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K9 JRERAEHAAWER TR %

No. A i BB ik
B X 3% <
N LY reE-2 -t AU FNT =) K 0.01 0.01 0.01 - GC/MS/MS
@ |2- G-F7F0L) 7EHZIF 0.01 0.01 0.01 - GC/MS/MS
3) [BHC 0.01 0.01 0.01 - GC/MS/MS
4 |DDT 0.01 0.01 0.01 - GC/MS/MS
5) |EPN 0.01 0.01 0.01 - GC/MS/MS
6) [MCPB 0.01 - - - LC/MS/MS
(7 |[xMmcC 0.01 0.01 0.01 - GC/MS/MS
®) |[TAAFT=1 0.01 - 0.01 - LC/MS/MS
© |77V FbY 0.01 0.01 0.01 - GC/MS/MS
(10) |7HafFr—n1 0.01 0.01 0.01 - GC/MS/MS
(1) | THAFHEA 0.01 - - - LC/MS/MS
12y |7yontnz=r 0.01 0.01 0.01 - LC/MS/MS
13) |7yrzarzmy 0.01 0.01 0.01 - LC/MS/MS
(14) |7V RAAFL 0.01 0.01 0.01 - GC/MS/MS
15 | 7417V R 0.01 0.01 0.01 - LC/MS/MS
16) |77 x—h 0.01 0.01 0.01 - LC/MS/MS
(17) |7VFvA by 0.01 0.01 0.01 - LC/MS/MS
18) |7 kv 0.01 0.01 0.01 - GC/MS/MS
(19) |[7r=mk=% 0.01 0.01 0.01 - GC/MS/MS
(20) |TA KDY 0.01 0.01 0.01 - GC/MS/MS
2 |777uv—n 0.01 0.01 0.01 - GC/MS/MS
(22) |77~Ak 0.01 0.01 0.01 - GC/MS/MS
(23) |[TATHNNTROT IV R AT 0.01 - - - LC/MS/MS
(24) | A Y AR 0.01 0.01 0.01 - GC/MS/MS
25 |4 VxYFH 0.01 0.01 0.01 - GC/MS/MS
(260) | A VFHP VT TL 0.01 0.01 0.01 - GC/MS/MS
Q7 | AV T7=rRA 0.01 0.01 0.01 - GC/MS/MS
28) | A v7ahrr 0.01 0.01 0.01 - GC/MS/MS
29 |y FuFtT 0.01 0.01 0.01 - GC/MS/MS
30) | FuysLT 0.01 0.01 0.01 - LC/MS/MS
B | Tk 0.01 0.01 0.01 - GC/MS/MS
(32) | A~¥xv 0.01 0.01 0.01 - LC/MS/MS
(33) [A~PAZNUARAF LT AT )L 0.01 0.01 - - GC/MS/MS
B4 |[A~r2ALTHL - 0.01 - - LC/MS/MS
(35) | A% maTU K 0.01 0.01 - - LC/MS/MS
36) |15 77 - - 0.01 - LC/MS/MS
37 |=AFvaimnrs 0.01 0.01 0.01 - LC/MS/MS
(38) |=a AV LT AT 0.01 0.01 0.01 - LC/MS/MS
39) |=zrTr50) 0.01 0.01 0.01 - GC/MS/MS
40) |=FFv 0.01 0.01 0.01 - GC/MS/MS
@) |=F 47k 0.01 0.01 0.01 - GC/MS/MS
42) |= hFY— 0.01 0.01 0.01 - GC/MS/MS
43) |=hFrLTRY 0.01 0.01 0.01 - LC/MS/MS
@) |=r 7Ty s 0.01 0.01 0.01 - GC/MS/MS
(45) |=h7uakA 0.01 0.01 0.01 - GC/MS/MS
(46) |= U LKA 0.01 0.01 0.01 - GC/MS/MS
@7 |=rrz2LT77 0.01 0.01 0.01 - GC/MS/MS
(48) |AxH VT 0.01 0.01 0.01 - GC/MS/MS
(49) |AFHTFL 0.01 0.01 0.01 - GC/MS/MS
(50) |AFHY I 0.01 0.01 0.01 - LC/MS/MS
51) |AFTHNLRFT L 0.01 0.01 0.01 - LC/MS/MS
(52) |AFTonFANT = 0.01 0.01 0.01 - GC/MS/MS
(53) |AA F=—h 0.01 0.01 0.01 - LC/MS/MS
(54) |AVUYAPEES 0.01 0.01 0.01 - LC/MS/MS
(55) |AVHY 0.01 - - - GC/MS/MS
(56) | Xk 0.01 0.01 0.01 - GC/MS/MS
57) |7z bm—n 0.01 0.01 0.01 - GC/MS/MS
(58) |y - 0.01 0.01 - LC/MS/MS
59) |7 hTV T 0.01 0.01 0.01 - GC/MS/MS
(60) [FF k=R 0.01 0.01 0.01 - GC/MS/MS
6 |F/Fv 7= 0.01 0.01 0.01 - GC/MS/MS

