. 36
8/26- 9/ 2 297.8 5.32 0.4 1. 42 3/10- 3/17 25,7 4.33 7.1 1.20
9/ 2- 9/ 9 101.3 4.76 1.1 1.78 3/17- 3/24 5.5 4.19 13.0 0.35
9/ 9- 9/17 2.5 3.91 7.6 0.31 3/24- 3/31 55. 0 4.51 1.9 1.70
9/17- 9/24 0.0 - - - 3/31- 4/ 1 24.5 4.42 8.4 0.94
9/24- 9/30 6.1 3.94 7.0 0.70 &t 1901.9 - - 44. 02

9/30-10/ 7 33.5 4. 24 3.8 1.93 ENNE ) - 4. 64 2.3 -
O 297.8 5.33 159. 1 2.85
/M 0.0 3.7 0.4 0.03

() pH , EBREERIIFMEEY

4/30~5/7, 5/20~27, 7/16~22, 8/12~19,

9/17~24, 12/2~9 IXEM72 L.
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#£2 HHZ L GREILED)
g | ki | on | R | me | ome | | Z5T |sevon]anon baseon| TUR| ok
fFER AFy A4y LAY ey A4y A+ A4y ey AFy
mm mS/m mmol/m’ mmol/m’ mmol/m’ mmol/m’ mmol/m’ mmol/m’ mmol/m’ mmol/m’ mmol/m’

325-4/1 92 413 55 048 0.74 0.5 0.63 0.50 0.03 0.12 0.08 0.68
MWK 55.0 i62 kN 134 0.86 6.65 102 564 0.20 0.30 0.65 32
484 210 615 58 158 272 2.90 246 239 0.15 162 0.40 0.02
415473 432 138 36 3.09 195 736 337 2,06 0.14 0.74 0.36 199
4733- 4730 220 476 17 0.56 033 0.36 0.46 0.34 0.11 0.23 0.09 0.38

4730-5/7 0.0 - - - - - -
5/7-5/13 15.1 4.92 0.8 0.10 0.11 0.11 0.06 0.09 0.02 0.04 0.02 0.18
5/13-5/20 8.9 457 1.7 0.18 0.08 0.11 0.09 0.10 0.02 0.04 0.02 0.24

5/20- 527 0.0 - - - - - - - -
5/27-6/3 91.7 441 2.0 1.89 1.15 0.38 1.14 0.14 0.06 0.11 0.06 3.79
6/3-6/10 144 4.52 1.5 0.17 0.18 0.12 0.14 0.02 0.02 0.03 0.01 0.44
6/10- 6/17 25.1 421 33 0.90 0.39 0.29 0.74 0.05 0.02 0.03 0.02 1.55
6/17- 6/24 141.2 4.96 0.8 0.87 1.20 1.32 1.40 1.01 0.12 0.11 0.15 1.54
6/24-7/1 91.7 5.02 0.7 0.46 0.40 1.08 0.49 0.85 0.08 0.07 0.12 0.88
71-7/8 135.1 4.89 0.9 0.96 132 1.63 1.40 147 0.10 0.16 0.20 1.75
778716 09 448 i1 0.04 0.01 0.10 0.03 0.08 0.01 0.01 0.01 0.03

7/16-7/22 0.0 - - - - - i -
7/22- 7129 7.6 470 14 0.13 0.15 0.05 0.25 0.04 0.01 0.02 0.01 0.15
7/29-8/5 317 4.70 1.1 0.29 0.74 0.18 0.50 0.17 0.03 0.09 0.04 0.76
8/5-8/12 14.6 441 24 0.42 0.50 0.10 0.88 0.07 0.02 0.04 0.01 0.57
8/12- 8/19 6.4 3.98 5.5 0.41 0.27 0.07 0.50 0.03 0.01 0.04 0.01 0.67
8/19- 8/26 219.9 522 0.4 0.57 0.86 1.18 0.78 0.99 0.13 0.14 0.19 1.34
8/26-9/2 2743 528 0.4 0.84 0.91 3.16 0.59 2.69 0.19 0.21 0.41 143
9/2-9/9 117.0 475 1.1 0.99 0.80 1.34 0.38 1.07 0.08 0.10 0.18 2.09
9/9-9/17 1.7 3.87 8.2 0.14 0.12 0.12 0.11 0.10 0.02 0.02 0.02 0.23

9/17- 924 0.0 - - - -
9/24-9/30 415 4.26 52 1.61 141 8.74 0.97 7.25 0.16 0.27 0.82 2.61
9/30-10/7 24.9 4.59 1.4 0.28 0.32 0.19 0.14 0.16 0.02 0.04 0.04 0.64
10/7-10/15 85.9 4.86 1.0 0.63 0.36 1.53 0.29 1.24 0.06 0.09 0.17 1.19
10/15-1021 12.7 432 359 2.02 0.56 32.38 0.38 26.82 0.58 0.66 3.00 0.61
10/21-10/28 265.9 4.92 0.9 1.78 1.31 492 1.06 4.46 0.20 0.30 0.63 3.17
10/28-11/5 279 447 1.8 0.51 0.24 0.11 0.28 0.10 0.02 0.03 0.03 0.95
11/5-11/11 42.0 445 24 0.97 0.74 122 0.73 1.04 0.08 0.11 0.14 1.50
11/11-11/18 15.0 420 7.6 0.97 1.20 328 0.96 2.67 0.11 0.40 0.34 0.94
11/18-11/25 70.8 445 59 248 1.36 20.53 1.22 17.12 0.41 0.53 1.93 2.52
11/25-12/2 27.9 4.12 134 2.56 321 16.37 1.64 14.12 0.41 1.10 1.66 2.13
12/2-12/9 0.4 3.51 273 0.10 0.29 0.10 0.23 0.09 0.02 0.03 0.01 0.13
12/9-12/16 61.1 4.14 74 3.25 2.73 14.82 2.39 12.47 0.41 0.45 141 445
12/16-12/24 59.1 428 72 2.58 237 18.16 1.67 16.00 0.42 041 1.78 3.09
12/24-12/27 2.5 422 10.2 0.28 0.43 0.57 0.40 0.56 0.03 0.14 0.07 0.15
12127-1/6 5.8 3.93 20.7 0.77 1.88 438 1.03 431 0.14 0.37 0.50 0.69
1/6-1/14 417 436 3.1 1.25 0.80 241 0.93 2.00 0.07 0.10 0.23 2.11

17141720 0.0 - - - - - - - - - -
120- 1727 318 301 TN 328 346 815 578 6.64 033 0.66 0.82 3,08
1127-2/3 355 427 3.1 1.15 0.50 0.60 0.77 0.53 0.07 0.09 0.08 1.90
2/3-2/10 29.0 4.70 2.1 0.58 0.49 143 0.34 1.36 0.07 0.19 0.17 0.58
2/10-2/17 16.0 4.66 54 0.56 0.31 4,61 0.22 3.94 0.09 0.22 0.43 0.35
2/17-2/24 20.0 4.54 2.0 0.48 0.32 0.15 0.42 0.11 0.03 0.12 0.05 0.58
2/24-3/3 37.6 4.26 33 1.13 1.26 0.54 1.40 0.32 0.05 0.07 0.06 2.08
3/3-3/10 11.6 4.20 6.5 0.60 1.00 1.65 0.82 1.49 0.07 0.16 0.18 0.74
3/10-3/17 81.5 439 53 3.09 1.43 18.62 2.10 15.68 0.42 0.46 1.76 3.29
3/17-3124 9.1 4.12 8.8 0.79 1.02 1.71 1.25 1.35 0.07 0.26 0.19 0.68
3/24-3/31 96.0 4.52 1.9 1.53 1.56 229 1.72 1.86 0.19 0.17 0.25 2.89
3/31-4/7 31.8 439 6.2 1.88 2.60 5.06 333 4.15 0.21 0.78 0.57 1.30
A3 2561.8 - 52.53 49.98 198.64 48.88 167.74 6.27 12.46 20.33 66.42
N - 4.59 2.6 1.28 1.16 435 1.10 3.70 0.16 0.24 0.47 1.95
e KfE 2743 6.15 359 3.28 4.46 3238 5.78 26.82 0.58 1.62 3.00 445
Fe/ M 0.0 3.51 0.4 0.04 0.01 0.05 0.03 0.02 0.01 0.01 0.01 0.02