_27_




K9 JRERAEHAAWER TR %

No. A i BB ik
wE | om | %R | hEw
62) | ¥/ 771 0.01 0.01 0.01 - GC/MS/MS
63) |F> hE 0.01 0.01 0.01 - GC/MS/MS
64) |7 I - 0.01 - - LC/MS/MS
65) |[7 v YFT ATV 0.01 0.01 0.01 - GC/MS/MS
(66) |[Z7aF bty B AFIL 0.01 0.01 0.01 - LC/MS/MS
(67) |7 wavrky TR - 0.01 0.01 - LC/MS/MS
68) |(vmFr=vr 0.01 0.01 0.01 - LC/MS/MS
©9) |(vurv=rF7vv - - 0.01 - LC/MS/MS
(70) |7 armvyr 0.01 - - - LC/MS/MS
7Y |va~vv 0.01 0.01 0.01 - GC/MS/MS
72) |7a~7=/) TR 0.01 0.01 - - LC/MS/MS
(73) |7 a7 AT LATF)IV - 0.01 0.01 - LC/MS/MS
74 |rmyxv 0.01 0.01 - - LC/MS/MS
(75) (7wl Lo xF)L 0.01 0.01 - - LC/MS/MS
(76) |7 mLx FFIIRA 0.01 0.01 - - GC/MS/MS
(77) |7 wa)A)Ta 0.01 0.01 0.01 - LC/MS/MS
(78) |7 anH—ILTXAF )L 0.01 0.01 0.01 - GC/MS/MS
79 |Z7anrsv 0.01 0.01 0.01 - GC/MS/MS
80) |7 EUKRR 0.01 0.01 0.01 0.01 GC/MS/MS
@®1) |7 URAXAFIV 0.01 0.01 0.01 0.01 GC/MS/MS
82) |Zu)r7xFENL 0.01 - 0.01 - GC/MS/MS
®3) |7z 0.01 0.01 0.01 - GC/MS/MS
B84 |7 TxzrEURA 0.01 0.01 0.01 - GC/MS/MS
@85 |[7uorr7r A 0.01 0.01 0.01 - GC/MS/MS
®86) |Zwunr~Xrv R 0.01 0.01 0.01 - GC/MS/MS
@87 |[Z7ruxT 0.01 0.01 - - GC/MS/MS
88) [/ YL—h 0.01 0.01 0.01 - GC/MS/MS
89 |v7v773IF ; 0.01 - R LC/MS/MS
90) |vT7 v 0.01 0.01 0.01 - LC/MS/MS
O [T /KA 0.01 0.01 0.01 - GC/MS/MS
92) |(vowrr 0.01 0.01 0.01 - LC/MS/MS
93) |v=bhT=HNT 0.01 0.01 0.01 - GC/MS/MS
©4) [v275=VF 0.01 0.01 - R LC/MS/MS
©5) |vZ7o=x5 A ; 0.01 - R LC/MS/MS
96) |vr/wuANLVTyLar 0.01 0.01 0.01 - LC/MS/MS
©O7) |¥rBa khEA 0.01 0.01 0.01 - GC/MS/MS
98) |(vrwvrvzrTAr 0.01 0.01 0.01 - GC/MS/MS
99 |vruaky T ATV 0.01 0.01 0.01 - GC/MS/MS
(100) |7 mTF v 0.01 0.01 0.01 - GC/MS/MS
(101) |[Y=A— 0.01 0.01 0.01 - GC/MS/MS
(102) | ALK kv 0.01 0.01 0.01 - GC/MS/MS
(103) |[v=Rr=F/ 0.01 - 0.01 - GC/MS/MS
(104) |/ AT 0.01 0.01 0.01 - LC/MS/MS
(105) | /T 7T 0.01 0.01 0.01 - LC/MS/MS
(106) | ok 77 F) 0.01 0.01 0.01 - GC/MS/MS
(107) |7 ==K 0.01 0.01 0.01 - GC/MS/MS
(108) |7 =/ a3 —) 0.01 0.01 0.01 - GC/MS/MS
(109) |7/ Y v~ 0.01 0.01 0.01 - GC/MS/MS
(110) | INT == 0.01 - 0.01 - GC/MS/MS
(111) |7 RXa v - - 0.01 - LC/MS/MS
(112) |7 va)yy—u 0.01 0.01 0.01 - GC/MS/MS
(113) |7 mv=) 0.01 0.01 0.01 - GC/MS/MS
(114) |~ A N 0.01 0.01 0.01 - GC/MS/MS
(115) |v~wv v 0.01 0.01 0.01 - GC/MS/MS
(116) [ A=)V — - 0.01 - - LC/MS/MS
(117) |[PAH AR > 0.01 0.01 0.01 - GC/MS/MS
(118) | ATV E—L 0.01 0.01 0.01 - LC/MS/MS
(119) |[TATNE L RA 0.01 0.01 0.01 - GC/MS/MS
(120) | ATF IR 0.01 0.01 0.01 - LC/MS/MS
(121) | A h=— ] 0.01 0.01 0.01 - LC/MS/MS
(122) | A U~ 0.01 0.01 0.01 - LC/MS/MS
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(123) |V AERL— | 0.01 0.01 0.01 - GC/MS/MS
(124) |vm~ov - - 0.01 - LC/MS/MS
(125) |AraxHI 0.01 0.01 0.01 - GC/MS/MS
(126) | AL Tz hTFV v 0.01 0.01 - - LC/MS/MS
(127) |ANFRA LT T 0.01 0.01 0.01 - LC/MS/MS
(128) |VFH¥ Ik 0.01 0.01 0.01 - GC/MS/MS
(129) | & — 3L 0.01 0.01 0.01 - LC/MS/MS
(130) |4 T ) 0.01 0.01 0.01 - GC/MS/MS
(131) |4 T L—h 0.01 0.01 0.01 - GC/MS/MS
(132) |¥#A L 0.01 0.01 0.01 - LC/MS/MS
(133) |F727ury R 0.01 0.01 0.01 - LC/MS/MS
(134) |FTR_REV—)L 0.01 0.01 0.01 - LC/MS/MS
(135) |F7 A bFH¥ L4 0.01 0.01 0.01 - LC/MS/MS
(136) |FA_ BT 0.01 0.01 0.01 - GC/MS/MS
(137) |77 AXuv 0.01 0.01 0.01 - LC/MS/MS
(138) |F7xrALTrUAFIL 0.01 0.01 0.01 - LC/MS/MS
(139) |F7 A% R 0.01 0.01 0.01 - GC/MS/MS
(140) |72 Fr+¥ > 0.01 - - - GC/MS/MS
(141) |FAATF 4 77 A 0.01 0.01 0.01 - GC/MS/MS
(142) |7 ho7 7 kRA 0.01 0.01 0.01 - GC/MS/MS
(143) |7 hTaF v — 0.01 0.01 0.01 - GC/MS/MS
(144) |7 h TPk 0.01 0.01 0.01 - GC/MS/MS
(145) [F=nrvm—n 0.01 0.01 0.01 - GC/MS/MS
(146) |77 =arv—iu 0.01 0.01 0.01 - GC/MS/MS
(147 |77 Fvur 0.01 0.01 0.01 - LC/MS/MS
(148) |77 7= TR 0.01 0.01 0.01 - GC/MS/MS
(149) |77V bV 0.01 0.01 0.01 - LC/MS/MS
150) |77 kY v 0.01 0.01 0.01 - GC/MS/MS
a5 |F7ARyRay 0.01 0.01 0.01 - LC/MS/MS
(152) |7 A bo-S-AF) 0.01 0.01 - - GC/MS/MS
(153) |77 Y 0.01 0.01 0.01 - GC/MS/MS
(154) |FNUT TR —)L 0.01 0.01 0.01 - GC/MS/MS
(155) |FNU TP AKRY 0.01 0.01 0.01 - GC/MS/MS
(156) |NYV T ARLTEY 0.01 0.01 0.01 - LC/MS/MS
(157) |FU TV HRA 0.01 0.01 0.01 - LC/MS/MS
(158) | FUTL—h 0.01 0.01 0.01 - GC/MS/MS
(159) | hU 7Bk y 0.01 0.01 0.01 - LC/MS/MS
(160) |hU 7 Z—) 0.01 0.01 0.01 - LC/MS/MS
(161) |~ VU 7R A - - 0.01 - GC/MS/MS
(162) |FUZALALTEL AF L 0.01 - 0.01 - LC/MS/MS
(163) |FY 7LV —L 0.01 0.01 0.01 - GC/MS/MS
(164) | LU TALTY v 0.01 0.01 0.01 - GC/MS/MS
(165) |[rU 77X ALy 0.01 0.01 0.01 - GC/MS/MS
(166) |[FU7aH R LTE Y 0.01 0.01 0.01 - LC/MS/MS
(167) | b7 sk 2 A F )L 0.01 0.01 0.01 - GC/MS/MS
168) | b7 =T R 0.01 0.01 0.01 - GC/MS/MS
(169) |74 F A, 0.01 0.01 0.01 - LC/MS/MS
170) |FFur=Y K - 0.01 - - LC/MS/MS
(171 |FF a3 R 0.01 0.01 0.01 - GC/MS/MS
(172) |=hvZ—A T a )L 0.01 0.01 0.01 - GC/MS/MS
(173) |/ 3w - - 0.01 - LC/MS/MS
(174) |»Xr7waT F5Y—1 0.01 0.01 0.01 - GC/MS/MS
175) |7+ 0.01 0.01 0.01 - GC/MS/MS
(176) |’NTFF A AF )L 0.01 0.01 0.01 - GC/MS/MS
a7 | Ty Tay s R 0.01 0.01 0.01 - GC/MS/MS
178) |exv ke - 0.01 - - LC/MS/MS
(179) |~wzLTE L AF L 0.01 0.01 - - LC/MS/MS
(180) |E'=UF 7= 0.01 0.01 0.01 - GC/MS/MS
(181) |ET % ) —)L 0.01 0.01 0.01 - GC/MS/MS
(182) |7 =/ v R 0.01 0.01 0.01 - GC/MS/MS
(183) |E 7= kY v 0.01 0.01 0.01 - GC/MS/MS
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(184) |EXRup=L7 FFT R 0.01 0.01 0.01 0.01 GC/MS/MS
(185) |~k =% 0.01 0.01 0.01 - GC/MS/MS
(186) |EEF 7 AbmEy 0.01 0.01 - - LC/MS/MS
(187) |77 u=) 0.01 0.01 0.01 - LC/MS/MS
(188) |E'F 7 kA 0.01 0.01 0.01 - GC/MS/MS
(189) |V ZLTH L TF )L 0.01 0.01 - - LC/MS/MS
(190) |E°F VR =% 0.01 - 0.01 - GC/MS/MS
(191) |7 U x—h 0.01 - - - LC/MS/MS
(192) |[EF 707z TF )L 0.01 0.01 0.01 - GC/MS/MS
(193) |V X T = FF 0.01 0.01 0.01 - GC/MS/MS
(194) By Z 0.01 0.01 0.01 - GC/MS/MS
(195) |V 7=/ v 7% 0.01 0.01 0.01 - GC/MS/MS
(196) |E°U 7% R 0.01 0.01 0.01 - LC/MS/MS
(197) |EUTFHNT 0.01 0.01 0.01 - GC/MS/MS
(198) |EV Fuads 7=z 0.01 0.01 0.01 - GC/MS/MS
(199) |EU I Hh—7 0.01 0.01 0.01 - LC/MS/MS
(200) |EUIPT = - - 0.01 - LC/MS/MS
(201) |EU 2 )R AF )L 0.01 0.01 0.01 - GC/MS/MS
(202) |E°U SFHRARAF )L 0.01 0.01 0.01 - GC/MS/MS
(203) |E'U A& =)L 0.01 0.01 0.01 - GC/MS/MS
(204) |Fuxo 0.01 0.01 0.01 - LC/MS/MS
(205) | zwmyy 0.01 0.01 0.01 - GC/MS/MS
(206) |7 4 7=/ - 0.01 0.01 - LC/MS/MS
207) |7 =F IHKX 0.01 0.01 0.01 - GC/MS/MS
(208) |7 =TV E/NL 0.01 0.01 0.01 - GC/MS/MS
(209) |7==FruFF 0.01 0.01 0.01 - GC/MS/MS
(210) |7 =/ FH¥ =/ 0.01 0.01 0.01 - GC/MS/MS
QI | 7=/ FFHANT 0.01 0.01 0.01 - GC/MS/MS
12) |7=/ Vv - 0.01 0.01 - GC/MS/MS
Q13 |7=/T N7 0.01 0.01 0.01 - GC/MS/MS
Q14 |7=U LV 0.01 0.01 - - LC/MS/MS
(15 |7=rv 73 Ry 0.01 0.01 0.01 - GC/MS/MS
(216) |7 = 7 vk A 0.01 0.01 0.01 - GC/MS/MS
Q17) |7 = AANKRFF 0.01 0.01 0.01 - LC/MS/MS
Q18) |7=v Fxm—} 0.01 0.01 0.01 - GC/MS/MS
19 [7=v FFHFIFK - 0.01 - - LC/MS/MS
(220) [Z7=v "L L—} 0.01 0.01 0.01 0.01 GC/MS/MS
21) |[7=rbEEFs A—| 0.01 - - - LC/MS/MS
222) |7=rvTary—u 0.01 0.01 0.01 - GC/MS/MS
223) |Z7=rFaRY v 0.01 0.01 0.01 - GC/MS/MS
224) |Z7=rvFubEELT 0.01 0.01 0.01 - GC/MS/MS
(225) |7HF4 K 0.01 - 0.01 - GC/MS/MS
(226) |74 7 a—) 0.01 0.01 0.01 - GC/MS/MS
(227) |7 & IR A 0.01 0.01 0.01 - GC/MS/MS
(228) |7 U A— ] 0.01 0.01 0.01 - GC/MS/MS
229) |7 7wz =D 0.01 0.01 0.01 - GC/MS/MS
(230) |7 T LTy T AF)L 0.01 0.01 0.01 - GC/MS/MS
231) |7F A bENL 0.01 0.01 0.01 - LC/MS/MS
(232) [FVIALTELAF L 0.01 0.01 - - LC/MS/MS
(233) |7 U TV — - 0.01 - - GC/MS/MS
34) |77 20D A 0.01 0.01 0.01 - GC/MS/MS
(235) |7k a)fy—u 0.01 0.01 0.01 - GC/MS/MS
(236) |7ATAFY =L 0.01 0.01 0.01 - GC/MS/MS
@237 |7ZAs bYFR—Fk 0.01 0.01 0.01 - GC/MS/MS
(238) |7 v 5y —n 0.01 0.01 0.01 - GC/MS/MS
(239) |7V FTEY ATV 0.01 0.01 0.01 - GC/MS/MS
(240) |7 T =1 0.01 0.01 0.01 - GC/MS/MS
241) |7N Y THR—L 0.01 0.01 0.01 - GC/MS/MS
(242) |78 x— h 0.01 0.01 0.01 - GC/MS/MS
Q43 |FnT7=) 7 Zm 0.01 - - - LC/MS/MS
(44) |77 = ENLTF L 0.01 0.01 0.01 - GC/MS/MS
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(245) |7 IAFH 0.01 0.01 0.01 - GC/MS/MS
(246) | IV 70Ty I F ) 0.01 0.01 0.01 - GC/MS/MS
247) |7 NWVAY T A 0.01 0.01 0.01 - LC/MS/MS
(248) |7 Ko 0.01 0.01 0.01 - LC/MS/MS
(249) |FVvF T m—)v 0.01 0.01 0.01 - LC/MS/MS
(250) |7uev I Rv 0.01 0.01 0.01 - GC/MS/MS
Q51 |7oarooy ; - 0.01 ; LC/MS/MS
(252) | uFAEA 0.01 0.01 0.01 - GC/MS/MS
053) |7 <FHky 7 0.01 R - R LC/MS/MS
(254) | T u v 0.01 0.01 0.01 - GC/MS/MS
(255) | =) 0.01 0.01 0.01 - GC/MS/MS
(256) |7 m /XK A 0.01 0.01 0.01 - GC/MS/MS
(257) |7 e vy b 0.01 0.01 0.01 - GC/MS/MS
(258) |Fuevr =)ty — 0.01 0.01 0.01 - GC/MS/MS
(259) |7eEHFIF 0.01 0.01 0.01 - GC/MS/MS
(260) |7vk Feyy A€ 0.01 - 0.01 - GC/MS/MS
(261) |7u7x /KA 0.01 0.01 0.01 - GC/MS/MS
(262) |7 R F A 0.01 0.01 0.01 - GC/MS/MS
(263) |7 m=i L 0.01 0.01 0.01 - GC/MS/MS
264 |7 ARy R R 0.01 R GC/MS/MS
(265) |7eEXF =1 0.01 - - - LC/MS/MS
(266) |7 wvETBEL— L 0.01 0.01 0.01 - GC/MS/MS
(267) |7 mEKRA 0.01 0.01 0.01 - GC/MS/MS
(268) |7 mERATZT )L 0.01 0.01 0.01 - GC/MS/MS
(269) |[~F V=)V — 0.01 0.01 0.01 - GC/MS/MS
(270) [~FHv 0.01 0.01 0.01 - GC/MS/MS
271) |[~FH 7w 0.01 0.01 0.01 - LC/MS/MS
Q) |[~xvFrvr= 0.01 0.01 ; ; LC/MS/MS
(273) | T F L 0.01 0.01 0.01 - GC/MS/MS
(274) |/ FHa— 0.01 0.01 0.01 - GC/MS/MS
(275) |~/ FAAT A 0.01 0.01 0.01 - LC/MS/MS
Q76) |[~7xran 0.01 0.01 0.01 ; GC/MS/MS
Q277) |~ A RY 0.01 0.01 0.01 - GC/MS/MS
(278) |Xr =z )y —v 0.01 0.01 0.01 - GC/MS/MS
279) |~ rwar 0.01 0.01 0.01 - LC/MS/MS
(280) | X AL TE ATV 0.01 0.01 0.01 - LC/MS/MS
281) | TS - - 0.01 - LC/MS/MS
(282) | v A A HNT 0.01 0.01 0.01 - GC/MS/MS
(283) [ Sv T4 X&) 0.01 0.01 0.01 - GC/MS/MS
284) | XN T 0.01 0.01 0.01 - GC/MS/MS
(285) | X7 LE— | 0.01 0.01 0.01 - GC/MS/MS
(286) |AY 1z 0.01 0.01 0.01 - GC/MS/MS
(287) |AAAY K 0.01 0.01 0.01 - GC/MS/MS
(288) |HRAFTE— | 0.01 0.01 0.01 - GC/MS/MS
289) |FmAZ7 7 I Kv 0.01 0.01 0.01 - GC/MS/MS
(290) |ARAA v | 0.01 0.01 0.01 - GC/MS/MS
(291) |ABRAHT = - 0.01 0.01 - LC/MS/MS
(292) |7 LA NVTHa - 0.01 0.01 - LC/MS/MS
293) |[Anvrvaprryz=anr 0.01 0.01 - - LC/MS/MS
(294) |FRL— | 0.01 0.01 0.01 - GC/MS/MS
295) |~v7FA 0.01 0.01 0.01 - GC/MS/MS
(296) |27 7%= 0.01 0.01 0.01 - GC/MS/MS
(297) | A T3 )vsN A 0.01 0.01 0.01 - GC/MS/MS
298) | AV ALTE ATV 0.01 0.01 - - LC/MS/MS
(299) |AX XU AXFT RXm 0.01 0.01 0.01 - LC/MS/MS
(300) | A X I FAA 0.01 0.01 0.01 - LC/MS/MS
301) | AZTHFINWVKOAT = ) FH A 0.01 0.01 0.01 - LC/MS/MS
(302) |AFXFAL 0.01 0.01 0.01 - GC/MS/MS
(303) |A ¥ —)1 0.01 0.01 0.01 - GC/MS/MS
(304) |AbFv T2 )UK - - 0.01 - LC/MS/MS
(305) | A FAT A 0.01 0.01 0.01 - LC/MS/MS
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(306) |2 FALT O AFL R R 0.01 R LC/MS/MS
(307) (A FTL 0.01 0.01 0.01 - GC/MS/MS
(308) |AMI/AbEEY 0.01 0.01 0.01 - GC/MS/MS
(309) |A LT 7 m—) 0.01 0.01 0.01 - LC/MS/MS
(310) |AEIRA 0.01 - 0.01 - LC/MS/MS
@31l | A7=Fty 0.01 0.01 0.01 - GC/MS/MS
Bl2) | A7 = ENTVZT )V 0.01 0.01 0.01 - GC/MS/MS
(313) |[A7m=)1 0.01 0.01 0.01 - GC/MS/MS
(314) |*€/ 7 1 hiRA 0.01 0.01 - - GC/MS/MS
(315) |€£/ V=21 0.01 0.01 0.01 - LC/MS/MS
G16) |57 h7=> - 0.01 - R LC/MS/MS
G17) |[vAAFU > - 0.01 - R GC/MS/MS
318) |[vF 0.01 0.01 0.01 - LC/MS/MS
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) |2 T¥*FLTI)—5—=FruF7rs-—L 0.01 - 0.01 0.01 LC/MS/MS
@ |= Fi~— R ; 0.01 0.01 0.01 LC/MS/MS
O ESECEE ; - 0.01 - LC/MS/MS
@ |FxFoUo 0.01 0.01 0.01 - LC/MS/MS
G) |FxoT hoH A7) ; 0.02 ; - LCMS/MS
© |7ursro9470 ; 0.02 ; - LCMS/MS
D |7 ko940 ; 0.02 ; - LCMS/MS
(8) gi;i;;?; ﬁ 3/‘ 7uNT RIFA7Y 0.02 - 0.02 0.02 LC/MS/MS
O |Fxo~vFT—n 0.01 0.01 0.01 0.01 LCMS/MS
(10) [Areoaxyoy 0.01 0.01 0.01 0.01 LC/MS/MS
an [Fr A r70 A 0.01 0.01 0.01 0.01 LCMS/MS
12) |xvoov 0.01 B 0.01 0.01 LC/MS/MS
13) |7eer—n 0.01 0.01 0.01 0.01 LCMS/MS
(14) |[rr7u7=> 0.01 0.01 0.01 0.01 LCMS/MS
5 |75 7uxro ; ; } 0.01 LC/MS/MS
16) |[o7~0 v 0.01 0.01 ; 0.01 LCMS/MS
a7 |o7axvo 0 0.01 } 0.01 - LC/MS/MS
(18) [AL77=h¥xoEY XD 0.01 0.01 0.01 0.01 LCMS/MS
(19 |[AL7 7% ) %90 ; 0.01 0.01 - LCMS/MS
Q0) [Ar777urc) Zo 0.01 0.01 0.01 0.01 LCMS/MS
o |Zvrro7 o0 0.01 0.01 0.01 0.01 LCMS/MS
) |Zv7roo0 0.01 0.01 0.01 0.01 LCMS/MS
23) [ALT770A oy - 0.01 0.01 0.01 LC/MS/MS
Q4 |Zv7r 7 F - ; 0.01 0.01 LC/MS/MS
25 |[Zrv7rF7 7 —n 0.01 0.01 0.01 0.01 LC/MS/MS
26 [Ar77 Fxov - 0.01 0.01 0.01 LC/MS/MS
QN [2r77 raxgy—n 0.01 0.01 0.01 0.01 LC/MS/MS
Q8) [Zr77r=r5v 0.01 0.01 0.01 0.01 LC/MS/MS
29 |Zr7re0 o0 0.01 0.01 0.01 0.01 LC/MS/MS
G0) |Av7 s TuEA DT R YA 0.01 0.01 0.01 0.01 LC/MS/MS
Gl) [AL77~v X7 K - 0.01 0.01 0.01 LC/MS/MS
() [Ar77 A FxHy—n 0.01 0.01 0.01 0.01 LC/MS/MS
(3) [ALT77ARFLEY ZO 0.01 0.01 0.01 0.01 LC/MS/MS
Gd) [Ar77A500 0.01 0.01 0.01 0.01 LC/MS/MS
(G5 |Av7rE/ A% 0.01 0.01 0.01 0.01 LC/MS/MS
(36) |Av7 170 0.01 ; 0.01 0.01 LC/MS/MS
G |[FAa - - ; 0.01 LC/MS/MS
G8) |77~ rr 0.01 ; 0.01 0.01 LC/MS/MS
(9 |FU~LUFso 0.01 0.01 0.01 0.01 LC/MS/MS
@0) |[FV A R A 0.01 0.01 0.01 0.01 LC/MS/MS
@n |7 Vo7 2@ 0.01 0.01 0.01 ; LC/MS/MS
@) |[Ezvon ; 0.01 0.01 0.01 LC/MS/MS
@) eV Axsy 0.01 - 0.01 ; LC/MS/MS
@4 |eos rm 0.01 - 0.01 ; LC/MS/MS
@5 |77 no—n 0.01 0.01 0.01 0.01 LC/MS/MS
@6) |7 =x7o0 > 0.01 0.01 0.01 - LC/MS/MS
@) |7/ %o AFA~_=0) 0.01 0.01 0.01 - LC/MS/MS
@8) 7=/ 77 0.01 0.01 0.01 0.01 LC/MS/MS
@) |[75o77070 0.01 0.01 0.01 0.01 LC/MS/MS
G0) |70 7 4=—v~ 0.01 0.01 0.01 0.01 LC/MS/MS
Gl |7~ & —n - 0.01 ; 0.01 LC/MS/MS
2 |7 A%y 0.01 0.01 0.01 - LC/MS/MS
3) |7o~vor - 0.01 0.01 0.01 LC/MS/MS
Ga) |~+75 00 0.01 0.01 0.01 0.01 LC/MS/MS
S EEEE 0.01 0.01 0.01 0.01 LC/MS/MS
(56 [Ao7 Fo 0.01 0.01 0.01 0.01 LC/MS/MS
G |V o a~vrtoe 0.01 0.01 0.01 0.01 LC/MS/MS
(8) v~y —n 0.01 0.01 0.01 0.01 LCMS/MS
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Trends in Chemical Composition and Source Apportionment of PM25
in Fukuoka City

Nanaho SANO,Daisuke SOEDA, Atsuko TSUJII and Hiroko MATSUMOTO

Environmental Science Section, Fukuoka City Institute of Health and Environment

Summary

We started analyzing the components of PM2s in the autumn of 2011 in Fukuoka City. We summarized

the annual variation in the chemical composition of PM2s to evaluate trends in source apportionment using

the PMF and CMB methods. The average annual concentration of mass gradually decreased in Shiyakusho

and Motooka. SO4>, NH4", and EC showed a downward trend while NOs, OC, and inorganic element

components did not. Pb/Zn showed a downward trend. It was estimated that the contribution rate from the

continent decreased in Shiyakusho and Motooka. The results calculated using the PMF method revealed that

the contribution ratio of coal and sulfate decreased and the contribution ratio of nitrates increased. The

results from the CMB method revealed that the contribution ratio of sulfate tended to decrease, and the

contribution ratio of nitrate and organic particles tended to increase. The source apportionment calculated

using the PMF and CMB methods indicated a trend of decreasing sulfate and increasing nitrate.
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Table 1  Slope of linear regression equation(pg/m?/year)
Year Spring Summer Autumn Winter
Mass Concentration Shiyakusho -1.5 2.1 -0.6 -1.8 -1.4
Motooka -1.4 -2.3 -0.6 -1.7 -1.2
507 Shiyakusho 0.7 11 0.2 0.7 0.6
Motooka -0.7 -1.1 -0.4 -0.7 -0.5
NOs Shiyakusho -0.1 -01 0.0 -01 -0.1
Motooka -0.1 -0.1 0.0 -0.1 0.0
NH4 Shiyakusho -0.2 -04 -0.1 -03 -0.2
Motooka -0.2 -0.4 -0.1 -0.3 -0.2
ocC Shiyakusho 0.0 0.0 0.1 -01 -0.1
Motooka -0.1 0.0 0.0 -01 -0.1
EC Shiyakusho -0.1 -01 -0.1 -0.2 -0.1
Motooka -0.1 -01 -0.1 -0.2 -0.2
inorganicelements Shiyakusho 0.0 0.0 0.0 0.0 0.1
Motooka 0.0 -0.1 0.0 0.0 0.0
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Antimicrobial Susceptibility and PCR-RFLP Analysis of
Campylobacter jejuni and C. coli Isolated in Fukuoka City (1996-2018)

Maika KOGA, Asami NAKANO, Sayaka TANOUE, Shiori MITSUYASU
and Norihisa MATSUNAGA

Health Science Section, Fukuoka City Institute of Health and Environment

Summary

We evaluated the antimicrobial susceptibility and PCR-RFLP(Polymerase Chain Reaction Restriction

Fragment Length Polymorphism) analysis of Campylobacter jejuni and Campylobacter coli isolated from

Fukuoka City between 1996 and 2018. Antimicrobial susceptibility tests showed that most strains were

resistant to the 1%-3"-generation cephalosporin agents but were sensitive to the 4"-generation agent. C. coli

had significantly higher resistance to nine agents than did C. jejuni. The resistance of human-derived C. coli

to selected quinolone agents was assessed to be 87.0-90.7%, which is higher than that of human-derived C.
Jjejuni, animal-derived C. jejuni, and animal-derived C. coli (27.6-43.2%). In addition, from PCR-RFLP

analysis of food poisoning cases, the relationship between isolated strains was inferred.

Key Words :

antimicrobial susceptibility, "7 food poisoning,

Restriction Fragment Length Polymorphism

1 [XL&®IC

Campylobacter jejuni subsp. jejuni (C. jejuni) K Y
Campylobacter coli (C. coli) 1XEHEHEDIHRERWE D
T, HUERAT X —EOREFRILAARAE I'CfﬁF'EJ
150 TAICHDIED EHEESN TR Y, ZOAREE
FRBEEMEITIRE V.

B a2 —iE, JAIDASC EIIETRR AT A K7
A PNTREND £ DT RANT AR 2 & ORPEREE
DHTHRBRST D2 ENITEAETH DD, HIEFR
FIEARRE OBE R EIIIFIEEOR G R HEIE & 2 D7
O, FIHEEORGITBFEICBIT 2BIEO—2 L7725 T
Wb, —J, C. jejuni/coli 1Zx 7 v RIEK|I~DifittE b
ﬁ#ﬁ%@_ ATN0D. 2Ok, BfEE~7rIA R
REDRE RN o TWDHR, EHE~ 7 1T A Rtk
DOEHHILTETBVMEL > TWND. BT,
C. jejuni /coli 1Z7EL Z%%ﬁ*?i%ﬂﬁﬁf’lj‘? RET D2 LD,
Y AREEWE O EZZ T TVWD b D EHERE S,

VUGS - PAT S -

=
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U Campylobacter jejunilcoli, JEH|&= M
PCR-RFLP Polymerase Chain Reaction

SERIME D KA FAAE T D Z L IXEAE B 232 L
WHTUNLA T —FOHENLbEETHD.
S LIz, C. jejuni/coli DA D SERE Z R 5
HUBEMENREESTETCWD. £2C, BHRTIZEITS
C. jejuni /coli DFEHIMPERILOMTREZ B9E LT, & b
OFE, TR D orBE U 72 BERE O SRAINRS: 3 %
1To7=.

F7z, BTFEFHROEPEROFG LT, &
BEOE) L5, ) @ﬁﬁﬁ TENWT, YRR K OVR
REMLEZHEET 27DICE, FEHATHTEEINE
C. jejuni /coli 753‘5*1‘%“5 HOHMPERIPPEELLRD.
C. jejuni /coli @4y 1% FHIMEHT 5 121%, Multilocus
Typing (MLST) £ , pulsed-field
electrophoresis (PFGE) £ H 505, WL h FH2E
MThaxbbE<, Kl CIXFEMARMBIT 21T > T
720N, £ Z°C, MLST 1EX° PFGE £ & 0 b #8ER T
=2 A b KU Polymerase Chain Reaction based Restriction
(PCR-RFLP) J£IZ &

-
—

Sequence gel

Fragment Length Polymorphism



BUR TR 24T > 72D T, FEHEZ MR & &
PETHETS.