4/30~5/7, 5/20~27, 7/16~22, 9/17~24, 1/14~20 [ LF%E/7% L
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#3 HHE A (HELED)

RSP molm

A | mkE | R 7o 7
w | owm | g | 77T |rroon| aven [seson| 7| ek | s
w | | | | o | ST | | | TR | e | PR AR TR
3/25-4/1 9.2 304 04.7 44 10.1 132.6 315 31 6.3 45 16.8 19.8 174 167.3
4/1-4/8 55.0 30.1 737 215 10.0 1337 317 3.0 44 42 4.4 283 24.6 68.0
4/8-4/15 210 303 755 61.5 123 1179 49 56 203 83 574 219 34.1 972
/15-4/22 482 30.1 62.9 218 9.1 91.6 374 39 10.1 57 232 202 289 62.8
4/22- 430 20 345 70.7 143 33 107.8 24.0 44 8.3 47 4.1 36.9 27.0 83.7
4/30-5/7 0.0 30.3 532 18.7 32 873 242 35 6.8 41 13.7 25.8 217 80.4
5/7-5/13 15.1 25.8 100.5 16.6 0.9 172.6 253 42 1.5 43 353 337 314 95.4
5N13-5020 89 30.2 1221 9.5 1.8 1974 319 33 83 51 429 528 349 91.8
510- 527 0.0 303 225 8.2 1.8 365.0 233 9.0 20.3 604 46.1 91.3 348 1459
5127-6/3 977 30.2 80.4 15.7 1.0 150.5 84 42 5.8 23 28.2 29.7 16.1 515
6/3-6/10 144 30.1 517 83 1.0 719 184 53 38 25 16.7 383 19.1 718
6/10-6/17 25.1 30.1 59.0 12 0.1 109.9 21 25 1.1 0.5 83 292 8.8 76.3
6/17- 6124 1412 30.2 19.8 6.1 29 309 10.7 1.6 1.0 1.2 2.1 11.8 8.7 4.1
6/24-7/1 91.7 30.3 355 2.1 0.3 538 11 20 12 1.1 84 20.5 104 547
71-7/8 135.1 30.1 438 59 5.0 2.0 36.7 1.9 2.1 40 5.6 16.3 28.8 483
718-17/16 0.9 345 257 6.7 144 23.1 35.5 14 18 38 20.6 9.3 26.1 512
716-7/22 0.0 258 229 9.8 35 304 184 0.7 14 1.9 5.1 1.5 18.2 634
7122-7/29 7.6 303 101.3 8.8 27 1353 452 31 48 5.1 6.9 347 36.7 1213
7129-8/5 317 30.2 59.0 152 52 62.3 514 25 42 57 47 233 372 83.1
8/5-8/12 14.6 30.2 90.4 2.1 0.1 1347 352 3.6 42 4.1 9.4 394 254 126.7
8/12-8/19 6.4 304 1217 0.6 0.0 2178 9.0 24 29 1.4 229 30.1 213 69.1
8/19- 8/26 2199 30.2 36.6 33 1.8 4.7 18.7 1.8 2.6 22 24.5 339 204 629
8126-9/2 2743 30.1 39.1 1.9 13 559 122 2.6 22 1.6 6.9 149 123 48.1
9/2-9/9 117.0 30.2 248 53 33 29.5 18.1 24 14 1.8 84 6.9 113 478
9/9-917 1.7 345 822 1.7 6.1 117.6 36.0 21 32 40 20.5 24.6 30.0 93
9/17- 924 0.0 303 56.0 15 0.7 614 36.7 29 48 40 36.7 444 345 748
9/24-9/30 415 258 395 8.5 109 535 30.5 20 29 30 276 155 20.0 371
9/30-10/7 249 30.3 338 57 12 384 22.5 22 2.1 23 6.3 15.1 19.7 574
10/7-10115 859 344 371 13 23 4.0 234 42 39 3.0 79 134 19.1 474
10/15-10/21 127 259 24 11.0 317 21.1 488 31 21 47 111 104 21.0 95
10121-10/28 265.9 30.2 263 89 30.3 252 453 27 34 49 44 9.0 173 26.5
10/28-11/5 279 347 100.3 4.7 0.3 169.1 142 8.8 44 24 217 26.7 14.0 257
1/5-111 4.0 25.6 88.7 19.1 9.9 141.5 315 9.2 8.1 45 57.1 244 237 317
HAT1-11/18 15.0 303 419 304 13.1 80.1 253 59 10.2 44 387 138 149 26,7
11/18-11/25 70.8 30.1 218 134 6.9 4.0 19.8 31 2.5 24 220 7.0 127 198
11/25-12/2 279 30.1 4.6 239 24.6 7.8 379 5.1 43 45 16.2 6.7 115 9.0
12/2-12/9 0.4 30.2 70.0 4.1 31 149.1 14.1 8.5 5.6 24 58.8 19.7 184 192
12/9-12/16 61.1 30.2 459 284 19.5 719 40.5 49 34 45 436 83 220 20.0
12/16-12/24 59.1 346 29.6 127 9.5 511 219 22 14 22 16.0 9.0 122 115
12/24-12127 25 129 439 32.1 10.1 102.8 20.0 33 2.6 1.9 30.7 9.1 124 13.6
12127-1/6 58 432 52.8 58.1 19.7 89.6 353 84 18.7 6.1 517 132 18.3 382
1/6-1/14 477 345 63.0 436 11.0 1394 25.1 6.6 39 30 65.9 132 215 118
1/14-1120 0.0 259 60.1 60.0 8.1 1522 210 6.7 45 26 754 214 298 149
1/20- 127 318 30.2 55.1 34.6 132 114.5 26.3 54 48 3.0 32.0 14.6 17.8 18.9
127-2/3 355 30.1 98.7 21.6 32 170.7 25.8 112 5.6 39 53.1 25.8 249 352
333010 390 302 P 147 63 oy 735 37 7% 37 1K 78 57 ix)
210-2/17 16.0 30.2 298 10.2 21,6 45.0 30.0 1.6 5.0 38 112 6.0 8.7 10.7
2017-2124 20.0 30.3 519 20.1 6.9 843 274 28 5.5 37 21.1 13.5 239 18.9
2/24-3/3 376 30.1 824 49.8 10.4 183.9 20.0 40 438 3.0 18.2 20.2 10.0 18.0
3/3-3/10 11.6 30.2 483 478 16.5 105.1 323 37 6.5 40 388 122 204 239
3/10-3/17 81.5 303 59.3 319 4.0 102.6 243 38 8.0 38 411 19.5 239 398
3/17-324 9.1 30.2 86.4 62.7 83 163.8 39.1 6.3 10.2 5.5 40.8 215 348 552
324-331 96.0 30.2 68.2 134 10.1 109.4 25.1 43 54 33 384 254 194 438
331-4/7 31.8 30.0 46.2 25.6 11 81.0 218 43 52 34 30.2 184 214 40.8
Azt 2561.8 1630.8 32872 1067.8 4322 54448 14519 2208 2889 1932 1462.1 1166.3 1148.6 28179
T - 30.2 60.9 19.8 8.0 100.8 269 4.1 54 36 211 21.6 213 522
Bkl 2743 432 2225 62.7 317 365.0 514 112 203 83 754 913 372 167.3
M 0.0 129 19.8 0.6 0.0 211 21 0.7 1.0 0.5 21 6.0 8.7 9.0
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[£] e H 165 6 , MR I+ VAT RER A (1/4) & OFFELE) 1)
&K 51 PR BRI R
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PRK5AERE BUE A R R