2 Ak
2.1 EFIRZMRER
2.1.1 #HAEH%

1996 4E7> 5 2018 £ F TO RIS Y AT THEE LIRAE L 72
1,158 BRD 9 b, 157 T & 7= 878 Bk (C. jejuni 7187 ¥k, C. coli
91 #K) MWW o, RO Hk—% 4 Table 1, 21T
BPEFEEICRIT DRESR, EFE K OEER OE)
DATBEL T BEE v bESREEE Lz, F£72, BhESslsE,
INEREFICB T HHN, KA, £, BHEOSEIY
ENOHE LR R T ERRIk S L. i Ik,
HfE, AN, SEWMVKREZIRA, LA R (H
WHES) SUTAHRL b B (Oxoid) ITHEF L T 42°CT
24~48 BFRIMUIFSIER L, TOREHRE Y T —5i
(Oxoid) &% U" modified charcoal cefoperazone desoxycholate
agar (mCCDA) ¥5H1 (Oxoid) (Z¥:HE L T 42°CT 24~48
REFEIIAF 528 L7z, WL OB T C. jejuni /coli %
SO BEUND - T-HAICIE, TOEKE, FHI, TERES
2, ALFEREBRE VBB FREEICL Y e r N
7 B —BHEORIEEIT- 7. SEHRTRRICHT 2 E T
-80°CT 20% 7 V-tV v (BEL7A /L 2F06HEE) N
RaT—b v bUREEH (R b Ty TV V)
HIZRAF LT,

Table 1 Source of samples and number of isolates strains

Source of sample C. jejuni C. coli total

human Food poisoning cases 421 54 475
Food poisoning cases 78 15
imals inistrati 403
anima Admu'nstratl\'/e ' 288 2
surveillance inspections
Table 2  Origin of samples and number of isolates strains
Origin of sample C.jejuni C. coli total
patient 385 49
human employee 29 5 475
asymptomatic person 7 0
chicken 349 31
. pork 0 5
Is 4
S eef 11 1 03
instrument 6 0
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2.1.2 HEBAE

>k [ R f A A2 B 1 % (Clinical and Laboratory
Standards Institute, CLSI) D183 2 ERIRARIES) 12
#EVY, Table 31T 16 FAl (F/ nrRDF VT 7 A
g (NA) , —a—F/un R0y Fazaxti v
(CPFX) , /nA7um%#r (NFLX) ROH 7 m x4
v (OFLX) , VL7 7AITHD AT 7 AV FH ) —
NERYARTYLAOEH] (ST) , =3V UV RDT
vV (ABPC) , 778 AKRY U FRDET 7 ¥
vv (CEX) , E74%vF> (CFX) , B¥7F 7T
(CETB) KLUt 7 = A (CFPM) , AR~ A T F
DRAF<A v (FOM) , 7I K7 U av RROT v
<A (GM) , T I A7V RDT MTHA
7YV (TC) , /eI Ah7z=a—)LRk0r/aT A7 <
=a—)L (CP) WNIZw27uaFA4 RROZ Y Aa~<A ¥
v (EM) RO Z Y Ar~ATr (CAM) ) 1220\,
RIA 7 b— MR CRUHMES) 2R L, REE
FH.I-2 P (Minimum Inhibitory Concentration , MIC) % il
E L.

BIEAN OIEAIRE, KEEE RS YA A Table 3 IR L
7o, WEEPX, C jejuni ATCC 33560 kkE AT El
L7z, MHERFYE (LLF, [BP) &45. ) (% CLSI¥
X IX JVARM (Japanese Veterinary Antimicrobial Resistance
Monitoring System) * 23RE L7 b DIZ DV TIEZ OfE
L, ZoMoIEAL, FRENOHEANCHEZ R L
TEETay ML, 2 BN EOSME LTHEI, %
v— 7 EO R B ZED BP & L. £72, BP<MIC
Th HHRITFEACHPE (R) , BP>MIC (1 &) ThHD
FRIZERANCPE () , BP>MIC Q&ELE) Th BRI
AN (S) THDEHE L.

72, MIC DFERND, 50% DEROFEE ZIE LT
IRET&H 2 MICso, 90% DEROIEE A i LI IRE T
5 MICoo & 3R D 7=.

MPERIC DN T, SEANCTE & HE U - ke 42
ROFEMEECTERT D Z Lick VR, KIEANKT 5
HERIDMHPERDO A EHEICHOWTIE 2 BEZ AV, p<
0.05 ZAEAMEL U CTHAHLE L.

2.2 PGR-RFLP
2.2.1 #HHE

1996 4E7 5 2018 £ TOMIC YT THRA %2 £ L
7oA EFIE D 253 FHEHFRMIT L, —DDOHEFC
BV TR SRR DM EEUE )R T & 72 86 4 -391 B
BRI L7,



Table 3 Antimicrobial agents used in this survey and quality control limit values

R THARBR AR, 47, 2022

Accuracy control

Antimicrobial class Antimicrobial agent (C}:;/lx;)tr ation inéu‘;(;ng:iL/)%T cc Break point Refernce
33560)
quinolone nalidixic acid (NA) 1-32 8-32 32 JVARM
ciprofloxacin(CPFX)  0.12-4 0.12-1 4 CLSI
new quinolone norfloxacin(NFLX) 0.5-16 Not determined 4 this study
ofloxacin(OFLX) 0.25-8 Not determined 4 this study
. Ifameth 1
sulfonamide su .ame ox.azoe 4.75/0.25-76/4 Not determined 9.5 this study
-trimethoprim(ST)
penicillin ampicillin(ABPC) 1-32 Not determined 32 JVARM
first-generation cephalosporin cephalexin(CEX) 1-32 Not determined 2 this study
B-lactam second-generation cephalosporin  cefoxitin(CFX) 1-32 Not determined 2 this study
third-generation cephalosporin ceftibuten(CETB) 1-32 Not determined 2 this study
fourth-generation cephalosporin  cefepime(CFPM) 1-32 Not determined 32 this study
fosfomycin fosfomycin(FOM) 4-128 Not determined 128 this study
aminoglycoside gentamicin(GM) 0.5-16 0.5-4 None
tetracycline tetracycline(TC) 0.5-16 1-4 16 CLSI
chloramphenicol chloramphenicol(CP)  1-32 1-8 16 JVARM
macrolide eryt.hromycn?(EM) 1-32 1-8 ' 32 CFSI
clarithromycin(CAM)  1-32 Not determined 32 this study
2.2.2 AERAE Table 6 PCR reaction conditions
Bdihihys (100°C, 10 3 INEVAEE. 13,000 x g, 1 571 . - -
N Temperature (‘C) Time (min)
. ) 12XV DNA & L7z. PCR 5:ff% Table 4~6 -
. . . Denaturation 95 5
\ZRT. PCREEMY 10 pL (2% LT, 2 MM REESE .
o . . Denaturation (x35) 95 0.5
(Ddel X2 O* Hinfl, TAKARA) i Ei 3U ZiRINLT- _
i o Annealing (x35) 50 1.5
SISy 7 7 —25 uL iR, 37°CTC 3 RS SE 7 )
" ) . Extension (x35) 72 1.5
%, 2200 Tapestation (DNA/RNA 4347 H 4= B BhE#E X0k ED Final Ext 6 0
R _ " inal
VAT L, Agilent) W CHKENEFT o 2. FHIBNICHE
. . . L Cool down 4 hold
RO RRZ =2 DI EATYY, Ddel (220 TIERI
T, Hinfl (ZOWTIINLFOT VT 7y ha A b
NELZ A L7z
3 REHE
Table 4 Primers
Sequence (5'—3") Refernce 3.1 REIRZMAR
Forward ATGGGATTTCGTATTAACAC 878 MR DA FEAN k32 MIC 4347 & it =E % Table 712
Reverse CTGTAGTAATCTTAAAACATTTTG SRT. 728, GM X CLSI TBP &R EINTELHT,
72, MIC D53 b ZMEMETRWZ Lnh, BP A RETE
Table 5 Reagent composition Mo lo®d, MEREFREH Lo T,
2x Multiplex PCR  Master Mix 25 0L C. jejuni/coli i TR T OMHESRIL ST, CEX, CFX,
(QIAGEN Multiplex PCR Plus Kit) CETB, NFLX, CPFX, OFLX, NA, TC, ABPC, FOM,
DW 18 uL EM, CAM, CFPM, CP DJETCE -7, H—~=ift
Forward Primer (10 uM) 1uL 7 7R ARY RO CEX, CFX K IRNCETB HiZ AL
Reverse Primer (10 uM) Ik DR Z R LT3, SR CFPM (2%
DNA template 5ul o TU-.
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Table 7 MIC distribution and antimicrobial resistance of

878 C. jejuni/coli strains isolated from humans and animals

Antimicrobial ~ MIC range MICs, MICy, Resistance
agent (hg/ml)  (ugml)  (agml) (%)
NA =1->32 4 >32 34.6
CPFX =0.12->4 0.5 >4 36.3
NFLX =0.5->16 1 >16 37.2
OFLX =0.25->8 1 >8 36.2
ST =4.75-76 >76 >76 99.0
ABPC =1->32 4 32 11.7
CEX =1->32 >32 >32 98.9
CFX =1->32 >32 >32 98.9
CETB =1->32 >32 >32 98.6
CFPM =1->32 =1 2 0.9
GM =0.5 - - -
FOM =4->128 16 64 5.9
TC =0.5->16 =0.5 >16 34.2
CP =1->32 =1 2 0.7
EM =1->32 =1 =1 3.1
CAM =1->32 =1 2 3.1

WIZ, BEREROE KNI 2D MIC 2540 & itz
Table 8, 9 I\Z/~" 7. C. jejuni /coli € ILEFLDIMHHEIRIZ- DU
TR REEIT o TohER, C. coli 1% C. jejuni 1ZH~T NA

(p<0.001), CPFX (p<0.001), NFLX (p <0.001), OFLX

(p <0.001), FOM (p=0.031), TC (p <0.001), CP (p
=0.001), EM (p<0.001), CAM (p<0.001) 233\ Ciiit
RN FEICEME TH o7, FFHZ, ~7 r T4 KFHRD EM
K ONCAM IZ2WT, C. jejuni (XM TER 1.4% ThH o720
WZxb LG, C. coli IXTMHMEER 17.6% & 10 fELL EDENRH -
=08, MOFIOMIEROZEL, KEVLOTY 2 [HRE
Tholo. 708, ABPCIZL C. jejuni DFFH C. coli LV it
WREBENST-VRHEBEERND D LIXE o7z,

Table 8 MIC distribution and antimicrobial resistance

of 787 C. jejuni strains isolated from humans and animals

Antimicrobial ~ MIC range MICs, MIC,y, Resistance
agent (hgml)  (ugml)  (ugml) (%)
NA =1->32 4 >32 31.3
CPFX =0.12->4 0.25 >4 325
NFLX =0.5->16 =05 >16 334
OFLX =0.25->8 0.5 >8 323
ST =4.75-76 >76 >76 98.9
ABPC =1->32 4 32 12.3
CEX =1->32 >32 >32 98.9
CFX =1->32 >32 >32 98.7
CETB =1->32 >32 >32 98.6
CFPM =1->32 =1 2 0.9
GM =05 - - -
FOM =4->128 8 32 5.3
TC =0.5->16 =05 >16 32.1
CP =1->32 =1 2 0.4
EM =1->32 =1 =1 1.4
CAM =1->32 =1 =1 1.4

R THARBR AR, 47, 2022

Table 9 MIC distribution and antimicrobial resistance

of 91 C. coli strains isolated from humans and animals

Antimicrobial ~ MIC range MICs, MICy,  Resistance
agent (ugml)  (ugml)  (ugml) (%)
NA 2->32 >32 >32 63.7
CPFX =0.12->4 >4 >4 69.2
NFLX =0.5->16 >16 >16 70.3
OFLX =0.25->8 >8 >8 70.3
ST 19-76 >76 >76 100.0
ABPC =1->32 4 16 6.6
CEX =1->32 >32 >32 98.9
CFX 11->32 >32 >32 100.0
CETB =1->32 >32 >32 98.9
CFPM =1->32 =1 4 1.1
GM =05 - - -
FOM =4->128 8 128 11.0
TC =0.5->16 16 >16 51.6
CP =1->32 2 4 33
EM =1->32 =1 =] 17.6
CAM =1->32 =1 =1 17.6

IHIT, HEBOFEAICITT S MIC 437 & it
ZBEMERIIC Table 10~13 2R3, ¥/ 1RO NA LT
IZ==2—% /1 %0D CPFX, NFLX K& OFLX {2\
T, & NHSK C jejuni, BiEHEK C. jejuni X UENE
Hi3k C. coli DRI 27.6~432% THH DI LT,
t NH3E C. coli DTitHPESRIL 87.0~90.7% T - 7.