No. | fREEFT | 24+ A # O A BN A it E
biEd /14 [T L T DD XD 7 b ONRENSHPEEBEMSIC X DEHROMEE, $HROMEBEHE Z TR Lz,
EL TN, (EDSIZ & DR G3 53hT OFERE, B D FERL S H3Nads LOCI TH D Z & &b L
72 )
2 | 6/12 [y MR MvE BEEEERTE, 6RFRIERICAWEEDLFBIMEEIC LD BEMORER, B0 ST ARME AR LT,
R L7, KRIGHRE Bk
e R R
3 [BR O[5 k= hkE IR T EARE MRS LT D, EFBAIBEIC L D BIROFER, EEIRFMI 7R E R 3 L O T RR OIS % fEsd
L7,
4 |RR[7/23 -5 T EARE MRS LT D, Fkdn (BRSEH) WFBRBEC L DB OFER, HE IR 22 %
BLOME RO SIS ST,
G (RBHE) EPME K DR ORGSR, EHE SRR 22 AR
B L Ok Al A el Lz,
Ry M GREAED SCBMENIC L 28R OFEE, BBl EL
B L ON TR O IE &R LTz,
5 | B/29  |[Eh#EE 7 ERRE AT E LT D, D BMEEIC L2 BTRORER, BRI FHENA 72 ERR O S A R LTz,
FEROFEER, 7 e X OB & el L=,
L 72 BRREETEI, IR, BERIC L D IEREFAVEHYE OB R 1 HE R
SROMER, Aspergilluslg EHEE ST,
6 |FE 10/10 [T L IREIZZEE LT D, VS EBEIMEEC LD BMOFER, I IR ERB KO ARSI 3R
LT,
FERORER, MRk = — %R LT,
LA 2. 0X 10 /g
[T 10/10  |[~w RAR b Bk, B FEdh (BB AS V) SCFBMENC K D BIRAE R, BEOREROME & R Lz,
R OfE R, 1 CRHMETE A TR LT,
HBE L7 CREVE A SR L7, b IR 7
S KON F AR O 2 B L 7=,
AR 1.1x10'=2/g
(FT-IRIZC, BHRRA DA FUTRH LT, )
Fidh (SRR L) FERORER, 7 ERRERZRD T,
AEHC 3.0X10° =2 /gl
B | |10/31 [2w 7 ERRE AT E LT D, D FBAIERIC K D BMRORER, 77 EITRHEI 2R % 36 K ONa TR OIS % TeRE)
L7,
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WRK 25 AR RYWIEFE AL ED A A SR BE D U A L AR

3

REERLZERR T A VA Y

LHTTIEERK 4 4R b A B VLAt A « IR SiE 8 A= B e
BHEEIIBIMLTEY, BUE, 8 EHIER 9 AL A
ERBRIEZIT> T D, R LICHERSZHAB DAV
ARG R Z T

Rk 25 FERE, RIRIRE S L 0BRSS BRIk, 116
4, 160 fRIRT, Pk 24 45 (88 4, 103 ffk) Lt
LML, BB S I iRlE, A v 7o o Ehf)
EEBYVRELENoT-.

K1 VK 25 FEEERRIRFZ WAL B A L AR R

BB B
IR 2 Wi 44 #x TR ™ A v A (BEED)
A7z W 39 40 33 MHEEASWE A7 AHLAL (8) - A7 W AIH3 AL (5)
A7 B (1)
FuE N i ‘
a2t A TN HFAHLE (6) - A v 7z F AIH3 A (11)
A TN B (2)
BN g
VISEIER L= 1 2 1 WHEEARSWR T/ 28 (1)
B d
YL B 5 10 11 5 K
B d Ta—19% (1) - x==—30% (1) - JeUALR (1)
PRTANLA (1) - 27FvF—A6T (1)
FE 09w 11 16 6 MHEHLRIWE =7 718 3) - =74 yF—A68 (1)
il
S A T T 71 (2)
A MBS 20 36 23 MHEAMLSVE m=a—e6 (1) - ==—304 (1)
reR(cd xa—6H (1) - xa—19% (2) - ==a—30% (8)
> 7r 71 (1) - =2r7¥yx—B2A (1)
BN g Ta—6MH (1) - xzza—19% (1) - ==a—30% (5)

27y F—A6 M (1)
Z DAt 35 57 9 MHEEAIWE TTF /28 (1) AT AHLEL (1)

A7 B (1)

s a—19% (1)

PRI 7N PR (1)« Bl L2 1R (1)

sk
SR
ik

AP VR

i Ta—18% (1)

US

S A ABIFR T A VA (1)

ca Yy XA (1)

F21TAR], BEENY A NV AREREZ AT
7 A NV AORRH IR (RD-18S, VeroE6, HEp-2,
CaCo-2, MDCK) %%, Polymerase Chain Reaction

(PCR) ETITo7=.
ZTORER, 16 AL TA NV ZARKBE (BER
475%) Eni-.
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F 2 TR 25 FEFERAEREUD Bilde K OMRARIERI 7 A /b A R

FRARERIR A B £ L% B LRl VAR
BT A VA H g1 S PCR
4 5 6 7 8 9 10 11 12 1 2 3 ¥ R VvV H C M
a7 %y F—A6 2 2 1 2
a7 %y F—A9 Al 1 1 1 1 1
a7 %y ¥F—B2 % 1 1 1 1 1
T oa—6 3 3 3 2 3 3
T a—18 7 1 1 1
T o—19 A 1 2 1 1 5 3 5 3
T =o—30 A 6 6 1 1 1 15 13 15 12
T o 71R 1 2 2 1 6 1 5 3
A VTN AFTA N PHLEY 1 3 6 5 15 4 15
A VIV AFTA VA NBEL 1 5 3 4 3 16 14 2
AINEAFIANABRY 1 4 4
7T 2 1 1 2 1
ITA T A2 1 1 1
B~ LR 1 1 1 1 1 1 1
VA =Ry s 1 1 1
PRI A LA 1 1 1
ABFR T A LA 1 1 1
7 0 1 2 9 8 2 2 8 11 9 12 12 76 24 11 29 31 33 5

% Ma4 OmE#FR R:RD-18S, V:VeroE6, H:HEp-2, C:Caco-2, M:MDCK
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SRk 25 4R FE

JRYYE (=)

REERFARR  EYYIEFR 4

1. HEEMESRA
Rk 25 D BBEFAEZ R DR T,

2. BREHMEXRER

AR 25 AFHE L 48 il 147 44 OIRYLE AFEAE L
7o, BB HIIPERRGE 0 A B $ A [X 112 %
AR A £ 1R L, miEiiE, 0111 (814,
55.1%), 0157 (24 4, 16.3%), 0103 (12 4, 8.2%),
026 (11 4, 7.5%), 091 (4 %4, 2.7%),
0145 (2 4, 1.4%), 0146 (2
4, 1.4%) BX1UN028-0115- 0128 (Zhzh 1l
%) BLOOUT (44) Tholz. S4EEE, 0157
IC & DIBIHE DBIGBIED -T2, £, 8 AT
HOE—I BRRLNZR, ZHHMEERTO 0111
EHBREFIC L DD THD. EI-MEERBEIC
R E OEIG N E < (52 4, 35.4%), Fly
A L OVEMIRE D SRR S .

0121
(4 &, 21%),

FEARIL

(-) BNREE

N0 r

80
70
60
50
40
30
20
10

Jl.m.,

}f TT_.H.H.

L3

44 s5H 6H T7TH 8H

9H 10H11H12H 14

2H 34

X1

SRk 25 RIS T D

J e i MR R R 0> 7 B G 4

£ 1 E i PER G E ORARD

H=HES EE Bl MR (RMEET fiRpie it i &
1 TR fR B 200 F e 028:HUT VT2 EHIRAE (RE L)
2 T (R e 50 F i) OUT:H32 VTIL EHE (RREE)
3 T (R B 33 F H O128:HUT VT1L fREEZW (Rt
4 PRI 47 M 4%  0115:H10 VT1 EMIRRE GHELE)
5 2013/5/31 20 F [E4] 0157:H7 VT2 WEE AT
6-1 2013/6/16 31 M %  O157:H7  VT1&2
6-2 2013/6/26 2 M {%  O157:H7  VT1&2  6-1 AT HUS RIE
6-3 2013/6/27 4 F f#%  O157:H7 VT1&2  6-1 DR HUS #IE
7-1 2013/6/28 8 M BEE O121:H19 VT2
7-2 (R 69 M W O121:H19 VT2 7-1 DER
7-3 TR AR B 6 M e 0121:H19 VT2 7-1 D%
8 TR AR B 38 F FE 091:H51 VT1 EWRAE (REEF)
9 2013/6/29 69 M W 0157:H7 VT1&2  EHEBRAEE ABR
10 2013/7/2 29 M ¥ O157:H7 VT2 B
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11 2013/7/4 10 M i) 026:H11 VT1 o2 NNR—=T
12 2013/7/6 1 F H O157:H7  VT1&2 APz

13-1 2013/7/13 3 F i O157:H7  VT1&2

13-2 2013/7/14 45 F it O157:H7  VT1&2  13-1 Dfk
14 2013/7/10 10 M ] O157:H7  VT1&2

15 PR IR 30 F %  0145:H- VT1 TE R R
16-1 2013/7/16 5 F BkFE  O111:H- VT1&2  RERNE
16-2 2013/7/16 32 F BEFE O111:H- VT1&2  16-1 DRt
16-3 2013/7/16 2 F PR O111:H- VT1&2  16-1 Dk, [F CIREIE
16-4  2013/7/13 5 F PR O111:H- VT1&2  fREREE
16-5 e 6 F b Ol111:H- VT1&2  HRERER
16-6 2013/7/8 5 F bim  O11l:H- VT1&2 BRI
16-7 2013/7/21 5 M bk O11l:H- VT1&2 BRI
16-8 2012/6/29 5 M bR O111l:H- VT1&2 BRI
16-9 2013/7/11 2 M bR O11l:H- VT1&2 BRI
16-10  fREE{REYE 5 F b Ol111:H- VT1&2  HRERER
16-11  2013/7/23 2 M PR O111:H- VT1&2  REREIKL
16-12  fREE{REYE 3 M W Olll:H- VT1&2  HRERER
16-13  2012/7/12 3 M PR O111:H- VT1&2  REREIKL
16-14  2013/7/12 3 M B O111:H- VT1&2  RERN
16-15  2013/7/11 4 M B O111:H- VT1&2  RERNE
16-16  fdEEREH 4 F RS O111:H- VT1&2 BRI
16-17  2013/7/12 1 F bim  O11l:H- VT1&2 AEREIKE
16-18 B 1 F W Olll:H- VT1&2  RERRA
16-19  2013/7/11 1 F yim  Ol1l:H- VT1&2 BRI
16-20  fRREREHE 1 F bim  O11l:H- VT1&2 AEREIKE
16-21  fRREREHE 3 F yim  Ol1l:H- VT1&2 AEERIKE
16-22  2013/7/11 2 F B O111:H- VT1&2  RERNE
16-23  2012/7/13 3 F B O111:H- VT1&2  RERNE
16-24  2013/7/12 3 F W O0111:H- VT1&2 HREREKE
16-25  fREE{REE M W Ol11l:H- VT1&2  RERNE
16-26  2013/7/27 0 F W O0111:H- VT1&2 HREREKE
16-27 B 1 M Wrd Olll:H- VT1&2  REREIKE
16-28  2012/7/23 1 M e Olll:H- VT1&2  fRERERAE
16-29  2013/7/14 2 M e Ol1l:H- VT1&2  RERRE
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16-30  2013/7/19 2 M PR O111:H- VT1&2  fREREE
16-31  2013/7/16 3 M PR O111:H- VT1&2  fREREE
16-32  fHEREH 3 M BkFd  O111:H- VT1&2  RERNE
16-33  fHEREH 2 F BkFE  O111:H- VT1&2  RERNE
16-34  fHEREH 2 F BkFE  O111:H- VT1&2  RERNE
16-35  2013/7/11 2 F BkFE  O111:H- VT1&2  RERNE
16-36  2013/7/22 3 M BkFE  O111:H- VT1&2  RERNE
16-37  2013/6/29 4 F BkFE  O111:H- VT1&2  RERNE
16-38  2013/7/12 3 F PR O111:H- VT1&2  fREREE
16-39  fRHEREH 5 F B O111:H- VT1&2  REREIKL
16-40  2013/7 A% 4 F e O111:H- VT1&2  HRERER
16-41  2013/7/13 4 F BEd  O111:H- VT1&2  RERN
16-42  2013/7/20 4 F PR O111:H- VT1&2  RERN
16-43  2013/7/18 5 F Yk O111:H- VT1&2  AHEREL
16-44  fREEREHE 25 F WRE O111:H- VT1&2  RERESEE
16-45  2013/7/18 3 F bk O11l:H- VT1&2 BRI
16-46  2013/7/12 1 M bR O111l:H- VT1&2 BRI
16-47  2013/7/10 1 F bR O11l:H- VT1&2 BRI
16-48  2013/7/22 4 M bk O11l:H- VT1&2 BRI
16-49  2013/7/16 4 F bR O111l:H- VT1&2 BRI
16-50  fdHEfREERH 3 M bgrd Ol111:H- VT1&2 REREIRL
16-51  fdHEfREERH 4 M B O111:H- VT1&2 REREIRL
16-52 B 37 M yEM§ O111:H- VT1&2  16-23 DR
16-53  fEHEREH 29 F B O111:H- VT1&2  16-18 D}
16-54  fEHEREH 42 M B O111:H- VT1&2  16-16 DR
16-55  fdHEfREERH 4 M B O111:H- VT1&2 REREIRL
16-56  fRHEIREH 24 F BkrE  O111:H- VT1&2  16-6 D
16-57  2013/7/27 7 F BkrE  O111:H- VT1&2  16-42 Dfii
16-58  fRHEREH 6 F yEFd  O111:H- VT1&2  16-19 Ofii
16-59  fRHEIREH 3 F Yk O111:H- VT1&2  16-47 DFF
16-60  fRHELREH 6 M Brg O111:H- VT1&2  16-41 DL
16-61  fRHELREH 29 F Brg O111:H- VT1&2  16-20 DFF
16-62  fREEIREH 27 F Yk O111:H- VT1&2  16-26 DRk
16-63  HEEEfREH 35 F brd 0O111:H- VT1&2  16-43 D
16-64  fRFEMREH 7M Yk O111:H- VT1&2  16-32 DLv& =
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16-65  fREEIREH 8 M PR O111:H- VT1&2 1624 DL,

16-66  fEEIREH 7 F PR O111:H- VT1&2  16-24 Dlifi

16-67  2013/7/30 2 F BkFd  O111:H- VT1&2  RERNE

16-68  2012/7/25 2 F BkFE  O111:H- VT1&2  RERNE

16-69  2013/7/12 2 F BkFE  O111:H- VT1&2  RERNE

16-70  2013/7/10 5 M BkFE  O111:H- VT1&2  RERNE

16-71  2013/7/11 5 M W Olll:H- VT1&2  RERNE

16-72  2013/7/20 5 F BkFE  O111:H- VT1&2  RERNE

16-73  2013/7/16 2 F PR O111:H- VT1&2  fREREE

16-74  (EEE(REE 4 M Wrd  Olll:H- VT1&2  RERENKL

16-75  fREE{REYE 38 F b Ol111:H- VT1&2  RERESEAE

16-76  fRHEREH 8 M ykM§ O111:H- VT1&2  16-8 DL

16-77  fEEEREE 66 M B O111:H- VT1&2  16-17 DR

16-78  fREEREH 61 F B O111:H- VT1&2  16-26 DR

16-79  2013/7/12 3 F bR Ol1l:H- VT1&2 BRI

16-80  fREE(REHE 5 F bk O11l:H- VT1&2 BRI

17 2013/7/18 67 F bk O157:H7 VT1&2 ARt

18 2013/7/23 76 F e O157:H7 VT1&2 APt

19 2013/7/28 70 F 0157:H- VT1&2 APt

20 2013/7/29 7 M 7 O157:H7  VT1&2 APk

21 2013/8/1 65 F g Ol145:H- VT2

22-1 2013/8/4 5 M H 026:H- VT1 ABECHEITEE) R BE R
22-2 2013/8/23 3 M H 026:H- VT1 ABECHEBTTE ) PR B B
22-3 2013/8/22 2 F H 026:H- VT1 ABECHERTTEE) PR B 2
23 2013/8/5 6 F 5] O111:H- VT1&2  7»5 O111:H- VT1 #iH
24 2013/8/10 12 F %  0121:H19 VT2 BIBHAT