Table 10 MIC distribution and antimicrobial resistance

of 421 C. jejuni strains isolated from humans

Antimicrobial ~MIC range MICs, MICy,  Resistance
agent (ngml)  (ug/ml)  (pg/mL) ()
NA =1->32 8 >32 344
CPFX =0.12->4 0.25 >4 36.1
NFLX =0.5->16 1 >16 36.6
OFLX =0.25->8 1 >8 359
ST =4.75-76 >76 >76 99.3
ABPC =1->32 4 32 13.3
CEX =1->32 >32 >32 99.8
CFX =1->32 >32 >32 99.5
CETB =1->32 >32 >32 99.5
CFPM =1->32 =1 2 1.0
GM =0.5 - - -
FOM =4->128 16 32 3.6
TC =0.5->16 =0.5 >16 304
Cp =1->32 =1 2 0.2
EM =1->32 =1 =1 0.2
CAM =1->32 =1 =1 0.2
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Table 11 MIC distribution and antimicrobial resistance

of 366 C. jejuni strains isolated from animals

Antimicrobial ~ MIC range MICs, MICy,  Resistance

agent (hgml)  (ngml)  (ng/ml) (%)
NA =1->32 4 >32 27.6
CPFX =0.12->4 =0.12 >4 28.4
NFLX =0.5->16 =05 >16 29.8
OFLX =0.25->8 0.5 >8 28.1
ST =475-76 >76 >76 98.4
ABPC =1->32 4 32 11.2
CEX =1->32 >32 >32 971.8
CFX =1->32 >32 >32 97.8
CETB =1->32 >32 >32 91.5
CFPM =1->32 =1 2 0.8
GM =05 - - -
FOM =4->128 8 32 74
TC =0.5->16 =05 >16 34.2
Cp =1->32 =1 2 0.5
EM =1->32 =1 =1 2.7
CAM =1->32 =1 =1 2.7

Table 12 MIC distribution and antimicrobial resistance

of 54 C. coli strains isolated from humans

Antimicrobial ~ MIC range MICs, MICy,  Resistance

agent  (ugml)  (ugml)  (ugml) (%)
NA 2->32 >32 >32 87.0
CPFX =0.12->4 >4 >4 88.9
NFLX =0.5->16 >16 >16 90.7
OFLX =0.25->8 >8 >8 88.9
ST 19-76 >76 >76 100.0
ABPC =1->32 8 16 9.3
CEX =1->32 >32 >32 100.0
CFX 11->32 >32 >32 100.0
CETB =1->32 >32 >32 98.1
CFPM =1->32 =1 4 0.0
GM =0.5 - - -
FOM =4->128 16 128 16.7
TC =0.5->16 16 >16 53.7
CP =1->32 2 4 1.9
EM =1->32 =1 =1 16.7
CAM =1->32 =1 =1 16.7

R THARBR AR, 47, 2022

Table 13 MIC distribution and antimicrobial resistance

of 37 C. coli strains isolated from animals

Antimicrobial ~ MIC range MIC;, MICy, Resistance
agent (hg/ml)  (ug/ml)  (ug/mL) (%)
NA 2->32 8 >32 29.7
CPFX =0.12->4 0.25 >4 40.5
NFLX =0.5->16 1 >16 432
OFLX =0.25->8 1 >8 432
ST 38-76 >76 >76 100.0
ABPC =1->32 2 8 2.7
CEX 32->32 >32 >32 94.6
CFX 32->32 >32 >32 100.0
CETB 2->32 >32 >32 89.2
CFPM =1->32 =1 2 2.7
GM =05 - - -
FOM =4->128 =4 64 2.7
TC =0.5->16 4 >16 48.6
CP =1->32 2 2 5.4
EM =1->32 =1 =1 18.9
CAM =1->32 =1 =1 18.9
3.2 PCR-RFLP

IR CE BB RERPEE S -T2 FH DS B, &
FHRERDO N RRE = BNET—H LEEFRK 4
HHY, F, —M—BLEEHZED5 L, 2EOK
7 ENZBWT, N2 R =N L. AlEOMNT
2BV CTEFIN THERH O BEMESTE S bz filz <
DR,

3.2.1 BERITHOEFSEH

2017 4B, TN O PRI BV TIESRRIT TR, 508
ROERIAT- =AM 270 4D 9 B 167 405 T, I8
Ji, FENEERE Uiz, B 20 4, B A (ETH)
DHEFH 64, SEIY 8 MIELKUHME 1 BETE O
HER B (B ) OEHEE 164, SHXHY 24 BiAK W
Bt 2 MiEs, YL OBHICTHRAEL, BF 134K
ORHEfGR B OWEEH 1 40D C. jejuni ZHHE Lz, &
TEFTORMAEOFER, KRR K ORI E S e h o
7o, BERINC K O BEORRERE E R L E) R
HaEhizZ &, BREIMEOIERS T v Ea s Z—(C
EAaEhHFEL-HTAEIL, WIS, EFREBIC X 55K
B ) OFTERIFEIZ T C. jejuni DR SN2 2 &0 BIRIA
WX C. jejuni & WiE Stz X BIZHAE A RFOFRIT
BOTGIRD—IGETH D = & s, RITHOMEH IR
RoAreansZ2—ghETHd LTI

ABE R 13 ¥RIZOUW T PCR-RFLP 24T 7= ff 8, 4
FTCoHE L7 BEBRERD N R =0 PReT—K
L7= (Fig. 1, Table 14) .
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o] ldeer 1 2 3 4 5 6 7 & 9 10 11 12 13

Ddel

FEFE FEE

E

1 2 3 4 5 6 7 8 9 10 11 12 13

o e . N, B B Hinfl

\Lanel ~13:Patient

Fig. 1 PCR-RFLP pattern (Cases in a school excursion)

Table 14 Grouping of PCR-RFLP pattern

(Cases in a school excursion)

Lane Ddel Hinfl

C. jejuni 1~13 A a

3.2.2 HEIINL—TIHBITHEFESH

2009 4, HIREATET 1 7V —7" 27 L5 & & fil,
BIFOT-NE, FREOEHT, BOKKE, HkEZ
ML, 8 4 EN, T, REELRIE L. (REEFT
WL DHEORER, BEOIGERIT YR AN TRt
NERMORTH T, BE 84, REIENEFE 34K
Ok D5 EWY 4 RIBEZRE L, BE 4405 C jejuni
R LT

BE WK C jejuni 4 #RIZ-OW T PCR-RFLP %17 - 7= #&
B, N RNRE = PRET—FH L7z (Fig. 2, Table15) .

BT RERAFER, 47, 2022

©el jadder 1 2 3 4

Ddel

ESE=T" Hinfl

Lanel ~4:Patient

Fig.2 PCR-RFLP pattern (Cases in meals with relatives)

Table 15 Grouping of PCR-RFLP pattern

(Cases in meals with relatives)

Lane Ddel Hinfl

C. jejuni 1~4 A a

3.23 BE REBERUSEENLACEDNY
A—ERERE LI-BhESY

2009 F-OHE, TNEREIE T 8 ADH L /N—Difi| & %
GLEHR AL, 5b 64N TR, EW, RE%EZ
FAE L7z, B 44, REIENFE 3 ELROBEL (B
LAA—) 1 ffEREL, BF 24, RAEEEE 34
EOBE | RIEND C jejuni ZHH LT,

BE 14, REIEEFEE 34, 355 BL3—) |
SeFt 5 BRIV T PCR-RFLP 24T - 72, B, &
BIEHFRH 24K OBER HL/3—) O 4OV R
INE—BN—F L7z (Fig.3, Table16) .
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Ddel

Hinfl

— . —

— — — — —
— — — —

Lanel:Patient

| | Lane2,4,5: Employee

Lane3: chicken liver

Fig.3 PCR-RFLP pattern (Cases in which Campylobacter

was detected in patient, employees and chicken liver)

Table 16 Grouping of PCR-RFLP pattern (Cases in which
Campylobacter was detected in patient, employees and

chicken liver)

Lane Ddel Hinfl
C. jejuni 1~4 A a
5 B b

3.2.4 BHANDEBERITHFOESRSEH

2017 O LT NE R OUFSMEFZHRITICS N L 72 225
ZDDH 118 B DAL « BIRENERIAR L 2ol (&2
THREBPFEICID LD THoT=IARE) | YFTIHE
OB SI2BE 234 D55 134000, C. jejuni 5 1%,
C. coli 9 BRZ R L7z (1 £1X C. jejuni /eoli #itH) . JRIKI
BRI E SN o720, FABICBWTFF U T A A
DBRANETH -T2 LWV ZEOIES N EL .

BEHED 13 BRIZOW T PCR-RFLP %17 - 7= H R,
C. jejuni 3T ONC. coli ATERFAD /S RRZ — U 5
, —#— LT\ (Fig. 4, Table17) .

BT RERAFER, 47, 2022

Bl e |11 2 3 4 5 6 7 & 4% W i 12 13

L: Ddel

T

I 2 3 4 5 & 7 % 9 G #8213

Hinfl

—
- (. ———
— —
— - s
_---_q--._-_—_l-
| [ ' '

Lanel~13

—_— e

:Patient

Fig. 4 PCR-RFLP pattern (Cases in an overseas school

excursion)

Table 17 Grouping of PCR-RFLP pattern

(Cases in an overseas school excursion)

Lane Ddel Hinfl
C. jejuni 1,11 A
4 4 D a
12 F
C. coli 2,6.7.8 B b
3,10 C c
5 E d
9.13 E a
4 EER

—fRAYIT, MICoo AMEWGEIIRER > DIRDNESMET
HY, MICso BE WA ITIIKEA Sy BSmHEL L T &
G &, MICoo & MICso DA WA T IXMRPERR A
BN, BV, ELEAICH D EBEX DT ENTE
%9, AR RO SR, CFPM, CP, EM & U CAM
I, MICso & MICoo DZEMNRVY, XL 1 BZETHY, 2
D, MICo MEN-7=Z 0D, BEZMENR-N TRy,
ST, CEX, CFX KU CETB i MICso 23 <, KB4y 31
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CHo7-. F7z, NA, CPFX, NFLX, OFLX, ABPC,
FOM &} TC 1%, MICso & MICoo DN 2 LU EH 72
T, M EAICH D = L AHEE ST,

¥/ REAO NA KO =a—F 7 v RIER O
CPFX {Z DWW T, kA& OV AER O = 12 38\ T,
KALDOHET | T bbbt FH¥E C coli 1%, BHH¥E
C. jejuni, & NHIK C jejuni lx OVBWHIE C. coli & i
L CIMPEER R R oTo Wi & —FH L T\, E£e,
BRI OMPERIZIBN T, BAEMEDEIITHRSTES
BTV 7 7 LU ARERTEEHHRES (2K D 2005~
2008 4F- D THIBCRE FH5 TR STz C. jejuni /eoli DT ME
KL L, C jejuni \ICBWTIIKRERZETALNE
Mo T=M, C. coli TIHRRLEm WM 2R L=, AT Tx
BES T2 C o coli i =2 —F /) 1 U RIANTH L TROeE
Wit AR LB E R CTh 523, 4% b SEAImHM:
RIUTHER L T BER D D,

Z[A], PCR-RFLP #:% W= &P HEFILEICRIT 5%
TFHEED T FHIMRAT OFE R, )R & 7= BH B
3 o 72 86 D 5 b, BFHREED /N KoL
H— U PWET—H LEHEHITH 4 Bl 7-25 35 FHIT
Hoto. BERDANY RAF = BN—E LEE/E, BAF
IXE—®D C. jejuni /coli \ITIHYE ST Fl— R Z WA L7
LRI NS, Fo, BEHRERDO Y RAAZ—)0
ET—HLEEERO YL, DG C. jejuni /coli % 57
L7 BT 57223, BB DO Lo FHR 7 F
Bl v, 552 HHNIBEHREKO N RRZ— &
—#H L7 FRAHESELHOBEEOBBITS I
Th DD, BMOEANTLE M L CTR—D C. jejuni/coli
WHERESNTWEZ EbB2bND. Sbic, BEHEK
B R FRE = PN T—H LT 35 FHIOF T, JH
Kt ODREREZ NS C. jejuni /coli % 43 HfE L T- B8 4 &
Bl v, 562 HHNIBEHREKO N RRZ— &
—% L7 Zo2HEHE, FiRtShFERE L HEE
FOEDPBROVEROFEMENIEE L Wz &, BREOB
AR EICLVFE—OEIZBEREINL TVl EE LS
Z2bNd. Fiz, BEBRREKO N R — B3 85K
DI N—FW o icF b H Y, ZoEEE, REA
s NEEFEFED C. jejuni /coli (215 S LTV = RAIHEMEN
Ezbonlz. 20X 20 oo FEFITB W T,
PCR-RFLP fi##T %479 Z L12 kv, FHINOEM O
BYERHERT DN TE .