25-1  2013/8/11 1 F %  0103:H- VT1 FETE YR

25-2  2013/8/13 9 F %  0103:H- VT1 25-1 Ot

26 2013/8/14 37 M 7 O157:H7  VT1&2  APi, HETH =X
27 TR R B 26 M %%  0157:H- VT1&2 &R (L - 1HE)
28-1  2013/8/17 1 M H 026:H11 VT1 FRTA—_F 2 —

28-2  2013/8/23 28 F B 026:H11 VT1 28-1 DFF

29 2013/8/19 23 M R 0157:H- VT1&2  fEEY

30 2013/8/25 14 F i 026:H- VT2 I—1 v SRAT

31 T e B 72 F W OUT:H7 VT1 EHEE (REL)
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32-1 TERER 46 EE4 0146:H- VT2 — AR

=
322 LR 17 F %  0146:H- VT2 32-1 DA
33 TR AR P 24 F [} 091:H- VT1 EMRE (RE L)
34 2013/9/13 16 F %  0157:H7 VT1 HEP
35-1 2013/10/4 2 M ide 0103:H11 VTl RERE  #58
35-2 PR IR 2 M ik 0103:H11 VTl 35-1 LAl UIR B
353 2013/9/27 1 F ik 0103:H11 VTl 35-1 L[ IR B
35-4  GEEEREE 26 F BEFE  0103:H11  VT1 35-3 DFF
35-5  2013/10/4 1 M it 0103:H11 VTl 35-1 & [ LR TR
35-6  fEHEREE 1 F i 0103:HUT  VT1 35-1 L[| CAR B
357 2013/10/12 1 F i 0103:H11 VTl 35-1 & [F IR
35-8  2013/10/25 2 M g O103:HUT VT1 35-1 L [\ CARBIE
35-9  2013/10/27 2 F ik 0103:H11 VTl 35-1 & [Fl IR
35-10  2013/11/19 2 M i O103:HUT VT1 35-1 L [\ CARBIE
36-1 2013/10/13 5 M g 026:H11 VT1 HHERE R
36-2 TR TS 57 M % 026:H11 VTl 36-1 DA
37 2013/10/12 15 F iE] O157:H7  VT1&2
38 2013/10/31 30 F bk O157:H7 VT1&2  JEEW
39 2013/11/2 26 F W O9L:HUT VTl TEMIRRAE (PR [ A ERAT)
40 2013/11/15 18 M e O157:H7 VT2 Be& I CHRY v
41 2013/11/24 2 F f#%  0157:H7 VT2 RA R
42 e B 25 F gy 091 HUT VT2 EHRE (BR2)
43 2013/12/10 18 M H O157:H7  VT1&2
44 2013/12/4 21 M %  O157:H7 VT2
45 2013/12/14 9 F i} 026:H11 VT1
46 2013/12/21 43 F it OUT:HUT  VT1 45 D
a7 PR LR 49 F E] OUT:H19 VT2 ERRE (RE L)
48 2014/3/9 10 F 7 026:H11 VT1 -0
3. BmFIR BRI E SR YLEF ST COREIC LY, 77—
SRR 25 R IR 2 F I 244 D BE R AEN A BT, DRINT uvsd T, FEFNEZMIT TV s Al T

FARDITE 2 1R LT, SFEEE, /38— 07 AT A BT,
MNHEH L BMHIC L BHH & 28— VfklT %
L7=BHEIC L2 EB D 2 FHHIAFEAE L.
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£2 BT 7 AOFARNR

H=HIE S % E H i el i 3 A it =
1 2013/7/15 20 M S .Typhi =L TR ?
2 2013/10/5 53 M S .Typhi =L TRRY ?
B

WA, REEHORME X OREKOINE %
LW & E LA REREALE ¥ — DRI
BEENTZ L ET.

R
1) PREERFFERR YWY - SRR 24 AREEREYYIE
(S8 ZEARDL, o bl T DR AEBR TR TE T,
38, 122~125, 2012
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Bih PSR 9 2 SR 3RS 1B 2wl o 2 B R

REERHFER R P iE Y

1 [XL&®IC

Rk 18 4F 5 H 29 HIZEMHPITIRE T 2 BEEDRY
T 47U A MIEREAS, #Hics < oBEzoONn
THERERRESNTZ., ZNHST 5729, SATT
EERE CBIRERE T A7 a~< N5 7 « BUF A

BESHTE (GC-MSIMS) B L RIE Y v~ 75
< T ZNEESHTRE (LC-MSIMS) % H W T
Y oO—FREBRELZFERL TN D.

—7, FAL 224212 BRI [RAPFITHRE T 5 RIEEIC
BT 2RBRIEDO Y MFE T A KT A 2o T 2k
Exn? 2 BF, A4 KT7A4Y), ROEAECED
B IV IR FAEA~ DT A PEIZ DV TR 21T 5 SRR i
HEnpZLepol-. 22T, YU THMHLTWSR
BRIEICOWT, HA RTA ATHE - T Y MEFT 4 F26E
L7 THETS.

il
7

2 ERAE

21 #H
MBRIEPRHENTWRNWZTEED, EFINAL D,
REBIOGLAKER .

2.2 HEZ%

BER A ERK - MAISE T3 (BF) % PL2005 23K
GC/MS Mix I ~VIF L' 7, LC/MS Mix4~10

IEAES - RREO REIRE A ERERIKICE ENTORWEE
ERITFMEMIETE (KR , MRMETE () ,
Dr.Ehrenstorfer GmbH £1:, Riedel de Haén #1507 84 238y
i Rz LAY e

0.5mol/L V > efEfER (pH7.0) : U VERKE - H U
LB27gB LY U ZAKFEH Y UL 302g 2 EVEDY,
KK 500mL 2% L, 1mol/L HER% AV T pH % 7.0 1
PRHEL7=1%, KEMZTIL & L.

F I BTN I Y T TVIEKEREET R U
L8 (CI8/IDRY) R =8 T b V—T P A = A (B)
% InertSep DRY/C18 (1gi3g) % H LML T =KV
nimL Tar T4 va=r 7 L CER L.

T3 7 A NI—AHRNT I Ta Uiy
HTNVFEE (GCINH) S =H T bt V—T )P A TR

(KR) % InertSep GC/NH,(1g/1g) & HLHT & b=

FUNAVEBIR RV (3)IRIE 10mL T2 T v a=
VI LTHERLE.
AT RN T w7 BPE (R B ARBAZEH L7z,
Z DM ORI  FRREFERBH AL L.