AIFFENIBNT,  BE HRE KD PCR-RFLP Of5 R,
[Fl— DNy RRXZ = PG EN2 o TmHFINRLEED 3

R THARBR AR, 47, 2022

b o7-. FOHBO—oL LT, HERICME L -#kk
PMEFBERICIEDN TV ERZEZBND. AT
INET, 1 BRI EREICOX | FRORGFEIT-oC&E
78, JFREmSMEROKRIIER SN TV EEREA, 3’7
BRI ETORERFTE TN LIThD. EED
BB ARy PR 217 5 BRI, BEEN
HOTHE LT O E T 5 Z Lic kY, FHIo LY
FERBZRMRAT S FIRE & 22 D & PARE NIz, Ak, ITEUAIC
B ERERT L, Hfchreans 2 —ghE
DIAERIRARNL T D720, RALICDI TEHR2 5K
MEITHOTWNE T,

3k

DEERAZ, il : i A BEAE R o 2h =R 1 22 75 B
To0E, TSRS E, B BE AR A
B RADLD - REMERAEENZEFS, 2010

2)—MAEEE N B ARRRYWE 2, AEHEEEN B AR
WRiEFR, JAIDISC EUEIGEEAT A R - TA RT A
TERZE B HERYYE Y —% > 7 7 v —7 1 JAID/ISC
JEYSEIRIE A A K7 A L 2015— B E BYLiE—, 2016

3)Clinical and Laboratory Standards Institute (CLSI):
Methods for antimicrobial dilution and disk susceptibility
testing of infrequently isolated or fastidious bacteria
M45,3rd ed., 2015

4)National Veterinary Assay Laboratory Ministry of
Agriculture, Forestry and Fisheries:Report on the Japanese
Veterinary Antimicrobial Resistance Monitoring System
2016-2017, 2020

S5)TRUDY M. WASSENAAR, etal:Genotyping of
Campylobacter spp., APPLIED AND ENVIRONMENTAL
MICROBIOLOGY, 1~9, 2000

6) AR KPE L B [ B S R A TR A 55 A LA W B A
A AW MEEIC OV TO Q&A, 5 hE, 2010

NRKAH, i : BAB L bOFED S HHEL 2
Campylobacter jejuni/coli D FEAIE S MBI QN it
BARTFERORR, BYYEFHERE, 89(2), 244~253,
2015

Q)R ih L BR B XBHIT Y 368 SHIIR « RiIERTE
OOV A Ta T 7 A v~ BREICBITD
Campylobacter jejuni/coli ~ (MGETHR) , SF13 46 A
22 H
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R THARBR AR, 47, 2022

EH

1996~2018 £ {Z4& [l i T4yt U 7= Campylobacter jejuni }2 O8N C. coli (22T, FANESZVERER K&
ONPCR-RFLP ffti 47 o 7. FEANESZMRBROFR, H1~3MRE7 722K RIEANTIZ L
Ao & DR Z 7R U723, 8 4 RO FEANTES A R > Tz, 9 D IEANZI T C. coli 13
C. jejuni \ZHEARTIERNEEICEE TH-72. o, ¥/l R 1 AR P=a2—F /2% 3
FEIZDWT, & FHZE C coli DIFTEZRIT 87.0~90.7% TH Y, & MK C. jejuni, BiZEH K C. jejuni
R OEHERK C coli Q1.6~432%)CK L TCEmWEBI TH o7, &6, AP HEEMSD
PCR-RFLP Tz £k ¥, 3B SR OBMRIEZHER TE 5 & B2 b,
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fEl T ARERIFE, 47, 2022

& TP O JEAE BN 2 A T- BB S Al
—FRaH:)I, 2021 4F—

ARG - AR - /AR R
50 o R AR EE JE T B SR 2

Evaluation of River Environment by Bottom Fauna in Fukuoka City
(Hii River, in 2021)

Keisuke ARIMOTO, Hiroki YACHIGO and Masaya KOBAYASHI

Environmental Science Section, Fukuoka City Institute of Health and Environment

=1

F& R T T DK BRBENZ DUV COKE R AR 721F TIHHEIRE T X WA RS - R 2R BREE 0 Fie 4 41
B2 a2 HME LT, @M iREBR SRR Tl I EA B 2 481 & U7oKERHEZ, 530
JIZBNWTENEI 5 FEICE L TWD. 2021 FI3REH) I OwmKIEIZ ST ERE Y, #E 7
TH, &l HERE, AREHEo 4 S CEABYOFE A FEN L, ASPT (Average score per
taxon), KEAEMNC K5 AKEHIE 2 WV CTREGHGi 21T > 7. ASPT I3 7 T H2Y 7.1, S
6.8, MEMEN 6.6, KRN 62 T TRAF) Lol KEAEMIZLDZKEHEICLS L, HIR
7T H, BME BEME AJOREHET TEnaKk) Tho EFHES .

Key Words: /K freshwater area, JEAEE)Y)  bottom fauna, F#iF)Il  Hii River,

ASPT average score per taxon

1 [FL®IC

WO KBREICOWTRAN - BRI OEREZ
IR T D 720, fEM AR AEBR BEAFSET T i 1992 - 51T
PIUCTEAT 2 S (% B, BB, A1, Fis
N, =R OERABYAEZ 1 FIZ 1 )IN—RTHE
ML, ZavEHWTZKERMIZIT > T D, 2021 41T
OHPLESZ R D ERH)INZOWCEHAE L7z, BRI
(597 m) ZKMEE L, f@hmimmE X, RRX, ok
XA THZBICES, ER 12.9 km, FiREHE AL 27 km?
O HEFNY THD.

2 HREAE

2.1 SAEHS
2021 43 A 17 HIZEEH)N iR L vl 7 TH, &
T, MEM, KREGOF 4 A THEEITo 72, JHE
b5 (L= 4l W A7 e _
1 A N
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2.2 BERRUBREASZE

JEABY) OFEUG LT BREEE O UKAEEMIZ X5 KE
FHliE~ =2 7 Vv — BARRFEH R a7 E—] (LU, K
BHifi~==a7/v] &35.) 2 IcHol. BREBULEH
AT 3 BTV, FEMIC AT EATY A 250
mL BRIZAN, BEHIZ 70%=F /LT V3 —/LTREE L
Bbigor-. REsd NIEhORMERE 2, A
OKAERBR - XfEANV KT o) D) TAREKER B
TFL S, TN BRI A ORREE R 91
eV, B (IR ETITo k. ORI OREIX
ERTE R (KENEK £ LP2100) %AW TiT-7=. il
OFESOHEL NNOAEEYERL S D 2BE(THK
OS2 1 BRI 30 em LT OBFEITIE TBE W, 1
I 30~60 cm DFEITIE (5291, 1 BRI 60 cm
PLEOHBEIZE Tixewv) & L.
FINNIKERBL, BB IR o 2t KERE LT o7z,
pH OKFEA A BE) 1ZJISK010212.1 H T AEMIE,
DO (FEfFMEZE) 13 JIS K0102 32.1 X 9 HEiWMEN:, BOD
(=ML SRR BT 2 B) 13 JIS K0102 21 K O JIS K0102
32.3 [RIEEEMRYE, SS (FlEWE &) XM 46 FLRELT
HRHES9 S fFER9, TN (£=H) 1LJIS K 0102 45.2
AR, T-P (20 A) X JISK 0102 46.3.1 %
NAX Y TR ) v LG g, EC (BRUSESER) 1 IS
K 0102 13 BRARERIHENAE L7z,

2.3 FHMEiAE
EAEBYMOREICLVELRIZHERS, ASPT
(Average score per taxon) D5 HCKAEEWIZ X BKE

HIEEAT ST
ASPT [F/KERDBUT A ILEREE b & DR - Hi) I B

B BAFEZ A BN ER TR T, KEFli~==27 /1
DATHE, 2a7 R P 2HWCEHT S, KABY

ORZ LR ENTZATT NI N 10 ETHY, HE
LicEATY DA a7 OEF (BT, [TS) &£95.) %
MR LA OB OB CH s ETrRIND

ASPT V3/NECRSE & AL, /INEUREE— L E T
& U7z ASPT DA & W)IIKE D RAFIEEE 1 IR T

AKEREEIX ASPT & TS Talli L7-.

KRR X BAKEHEE, KERERE 4 B (1~
V) OFEREIZED BV EM & IZED HFIET
bbb, KEMEHREKDENWEDREAR 2I1TRT. K
BB OLEIXNNOEZ L DEFIRL S I/~ T-.

R T ARBRAF, 47, 2022

# 1 ASPT O#ipH & K E O B i
ASPT D i TN AKE O B 4%

758k ETH R

6.0 LL_E 7.5 K RA4f

5.0 LLL 6.0 i X BLAF

5.0 AT BAF &IV 2220

F£2 OKEMEREKDXTNNZOFRE

KE

o KO E NN OFLE

EFARYIVIN
OKBEHTIEETRZADH EZAH)

LR E K
(AVICHAMERS > T, ARRLRE > TNDH L AH)

SRRV
it (HEAREE BN D72 B> TN D, HITIFEE L OAERR
bRV THEIREDA)

LTHERRVK
v A0IZIXTHRELZL, AP SMEATHD LS 7%

Lz A)
3 HRRUBE
3.1 RIAEMAIZEITHEEEYHIRKR

FEHNNZ BT D& MAEH A O T %X 2~5, [KATY
DHBR DA R 3, BEERZEK 4, TS KTOVASPT 2% 5,
KB MR E R 6 1T,

3.1.1 MRETTH

FAEHE O P TR b BIREICALET 5. (LEICALE
LTRY, JIOEAXEMNE S AEZBNSET B HET
b, a7 ) — L ERETHDIN, #FEENICEREZT
BY, HRKOENZ Aoz, BEBIGFTOKEIL 10~
20 cm, JMENDOHX (X 33~40cm/s & [ 5D 5 | Thoiz.

BRI 26 B C, BEEEIL 1317 THhoto. £
IHRaAT 4D I (o) 2383 TRHLEL,
WNTAaT 6 DAY IR (B L) 75369 L7220
A7 2 FETHRIEH A HO TV,

ASPT (X 7.1 T TRAF), KRERRIIIO TEHW7RK]
ThoT-.

3.1.2 EMmE

IR 7 THEHXLY S FICAET 5. JIOEEICIEES
WL, WipEar s ) — NERET, ZSLRkoAaRE
<RELNTZ. BEBUBFTOKEEIEX 12~20 cm, I O#H X
195 cm/s & TiEeW ] Thotz.

HBEHE 20 BT, MEGHIL 850 Th o7, 2D 9
HAay 6D AY IR (AR L) 28568 TEREDN
B EEED, RWTRary 6nah Zauingg Th

7.
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ASPT 1% 6.8 T [RA4F), KEMEIIIO [Ehu7RK]
ThoTl-.

3.1.3 HEE

EME L L THICALET 2. N0 EBEIXEERL<,
WiFETa 7 U — 1 #RET, ZSLKOARNA, B
%< B b, BEUEFTOKEIL 15~25 cm, HALOH
X 26~75cm/s TH 7.

HEBLR 19 BT, HEEEIL 2655 ThoTz. £DH
H, 2a7 6 DAY R (EEEZR L) 232036 TRIED
W E 5D, RNTRa7 4033 XM (2ofh) 23
140 Th - 7=,

ASPT 1% 6.6 T TRAF), AKEMRIIIO TEHN7RK]
ThoTlz.