2.3 HEBE
2.3.1 GC-MS/NS
HAYa~< h7Z 7EE5HEF - Bruker Daltonics #1:
SCION TQ
2.3.2 LC-MS/MS
Wik n< 2757 : Agilentfhfl 12602 Y — X
BEOHEE (MS/MS) : AB SCIEXAEH!  TQ5500

2.4 RIEEH
2.4.1 GGC-MS/MS
FLITRLT.
2.4.2 LGC-MS/MS
F21TRLT.

#1 GC-MS/MS&AE

cHAIu< N7

EADRE 250°C
J&W Scientifict
EE DB-5MS+DG

(0.25mmi.dx30m,0.25um)
50°C (Imin)-25"C/min

77 L -125°C-10°C/min-300°C (10min)

¥y )T — A A& ImL/min(~Y 7 &)

YN QWL(ATY v R R)
ERAITE

A F AL E T0uA

A FAbE—F El

A A PRI 225C

AV H—T x— AR 250°C
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F#2 LC-MS/IMS &1t

ST T A Atrantis T3 C18 (Waters £f:#)
(50 mmx2.1 mm i.d., 3.0 um)
BT LR 40°C
BEnFe AR : 5 mmol/L HEEE T &= A
B :7&HrU MU
BEFE T & 0.2 mL/min
yovry hape  LTIMEmin) | A(%) | B(%)
0.0 100 0
1.0 100 0
20.0 10 90
33.0 10 90
33.1 100 0
45.0 100 0
5uL
HEAR ESI
A F 4k (RYT47WE) (FHT 47T HE)
AL VAT V—EFE 5,500 V -4,500 V
A o) — R 650°C 450°C

2.5 HERAKOIFAHR
2.5.1 GC-MS/NS s ERB &R DR
GC-MS/MS HRBRISIH OFiEZ X 1 1R Lz,

(D) ZK, KEoREHRRE

Ak 109
7k20mL
7t h= kYU /L50mL
REVFA X
I
Aitdh e
X
TERI=RFUL
A3 20mL
I
7 25(100mL)
I
% 20mL
NaCl 8g
0.5M U > B % ik (pH7.0)20mL

2 & 9 (10min)
|
T r=FUNE

C18/DRIY7] 7 A

A A
7 b=k U LAmLTEH
VA R % it o ]
TEr=FI KRV
(B:L)EHE  2mL
GCINH277 7 A
TEbr=FI KRV
(3:1)iRIK  30ML TR
VA HIIK % YRt iz [
TE MK n-~FH
(1:1EH#E 1mL

BRTA K

RQATEED, 1FONAZL S OB

kb 20g

7' h= KV /L50mL

REVFA X

I
A1
®S
TERI=RFUL
20mL
Al
|
7E%¥(100mL)
fii 20mL
|7NaC| 8¢

0.5M U & #% & (pH7.0)20m L

& & 9 (10min)

T r=F UL
7K it 2 Na
éliﬁ

A UK % Yk e v [
= N A O N = e
(1)K 2mL

GCINH271 7 A

T =KV EWN LT

(3:1)RIE  30mL T

VA R % it i ]
| TR hrRKREn-~FY

(L:1)IR%K 2mL

SRR
1 GC-MS/MS H#RBRTA K O FR 3k

2.5.2 LC-MS/MS FHEERiA R DA
LC-MS/MS HRRBRIAK OFFEE X 2 IR L.
A 209 (XK, KEI%10g)
7 k= kY L50mL

REDFA A
|
At
KX
|7712 U= RUL
23 20mL

I
EA (100mL)

|
R 1mIL (X, KEidamL)
Vgl

o

A4/ —)b 2mL
7>Ii@
ARERTE
2 LC-MS/MS FRRBRIANIR O Hlvk
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3 HBRELUEE

3.1 BEERKDRMEE

TA BRI A L THE—FRBRIEIC OV TIE T#REED
IV —EORE ] BLO [—HEMERE) o 2
RELLTHLIWVERENTNDED, AR
(0.01ppm)3s L T} 0.1ppm D 2 J&E TEHHmRABR 21T - 7-.

3.2 FH@EHFER

HA RTA ANHD EFNEAEL I LicE %% 3
W 2R L7z, GC-MS/IMS TORETIE~ MU v 7 AFEHER
Z W TRl 24T > 7273, LC-MS/IMS TOH|E TITIALE
PEAEE CR 21TV, HA T A v &z SR izIE
FICBELCIREE~ MY v o AEEE TRl 21T - 72,
TEMINC & 0 FM AR YE A7 L2 B3R A » 7228,
~ N v AEREREFER L BT T, AR
TA R THANEM L.

4 FEO

K CfEH LT 5 GC-MS/MS & L T LC-MS/MS %

MO T R PER T OFR R R —FRBE I OW T, AR
T A N> TR T D 2 A MR 21T -

/2. GC-MS/MS T 189 ¥'E, LC-MS/MS T 106 W& 74
RTOMWRENT A —FZ—CHEEIZEE L.

A, 27ZFD, FONAZS, RKEBIOZKTHR
WMPERHM & G L7223, BEHO~ Y v 7 AL b,
AT HRIEHNRRDER L o122 D, Fkxe
BEREM TR LML 21T > TV ZENREE LW EED
na. 5%1F, MoOREYTOZYMEME2 £iE L T
STETHS.

Xk
1)E AT B AN B 225655 1115001 5« &L PICEE
% IR T BT B RBRIE DO Y MEEE T A R A 1T
OWT, FRE194E11 H 15 H
A A AR 1224 55 1 B R PIC R T
DEIEICET DR YR A R T4 v O—HBkE
IZ2OWTC, k22412 H 24 B
I)EAF A WA RLZFE 0124001 5 : BMICEE TS
JEIE, SRR SO XM R ESE S D RSy T D WE D
AERVE, WR 1741 H 24 A
HNILE =, PATES : GC-MSIMSIZ L % EpEW T 7
IR — PR IE D 2 Y HEEEAN, 4R ] T AR AR BRI FE T,
31, 86-94, 2011
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#3