3.1.4 RR=HE

HEMBLD b TMICET 5. JIoBEMIIESCHFE
ATz <, migiEar 7 ) — #ERET, ZHSLRkoaR
NG, D% K B b ivTs . BRBGERT O KR 15~20 cm,
WNDOE ST 20~38 cm/s & 1529 X TBZ W
ThoTz.

HBRBHEIT 14 BT, MEEREIL 936 Tho72. DD
HAra7 e A Y IR (HEZRL) 28527 TEREDY-
SUEEED, RNTAIT7 8§Dk A R AVEMN 186
THoT=.

ASPT (X 6.2 T BAF), KERERKIIIO TEIN7RK])
THoT=.

3.2 2MRICHITHEEEYMHIRKR
KRS T 14 Bl~26 BloJRAB S HELL, TS X
87~184, ASPT iZ 6.2~7.1, KAEEWIC L D KEHEIC
B D KEERITDNTHOMEBITH 7. HIE 7 TH
B ROR TRY LRI ET 228000,
ASPT 78 7.1 T TE4F), TS 28 184, M L7Z&H 26 T
b, a7 V= #ERETHIN, SRIOREH SO T
TARRENK D BFRIRETH 72, EMEIL ASPT 3
6.8 T [RBAF), TS 28136, M L72RD 20 Tho72Z
L, MR TTHEERDELDHLOD, KBRENE
HThdeBEZ LN HEMITASPT 2% 6.6 TIRAT],
TS 78 125, M L8RS 19 TH Y, EIME & Rk
BRENBEFTHLEEZ LN KREBIL ASPT 2 6.2
T TRAF), TS 2387, HHL7=F2 14 TH Y, ERE
RHBB LR LEEDHLDOD, KEENBFTHS &
EZZ bk,

3.3 BMMEDKENIHER
KEGHTREREZF 7 1C~9. pH, SS, T-N, T-P &2

WTIEERKRIZ L DO REREZTIRD N> Tz,

R T ARBRAF, 47, 2022

BOD (Z2W T, B D Nz CTEME S 72 5
MR LT,

3.4 BEDEENDT—42 EDHE
3.4.1 ASPT

KR ASPT OHEE 2K 6 IR T. BEOT—X
VAR TR REBRBERF JE T 1S 28I L7z, 1996 4F,
2006 4F, 2011 IR B HEZIT > TV 50, SHEIOFMAE
WEbETEOT—F &5 H LT,

HIE 7 THIZHBWT, ASPT IE 2006 4E78 7.0, 2011 4
272, 2016 A 7.3 EAKBREITHERTETWD L& X
bz, EIBICEBWT, 1996 £ 5 2011 % TlE%
LOEEIH B HOORFEMIZHR T ASPT 13 EFMEA %
FLTEY, ZORITBIVOHEETHD Z b, E
ISR BRERUEEM TH D LB DN, HERB
IZBWT, BAFMIC ASPT 129 5007 EFHEA 2~ L
TRY, KEREIZEEN THIEEZLNE. KR=
BIZRWT, Z220EEHEH D b O ORFEMIZ ASPT X
KiFIZ EFHEAZRLTERY, KREISEENTHD
LEZLNT.

3.4.2 KEAWHER

FFAH SO BOD, T-N, T-P OB &K 7 (TR .
BOD [Z DWW A IHRWMETHER L TR Y, IZIEHIEW
DA Td o 7=, T-N [T = D5 & bl L T 2006 45
=B CTh o2, TP IIETOLEINIH S
NEERZE L TERWETHRE LT, @b kg
VBB IR 12 255 < AL KIS 00 5 WP B AR 2 4 i) JR 28 7
DI AKEREFEIZESEIT>TEY, SEOFHAH A
DETRTHARKREFBTH, A1 EKEREETT-
TV KR IZ, 1996 4R LA D AR A4 12 F51F 5 BOD
ERPESME OB 28T, 1996 4£% ©— 7 [TRAERICIE
BOERZRELTREY, ZORITMZVOEETH S 2
Es, EFIICIIKBRERSXHEET TH D EE BN,
ASPT OFfER EM—E L Tz

3.5 MRZERNDMDAII & DLLER

2017 FELIBRICFTAE 21T o T2 TN Z AL A o)1l (LA
T, Mol &95.) OF—&% &DOUEEIT-7-.
THA S KON ASPT 211 9 127”3, fodalJI| o> ASPT i
fE TR B R e TR O 2RI L. R R
HHE ORI E=REIL ASPT 28 6.2 THLD NI DK
TR S O ASPT5.9~7.2 L lhigd 5 &, AL
O E VX RFEEDOE & 7p o 72, B LiTFRA RS OFIR
7 TH® ASPT i% 7.1 T, o)l o iz bt s o
ASPT7.1~8.0 LR L TRE S ENRH D OIT TIEARW
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BRSO DOEER L. Fiz, WTROWINZENTSH
ASPT (3 Eiftiden» & Fithli~ra 2> Mk < 72 S 28 7 6
A, BT B RIBROBE AR S 7

4 F&EOH

B oK > W T IEA B %2 %6 L, ASPT

B ORI X2 AKEHIE 2 -V CBRETRHE 21T > 72.

X4 HERE

- 78 -

R T RER AR, 47, 2022

ASPT 1% 6.2~7.1 T, E@lkiczsicon a7y,
HUE 7 THM 7.1, EBEN 6.8, HEED 6.6, K=
2% 6.2 TRTOHKT TR ThHDEFHIS 7.
KAEAC X DKEHEICED &, MR TTH, S,
HER, KRB Tlanwiak Ths EiHishi-.
Fio, BEOMEFBREELZEZA, HRT THIZ
ASPT DBHUZV OB TH Y, KEEEEZHEFFTE TN D
LEZ LN, BTG S HERB & RS ASPT 2 E
FEMTHY, KEEFPEEEHN THDL EEZ LN

P |

X3 i




£3 IR 2 EABWHERD (2021 4)

R T ARBRAF, 47, 2022

P 2a7 fh —
FURTT H Pt R ke
LAT XA ey Ameletidae 8 9
aBray Baetidae 6 123 79 35 6
R == Ry Leptophlebiidae 9 1
~ X T hhrany Ephemerellidae 8 97 16 1 2
EXvuahsray Caenidae 7 1
2 = N Gomphidae 7 4 6 16 1
TIABUFZ Perlodidae 9 3 1
Uy Z Perlidae 9 8 2
~E h R Corydalidae 9 2
U NS T Philopotamidae 9 1
AT N ST T Polycentropodidae 9 87
v hES T Hydropsychidae 7 38 3 4 7
S HL AT Rhyacophiidae 9 2 12 113 132
Y~ hrESTr I Glossosomatidae 9 5
EXMNESTT Hydroptilidae 4 1 3
T AA NEST T Brachycentridae 10 29
ax /U hEST Apataniidae 9 2
=rFavu hEsrT Goeridae 7 4 2 1
BT NS T Lepidostomatidae 9 129 3 1
aVa=arly} Dytiscidae 5 1
=207 S N = SV Psephenidae 8 5
EA RN Ay Elmidae 8 74 30 122 186
HH R Tipulidae 8 2 17 8
F gz Psychodidae 1 5
7 Simuliidae 7 1 27 5 5
22U J (a7 L) Chironomidae 6 369 568 2036 527
X7 7 Ceratopogonidae 7 2 17 60 15
YT HE~ 7 AL Dugesiidae 7 1 10
H U= Pleuroceridae 8 1
VYA Corbiculidae 3 6
T I (Zofh) Oligochaeta 4 383 57 140 24
=% | Hirudinea 2 1 4 3 4
Jaxz b Gammaridae 8 22
NS Asellidae 2 1 11 16
N LTEN e 1317 850 2655 936
H BLR 26 20 19 14
F 4 RRH)INCIB T HE SR (2021 4)
A i EER B HE 2

. ME7TH IIAM (Zof) =AU (R L)

Of B SXY B (EERL)  =hsay

F M 2 1 22U % (JEAE7 L) I I A (Fofth)

LY 22U A (EEAL)  EA Koy
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R T ARBRAF, 47, 2022

#£5 )BT D TS X TVASPT (2021 4E)
AR HhLA TS n ASPT
HIR7T B 184 26 7.1
B 136 20 6.8
HZ2iE 125 19 6.6
KR =G 87 14 6.2
ASPT=TS/n
TS ENE=Ro R a7 oA
nfEH L7= B ok
6 BEHAHINTIIT D AREBER (2021 4F)
S A 7T H B A IR
HUFZ 8 O 2 O
FHV T T 2 O 2 @ 113 @ 1322 @
Y~ her7 5 O
I vZ &2 hray
ek [~ hR 2 O
7 1 O 27 @ 5 O 5 0O
TIH
NN 1 O 10 O
VU=
goaxT 22 .
afE~w e T 38 @ 3 O 4 O 7 O
R N
il S S N =W 5 O
R PR E I
ThnwipKk |lat=rr~
HYU =) 1 O
T~ bR
A =X HA
IRAY 1 11 @ 16
SAH=xY
il eL 1 O 4 O 3 4
ER AN/ P =t
AV av T hy
=Ry RuYaxTt
AR A
\% Fa sz 5 O
ETH |=FIIX
XTlWK (=X T A
TAV AV H=
KB PR I 0 m v|I O m Iv|I T m Iv|I I 1
KEMERE O L @Dk 2 1 1 3 2 2 o 4 2 o 3 1 2
DOHE | @Dk 1 0 o0 2 0 0 o0 1 o0 1 0 1
A EHUAR24) 3 1 11 5 2 2 0 5 3 0 4 1 3
Z O HiLE D KB PR I I I

RO o HEEMOMIZOR, £ 5 b,

BoZv 2fE (3EENFR L bWVOHKTHIIE 3 FEH)
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R T ARBRAF, 47, 2022

£ 7 RIS T DAKE SRR (2021 4F)

GiERZTi 7T H ERAE H R iE KRG
AR 202143 17H 20214F3H17H 202143 H17H 2021423 H17H
PR 14:06 15:09 12:14 10:54
SIR(C) 18.5 20.9 20.5 19.8
AKIR(C) - 19.5 18.9 15.5
i (cmy/S) 33~40 95 26~75 20~38
pH 8.0 8.1 7.6 7.9
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Analysis of cases of PM2.s high concentration and yellow sand flying

Hiroko MATSUMOTO,Atsuko TSUJII,Nanaho SANO and Daisuke SOEDA
Environmental Science Section, Fukuoka City Institute of Health and Environment
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7. BRBEGEIZ S H 9 A 17 HEd 7.8 m/s T - 7= H3 B
HIREGE 2.5 m/s BiE CHERE L, S A 8 RICWEE O
(20) RALN. BAWRBME (K21 IckdE, s
H78M255H9 BITKEEDDDOTRIVIAS DR S iz,
%72, CFORS 7—%# (X22) XV SATHMS5H9
HIZKED S OEW OB B I, 5 A 6 HIZ
SOZFPEN 13.7 pg/m’ F T LEF U ANBIEYE OFEAD

ng/m?
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AREN. SATH®S S A9 HIZ AL Si ORRFER |
HLU, #HWIZLY PMas IREOEVIREEDfRWVZ &5 2
BNT-.5 A8 HMD 5 A9 HIZE B2 PMas N EA-
L7=HH & LRSI Pb/Zn EE23 0.5 AifE THER L
TV 72D R ORI 2 C P E KR E ) D OB 5T
DFBLZ T TN Z EANRBENT-.