HUMERAE T A R T A 2l LB

HELED HIERR XA RS e SR HEHRR e (4R HEHR
it g GC-MSIMS VNENANVAES Y GC-MSMS T hIVERY GC-MSIMS INT I VT Y A GC-MSIMS
E)-7=Y LYY LC-MSIMS i NIZaV 8% LC-MSMS T =)y ua—)l GC-MSIMS TINFy Aty —u GC-MSIMS
(7)-7 Y LSV LC-MSIMS HIVRT T GC-MSIMS T7aty—n GC-MSIMS TNIFFY =)L LC-MSMS,GC-MIMS
B)-AFI/AbEEY GC-MSIMS *oky7zFN LC-MSIMS EYSAN LC-MSIMS 2R S GC-MSMS
(I)-AFI/AbBREY GC-MSIMS FF R R GC-MSIMS T77xVET R GC-MSIMS TNy T =)l GC-MSIMS
cis=7 a7V GC-MSIMS X)Xy T GC-MSIMS TINRY GC-MSIMS TIVET =N GC-MSIMS
trans-7 0 LT v GC-MSIMS X)) 77V GC-MSIMS TINRy A1y LC-MSIMS INTx) ) ARy LC-MSIMS
EPN GC-MSMS ER AN GC-MSIMS TNT YV GC-MSMS INT =V ENTZT N GC-MSMS
MCPB LC-MSMS JVIXRVAAFNV GC-MSIMS TRTIENEVRA GC-MSMS TIVAYT A LC-MSMS
o,p -DDD GC-MSIMS JavFRy T LC-MSMS N)TVA )= LC-MSMS TN K LC-MS/MS,GC-MSMS
o,p -DDE GC-MSMS Va=S =t LC-MSIMS NYT VAR GC-MSIMS TVvFIran GC-MSMS
o,p -DDT GC-MSMS VAV EI A% LC-MSIMS NI TANTB Y LC-MSMS 7uvI Ry GC-MSMS
p,p -DDD GC-MSIMS VA=S GC-MSMS M) T7L—h GC-MSIMS VA=0.9 A= LC-MSMS
p,p’ -DDE GC-MSIMS surrays LC-MSMS A=Y, %: V4 LC-MSMS TaF kA GC-MSIMS
p,p -DDT GC-MSIMS IRTURTEATI LC-MSMS A A LC-MSMS TRy u—) GC-MSIMS
XMC GC-MSIMS Va:RNN =S Y LC-MSMS M) ZNALT O Y AFL LC-MSMS TRy GC-MSIMS
o -BHC GC-MSIMS JapRLTay LC-MSIMS M) TN =L GC-MSIMS A=Vat=v% GC-MSIMS
B-BHC GC-MSIMS JaNE =T ATV GC-MSIMS kY 73— GC-MSIMS A=AV ZE A GC-MSIMS
y -BHC GC-MSIMS 7V E ) RA GC-MSIMS F) AT GC-MSIMS Turaty—n LC-MSIMS
0 -BHC GC-MSMS AV YRARF )V GC-MSIMS M) 7RI ALTBY LC-MSMS TeEYFIR GC-MSMS
o -JBELT 2V EVERR GC-MSMS JaLNT zVEVRA LC-MSIMS MVaRAXF )V GC-MSMS VA GC-MSMS
B-/RNT = VKA GC-MSIMS VAV ENZ P GC-MSMS FTET A LC-MSIMS VA= 2% LC-MSMS
TAFFV = LC-MSMS J7anNT Ty A GC-MSIMS F7a A3 F GC-MSMS TuA Ry GC-MSMS
TIVF MY GC-MSIMS JuNTNT Xa v LC-MSMS =hag—ndgy7Tatn GC-MSMS JuEFvo LC-MSMS
THary = GC-MSIMS JapRyy R GC-MSMS INTINTI GC-MSIMS JuE7F R GC-MSIMS
TYINENT = LC-MSIMS Vaza=% V%4 GC-MSMS VA=A NV ED Y GC-MSIMS TrESubL—h GC-MSIMS
TYLANTOY LC-MSIMS suaRyYL—h GC-MSMS NTFHY GC-MSIMS TuERATF)L GC-MSIMS
TYVVRARF )V GC-MSIMS VTFVv LC-MSIMS NVT 2T ay A GC-MSIMS TuERAAFV GC-MSIMS
TEFITIR LC-MSIMS T ) RA GC-MSIMS raFxvRy 7 LC-MSMS TRT AT A LC-MSIMS
TEbha—n GC-MSIMS VENTzUANT LCMSIMS,GC-MSIMS — NEALT B Y ATl LC-MSIMS AFHafy - LC-MSMS,GC-MIMS
TYE¥VARnEY LC-MSIMS v 7=YFK LC-MSIMS taltr=zy GC-MSIMS XYY ) v GC-MSIMS
TRTIVV GC-MSMS VAV A GC-MSIMS BTG )= LC-MSMS ~FY TV La LC-MSMS
7 =1 RA GC-MSMS VIBAT A LC-MSIMS [V NV GC-MSMS ANXVFT VI A LC-MSMS
TARN) Y GC-MSMS YIuANT y hay LC-MSMS ERn=V7 hEy R GC-MSMS avavA 2.2 GC-MSMS
777 =)\ GC-MSIMS Vra RRA GC-MSMS EARRRA GC-MSMS ) FHa—n GC-MSMS
774 bk GC-MSIMS DYA=VENS & GC-MSMS 27 =% 78 LC-MSMS X)) FART A LC-MSMS
TRy GC-MSIMS vruky T AFN GC-MSMS EIY ATy IFL LC-MSMS ~TE Y aL GC-MSIMS
A FRANVT B Y AF )V LC-MSIMS vranrrsanys LC-MSMS VI INT TV GC-MSIMS AT By uNTRF Y R GC-MSIMS
AR A GC-MSIMS YANE b AN AR GC-MSMS VAT 2 FFy GC-MSIMS Ayafy—i GC-MSIMS
AV FHFFy GC-MSIMS V) ANTuy LC-MSIMS vy Ry GC-MSIMS _vvrnav LC-MSIMS
AV 7 x VKRR GC-MSIMS yraiky 77 FN GC-MSIMS Y TFhLT GC-MSIMS Ry ATy AF N LC-MSMS
EENL V. GC-MSIMS v7xFIFR GC-MSIMS S A=E e GC-MSIMS RYFAFHINT GC-MSIMS
AV TahnT GC-MSIMS V7x)af)—n GC-MSIMS vy Ih—7 LC-MSIMS,GC-MSIMS XU T 4 A4 Y v GC-MSIMS
A 7aRUKA GC-MSMS VINT 2= GC-MSMS EYIvVIzy LC-MSIMS NTNTY v GC-MSMS
A ~FFy LC-MSIMS VINRy ARy LC-MSIMS E)-EYI )Ry 7 AF)N GC-MSMS Ry 7 Lt—} GC-MSMS
A~HFY v LC-MSIMS vraaty =) LC-MSMS D)-EVI )R9I AFN GC-MSIMS Aa GC-MSIMS
AVE)T7v LC-MSMS y7uy=y GC-MSIMS EY IRARAFIL LC-MS/MS,GC-MSIMS R A% Y K GC-MSIMS
y=aFy =)L - P GC-MSMS eIV GC-MSMS EYAZ=) GC-MSMS RAFTE— | LC-MSMS
AT hNT GC-MSIMS VABAN) Y GC-MSMS vo¥oy GC-MSIMS RAZ7 IRV GC-MSIMS
THAINT O ATV LC-MSIMS VAFNEVIRA GC-MSMS vvsuyyy GC-MSIMS RAA Y B GC-MSIMS
THNVTINT ) GC-MSMS VATFIR LC-MS/MS,GC-MSIMS 7 = U )L GC-MSIMS RAF Tz LC-MSMS
TFAv GC-MSIMS VA hT—] LC-MSMS Jrz=btnFtv GC-MSIMS KT AANT B LC-MSMS
TF 4T xVIRA LC-MSIMS ANV GC-MSIMS PEVE S =2 GC-MSIMS FVIENT =2y LC-MSMS
TR EFA - GC-MSIMS VAEAL—} GC-MSIMS Tz ) FAANT GC-MSIMS P Zl GC-MSIMS
ThEFVALTEY LC-MSIMS vavYy LC-MSMS T ) THNT LC-MSIMS,GC-MSIMS ¥ T F A4 GC-MSIMS
TNTxy 7By A LCMSIMS,GC-MSIMS AL VA LC-MSMS PENTAVZVS GC-MSIMS NVA-PR LC-MSIMS
T h7AE—} GC-MSMS ANT 2V N TSV LC-MSIMS TV ANKRT A GC-MSMS AT GC-MSMS
T N7k A GC-MSIMS ANRANT B Y LC-MSMS PENS P GC-MSIMS L EVA-PV LC-MSMS
T h Y LRA GC-MSMS AAYZ.4 GC-MSIMS 7Tz hx—} LC-MSMS AVANT Y ATV LC-MSMS
IARFVaAFY = GC-MSIMS ATV )V GC-MSMS E AN GC-MSIMS ABRYRFT Xy LC-MSMS
FTTFE ATV GC-MSIMS AT L—] GC-MSMS VEMA A= 0 Sl LC-MSMS AHIRNRA LC-MSMS
FXYVT GC-MSIMS HA bhmy LC-MSMS Tz TabEELT GC-MSIMS ARTHRVIV LC-MSMS
FEHFVFVL GC-MSIMS FARUHNT LC-MS/MS,GC-MSIMS 7 = U ~F 4 I R LC-MSMS AFEFH GC-MSIMS
FXY VI ARy LC-MSIMS FUT Au v LC-MSMS THIAR GC-MSMS ARFVIE—L GC-MSIMS
TEF IV LC-MSMS FTx VAT RS AFIL LC-MSIMS TE Yy a—)L GC-MSMS ANAT N LC-MSIMS
A A bz—}h LC-MSMS FINFIR GC-MSIMS THIKA LC-MSIMS,GC-MSIMS A h AL T BV AF )L LC-MSIMS
TV by LC-MSMS FRWARY GC-MSIMS T7Y A=k GC-MSMS ARNTIa—) GC-MSMS
FYHFR bR LC-MSIMS TANEY GC-MSMS TIHEAL T LC-MSIMS A7)ty b GC-MSMS
FYHFY LC-MSMS V4% GC-MSMS TIFEINT LC-MSMS AT a=) GC-MSMS
H AY IR A GC-MSMS TYTHRA GC-MSMS TIRTayTAFN GC-MSMS VLS =4 LC-MSMS
N7z /A hp—)L LC-MSMS Th7aFy—n GC-MSMS TYIANTRY ATV LC-MSIMS VFYv GC-MSIMS

L1-V/8er-2,2-t AU F LT 2= V) T4 v
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WM 4 K 4 MR & B(E) - H - ETIE) %
No.
REREICI T 2 B8 R E 0145 | BRANG L% RIS AR | 34, 135~136, 2013 1
D SR [ S G =45 — i e 7 AH CET T
RS e
e 155
VejgE  IEHE
Identification of Escherichia albertii as a BRAENE 3R Japanese Journal 67(2), 139~140, 2014 2
Causative Agent of a Food-Borne Outbreak WAH IEE of Infectious
Occurred in 2003 A AET Diseases
AH BT
FHH 5L
UL IN
w7 EAR
AN EE I TIN
ZAMED B3R L AT A LRGN PRI kR @ R AE R | 34, 201-202, 2013 3
il — @ ) o I SR T
(XA
Vel 1ERE
Characterization of neuraminidase inhibitor - Emi Takashita Influenza and Volume 7, Issue 6, pages 1390 - | 4
resistant influenza A(H1IN1)pdmO9 viruses Keiko Kajiyma Other Respiratory | 1399, November 2013
isolated in four seasons during pandemic and etal. | Viruses
post-pandemic periods in Japan
B AR —LC-MSIMS JEIZ X DR F O wmm hEE A A& b i 4% | 54 (3), 204~212, 2013 5
HuRE 12 flids K OMRAEEL 9 RO —F 404 WA TR MERS
HA T

FRIEFMXERDER

1. RERICEITSEEHIMMEXRGE 0145 SEEH
EEH—ERH

PRAERL R

AL

IF A R
2012 4 9 A, TiNO & A RERITIVTHHE WK
B 0145 OEMBREFIN A L=, FHE, BEB X OE
ROFWEF 200 4 (FE 388 FRIAR) 122 THRAE & 50 L
& A, 1AADSIFEHIIERIGE 0145:H- (stx2) 23
A LT S, 25 DO5BEKED PFGE /8% — i3
F— T otz AEHNE, B O R R L OREFT %
i U 7= R ORI &, AR O YR TS B
AEaley 7 A PLE LEEBBIOFEER O b —
t MR THoT-Z EBRHALNE o7z,

FRAENSG B3 - AH COET
Wk - R DT - R TEME

2. ldentification of Escherichia albertii as
a Causative Agent of a Food-Borne Outbreak
Occurred in 2003
TRAEBFER BRAENS B3R m BV BHAN O AET
AE CET - HE L
R fE 9L

Koy RAFEREM S 2 — #h BAMKR
AR ORI /N FESL

Japanese Journal of Infectious Diseases

Escherichia albertii is an emerging diarrheagenic pathogen
associated with sporadic infections in humans. It is difficult to
discriminate E. albertii from other Enterobacteriaceae spp.
using routine bacterial identification systems based on

biochemical properties. Thus, to confirm whether previously
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identified strains as EPEC were E. coli or E. albertii, we
examined eae-positive strains, which were isolated from a
food-borne outbreak that occurred in Fukuoka City in 2003.

The reexamined eae-positive E. coli-like strains isolated in
2003 were successfully identified as E. albertii. Accordingly,
we revealed that a food-borne outbreak caused by E. albertii
has already occurred in 2003 in Japan.

3. BAMBEDBIEFLADAILREgAH —1EE
T
PREER R MRl B - I RE - =m0 OSF
Ve IERE
Jo AR AR R A

B A DRy inbIGEE, A0°CORE, %% (E5)
DHFR U7z, #IREEOIER & LT, RIR 39.7°C, &8 Ot
A LD EBS, Koplik BEEEO ON%, LRiEsk, S
WY oNHERR, FERSRERETE, TR, MR, MEARBED
SNz, ST HREEOR LA IgG #iik1E 6.0 T, £ 2 #Hi
BOFRAETIE 308 L AERLEFEZRDI.

W CRIR A~ = 2 7LD RT-PCR I LY
R LA D AV ABIS TR & FEi L2 /E 5, NGBS 12305
PYETHolo. T RT-PCRIBIEEMNG, XA L7 h—
7 I AR L0 RS 2R E L, REHRENT 21T > 72
LA, B3R LA A NATHD Z EXHIA L.

AARTIE, B3 BURK LA A VAR S8 130
FIZh <, KEFRIDTTHD. B3I RIEICT 7 A

THATL TV DR TH D08, mFEIEI—a voR - B

FENLDORE B2 TWAE., TVT7 TOWEITD A
<, BUEETIZH A TOBEITZRW. LaL, SEIOEH]
112 A ~OWEMBERH Y, R EZET DL, X145
LOMABITHD LB BN, ¥4 TH BIEMRFELT
WHFRREMED B D L g s v,

4. Characterization of neuraminidase inhibitor
- resistant influenza A(HIN1)pdm09 viruses
isolated in four seasons during pandemic and
post—-pandemic periods in Japan
Takashita E, Fujisaki S, Kishida N, Xu H, Imai M,
Tashiro M, Odagiri T;
Influenza Virus Surveillance Group of Japan.
TREERIRR RIL B
Influenza and Other Respiratory Viruses
Japan has the highest frequency of neuraminidase (NA)
inhibitor use against influenza in the world. Therefore, Japan
could be at high risk of the emergence and spread of NA
inhibitor-resistant viruses. The aim of this study was to monitor
the emergence of NA inhibitor-resistant viruses and the

possibility of human-to-human transmission during four
influenza seasons in Japan.

To monitor antiviral-resistant A(HLN1)pdmO09 viruses, we
examined viruses isolated in four seasons from the 2008-2009
season through the 2011-2012 season in Japan by allelic
discrimination, NA gene sequencing, and NA inhibitor
susceptibility.

We found that 157 (1-3%) of 12 026 A(H1N1)pdm09 isolates
possessed an H275Y substitution in the NA protein that confers
about 400- and 140-fold decreased susceptibility to oseltamivir
and peramivir, respectively, compared with 275H wild-type
viruses. The detection rate of resistant viruses increased from
1-0% during the pandemic period to 2-0% during the
post-pandemic period. The highest detection rate of the
resistant viruses was found in patients who were 0-9 years old.
Furthermore, among the cases with resistant viruses, the
percentage of no known exposure to antiviral drugs increased
from 16% during the pandemic period to 44% during the
post-pandemic period, implying that suspected
human-to-human transmission of the resistant viruses gradually
increased in the post-pandemic period.

A(HIN1)pdmO09 viruses resistant to oseltamivir and peramivir
were sporadically detected in Japan, but they did not spread
throughout the community. No viruses resistant to zanamivir

and laninamivir were detected.

5. E##EE—LC-MS/MS ZEIZk2B&ZTOHLK
#HLRESITREN IEO—FNH
TREERHFR BE NES - A B - RS
H AR dn i S e
A rapid and simple method for the simultaneous
determination of twelve sweeteners and nine preservatives in
various foods by liquid chromatography-tandem mass
(LC-MS/MS) was developed. The sweeteners
and preservatives were extracted from solid samples with 80%

spectrometry

and 50 % methanol and from liquid samples with 80 %
methanol, followed by Oasis WAX cartridge cleanup. The LC
separation was performed on a XSelect CSH Phenyl-Hexyl
(5m, 2.1 mm x150 mm)
mmol/L acetate buffer (pH 4.0) —acetonitrile and MS detection

column with a mobile phase of 10
with negative ion electrospray ionization. The quantification
limits of acesulfame K ( AK) , alitame (AL) , aspartame
(ASP) , cyclamic acid (CYC) , neotame (NEO) , saccharin
Na (SAC) , p-hydroxybenzoic acid methyl (PHBA-Me) ,
(PHBA-Et) , p-hydroxybenzoic
acid isopropyl (PHBA-iPr) , p-hydroxybenzoic acid propyl
(PHBA-Pr) , p-hydroxybenzoic acid isobutyl (PHBA-iBu)

p-hydroxybenzoic acid ethyl
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and p-hydroxybenzoic acid butyl (PHBA-Bu) were 0.001
g/kg, those of dulcin (DU) , glycyrrhizic acid (GLY) ,
neohesperidin dihydrochalcone (NHDC) , rebaudioside A

(REB) , stevioside (STV) , sucralose (SUC) and benzoic
acid (BA) were 0.005 g/kg, and those of sorbic acid (SOA)
and dehydroacetic acid (DHA) were 0.02 g/kg. The mean
recoveries from ten kinds of foods fortified at the levels of 0.02
and 0.2 g/kg were 70.9-119.0%, and their relative standard
deviations were 0.1-11.7%.
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