PLEORER AR E 2, REFICITBEGY, B OR
KL DEAMRERICEY PMas IREN ER Lz L%
Z b,

80

T w0 § 250
3 5 sz WSOC
g- 0 § +HH NOs™
H ES s OBC
Cz’m —PM25
20 g
o
9
8 e - 00| e < it
® e ®e n
: pe ” E
g s oo = ﬂ-—r . l \ & — EE(m/s)
I N ° '/VV‘ ° \l \'/L % e s
5 V‘ .., *.l I\ LN | L) {
N P A R [ 7 O A [
W VAR R WALV I
v W
0
10 30
E s j\\/\ A\ AN ff\‘/—\f/ 25
“EE WM / \'\ / \,\[ s SEIEKE(mm)
£¢ ¢ o
ElS \ N s U’ia — BHEM/m2)
g, Pd\ /\/\// K sy
o %:( / fﬁ 10
o —5UE(C)
g - /\ s
0 J—/\j o

5/61:00 5/71:00 5/81:00 5/91:00

X 17 ACSA-14 JIERERK KR T —4 (5/6~5/9)

40

ECa #K
as &Si
mAl #Pb
#As mZn
& Cu & Ni
NFe B Mn
= Cr mv
s ®Ti
5/61:00 5/71:00 5/81:00 5/91:00
18 PX-375 MR (5/6~5/9)
3 2
“r
]
i
- L
101
L
45 06EI06 |
19-1 K=K (5/6)
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192 KKK (5/7~5/9)
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E
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i
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XuE (C)

X 20 EERg (5/6~5/9)

2)) |V PR -\
CELLEN
| 3 X\
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—B—5/7
—A—5/8
——5/9

4 calculatons for 2017-05-06 1200 020179599 1200,

BT RERAFER, 47, 2022

X 21

% TR (5/6~5/9)

U-V&Dust total m/s&ug/m3 JST
2017/05/06.09:00:00

P

A lev= 10.0 20.0 40.0 80.0 100. 150. 200. o
‘ 300. 400.
L >

XUNIT = 6.000E+01, YUNIT = 6.000E+01

ONIM KRG AL R (RIAM) EISTIRE B AT (NIES)

U-V&Dust total m/s&ug/m3 JST

2017/05/07.21:00:00

L 7 ! N - .
A lev= 10.0 20.0 40.0 80.0 100. 150. 200.
300. 400,
L= . i
XUNIT 6. 000E+01, YUNIT 6.000E+01

ORI R D0 RAT(RIAM)/ B IR IED RAT(NIES)

22 CFORS 7—# (HHMEX A 1)

400

400



4 FEH

AKHD PMas e R OIS E B DT 21T - 7=
FER, FENTRIZE L U7z 25 B 5 6 PMas @i B S
16 Ff, EAPTRICEFNIL 6 HB, WHOEAEFFIL3 &
Bl CThotz. MREFOK TEN1ANS 4 AT T
HMBLLTRVIZE AL OBRF BRI KRER K TH D Z
LERL, BEEBYRTHD Z IR I N, — T,
BRI K O E DTSR & W\ o 12 B 22 K G 4k &
D HUEE RO, BEEOKTEHERRLIC L 2 KUK
BhEZITTOWDHEEDHDZ Lotz £z, #Hwp
EHEHN DN TIE, KRG OFEIC LY
B RSy & B L C AR IBRED LA 5 FR0%ED
TSI 2 T HEKBERTE A D OB RIE S5 H5
DB EINT=. 5% BARTICET 5 PMas IREOHERIZ
SOVWTHERL TV SERH 5.

R
1) #BE OHERE, M PMos BERIREIIKE IS > T
LZ0O0?, RREBRETREE, 52 (6) , 177~184, 2017

2) Uno, lLet al : Paradigm shift in aerosol chemical
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composition over regions downwind of China, Scientific
Reports, 10, Article number 6450 (4 A 15 H¥&4T), 2020

3) FefR ELR, A SUNAEESIC I D BEFE O EIRE PMas
EREEREE I, KAERBIEREE, 45 (5) , 227~234,
2010

4) Kaneyasu, N., et al : Impact of long-range transport of

aerosols on the PM2s composition at a major metrop

olitan area in the northern Kyushu area of Japan,Ato

ms.Environ.,97,416~425, 2014

EBRF & HBRIFSE & O T RILEFE: PMas OBREE

FEYEIE 2 b 7o b 3 RISy /RSB 15 YL o i B
PRk 28 £E~F-pL 30 4 )

HELE, ff:fal, KB, > <IETHR L7z ©

P& R TS LT 2 % BRRER RS & HUBS et

PEOFENT, KEEREETFRE, 44 (2) , 91~101,2009

AT, il - BROREEERERME TR T 55

TR EE PMas (263 2 KL D 37 BT, KRR 468,

55 (4) , 169~181, 2020

8) FUKUDAism : Jull 78 H EAI0EZE L 5.2 5
K OREERFE, 2020

9) VIR : RS T 2 LD 5D EVTONT, BB
b7, 3 (4) 673~682, 1993
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FRAEER SR A5 D Y TV H A L PCRIEIZE D
Campylobacter jejuni/coli Gz {5 D KFT

HEPRASE - EMEE - 1 VRN - LSRR - ok A
AT T R R BT S R A

Investigation of the Rapid Detection Method of Campylobacter jejuni/coli
from Transport Medium by Real-Time PCR

Asami NAKANO, Maika KOGA, Sayaka TANOUE, Shiori MITSUYASU
and Norihisa MATSUNAGA

Health Science Section, Fukuoka City Institute of Health and Environment

B3 )

& M T PR EEBR BEMFSE T CIE, RS N5 D U 7V Z A 2 PCR EIZ L A Ul Ayk 2 IS L,
BPEREICET 2 A AR L CE . AFETIE, R0 EPHICHERZEG L, AhEHEdlEo
FERREICET HIEREHGH 2 AN E LT, b MEEZR N LSRN0 U 7L s
A I PCRIEIZ X D Campylobacter jejuni/coli Bl HHEDMF 21T o7, b FEMEZ IR L7 MfE
O EE N OV ORRBIRAES 2 77 L R b RSN BERE U RS AR U 72tk OB R B i & B85 1
HHEZITV, U7V Z A APCRIETHAE LIZE 25, BIEDIEYE (C jejuni/coli DB T FRHH)
DOFHRITHBEFELETEE LY, BT o7 20205, REFEEREMNSD Y 7L H
A L PCRIEIZ L D C. jejuni/coli FHMHTEIZ L » T, X 0 #E &P HHAED R EICET 5
THMERD ZERARETH D RS,

Key Words: 77> v 1/37 % —J& Campylobacter, Wiikh5Hi Transport medium, U 77 /L4 A
XA PCR  Real-Time PCR

\CHERE L OIS SR Z IR/ E T 21T, U7X
A2 PCR (LA'F, TqPCRJ &95.) EHHWTHRY

1 FL®IC

BT CIERTEROERANRE LGS, AU T

ERAWTHENGEOBEGEZ B, EERIT 5.
ZLT, ERERS TR L, 73— XK
(LT, Tk L345.) 280 msicimes
%, HLMIAE M T RME SR B IE T IR A S D 2 &
272> TN A.

A PFREEO G OFEAERICIE, Rl IEHE A A
DGR OB IEIC KR E < FHT 20, MERAIXE
BRENEL 2570, @, MEOSHE - FEIC 2
~5HEZELTWAD. ZD72O YT T, C. jejuni/coli,
FE R T B & OGS Bt KGR RIR & LCE
PIDEFNZIN T, EHERE R R E%ICF
RS C B R TR T 2 71k (BAT, T8&iE) £ 95.)
EWAT LT, b MEREA R L 7o s B M A B B

BIRF OB ZT O ik (DU, EEERHE &7
H)ICEY, N FRRNEELHEETED L HIEZOT
W5,

L, W@EsRHETIE, BERY 2 Lkowmm®
BB\, BRI 5 W B A FH T 24 R B
ELctk, 7n ) BNE TR I EZTY, £
DB 1% qPCR IETHRA L THERZG L7120, #ik
FIBY FE TR ATR 24 BFRLL E A2 Z L Tz,

AWFZETIE, HBEZ R L L0 300N C. jejuni/coli
DB FEBmH L, BRTaRRED TEREICE T D5
WEMLZEEENE LT, MEMEETFEOPFTRD
TN\ C. jejuni/coli % XFHIT, FRlEfmREEs
MEH O qPCRIEIZ L D C. jejuni/coli kR HE (LLF,

MsRr R s ) &9 5.) ORFHEITo7z.



2 EERAE

FUEHZIE, AR 31 AR HAFD 3 AR F ClchE
THRAE LK, Brem Ny g —f e B cERE
ST 143 FiE E Tz

HEHRRIE T, b NI AR LA
RNT v 7 AIFH—TiRM#%E, 7L AUt (7
Fv h=drvn (HFEWEFFIEHT)) 10 mL 128
FE L, 42°CC 24 WSS L2 B #K 100 uL %
AEFE LT, 7 U BdihiE (13,000X g T 5 4yl
L, biEBRZE%, vLiEIC 50 mM NaOH 85 uL # i L,
100°CC 10 23 INEVLEE. Z D%, 1 M Tris-HCl (pH7.0)
(=vAR>Y—2) 15yl ZMATHML, 61
13,000Xg T 5 syizls.) CT#fzHH L, qPCR %17
W, CtIERE LN b DR EMEE L.

MR IR IR CIE, b B3 AR L kR
EARNT v 7 A X —TiRfM#%, 500l WL, 4
L7 B 7 v U B I Tl B T L,
qPCR 1T\, CtERNHFOLNIZ DA E L.

7p¥s, MR L R O S R MU 5 0D qPCR 15
ICHWWZ3ZEIZIX, Premix Ex Taq (Perfect Real Time)
(BHTNRAE) RO, KREO02 M 7T 4 ~—,
02uM Fu—7 L7 b X HRAL, SuL OFFEER T
(T 7v—1h) ZINZTE 25 uL DIGHR E L=,
qPCR M L7127 74 ~— k7 v —7 DS,
qPCR SR DAL, qPCR IGEMEITHR 1~3 DL
D T, gPCR Z%{&(Z1E QuantStudio® 5 (Thermo Fisher
Scientific) %V 7z,

£1 HHLET7A~—LO T a—7 O/
ey AW ilF (5-3) ik

C. jejuni hipO-F  CTTGCGGTCATGCTGGACATAC 4)
hipO-R  AGCACCACCCAAACCCTCTTCA
hipO-P  VIC-ATTGCTTGCTGCAAAGT-MGB

C. coli glyA-F  AAACCAAAGCTTATCGTGTGC 4)
glyA-R  AGTGCAGCAATGTGTGCAATG
glyA-P FAM-CAACTTCATCCGCAAT-MGB

22 qPCR SIS IR DRELAL

e (pL)
Premix Ex Taq (Perfect Real Time) 12.5
ZTEN 4.8
25%Primer mix 1
C. jejuni 13 Hi FMGB Probe 0.6
C. coli 3 tHi FHMGB Probe 0.6
ROX Reference Dye I 0.5
TTL—h 5
&at 25

fE TR BR AR, 47, 2022

#3  qPCR S 5AF

AT v R S

W P 95°C30 b

95°C5 ¥

PCR [ 45 1 2 b o
60°C20

3 XER#ER

s R R S O B AR B O RS R A & 4 107
T S EE MR VA TR & e o 7 55 MR, BRI
BHETHETEMEL 2o 70, b ks s TRk
Lol 69 BIED 96, 54 FIRITHEEZRITETY
Btk & 72 o 7273, 5% 0 15 BRI G 4 4 HE Cldpa sk
Ll oie.

7eB, WEORTFEMA L WIT L TCEREIT o127
O, WEERHEERATNICEEEE TCan=—21 50
TG EITIE, WEERHEEZ TR o7z,

FK A4 R ER MU R L PR R R R 0O ek
HE %R HIE RIRE)

K5 (=43
0305 1 Btk 54 15
Rk
(B iR%0) [EXES 0 55
4 ER

AHFIE UL, VEEE # A L & 0 30> C. jejuni/coli
DEEFERB L, BEPEREOSEREICE T H 1
WAL EAERNE LT, Wkhi s ko %
T-7=.

BN A G L LT, Eas st R ik & B A iR
HIEORER A i U= & 2 A, sshs ks s cadk
ORI, WEGBREETHLETREL o720,
DERT RS L CRGPE ORI, M B 2 W s TRk
ERDHOBEENTEY, ThiEEIZ VBNC (Viable
But Non Culturable) REESIIFEE O VT OB HIZ
X2 boTIEHARV L EHERE S,

BHPFERAERCIBW T, &R R TR A
FHIZ C. jejuni/coli DR T OF WA FIES 508, i
RERE MR HE VR U, ARG M O R R T 21T
VY, RRIEIALK 2 FFR CRER B/ oD, LD

_94_



TR IC B FHRE O F BT AR A5 5 2 LR
AHECTH D Z ENRENT.

F 7z, WLSEEHURR Y5 C C. jejuni/coli T D &R
ZR L, BEGBREE T C jeuni OBETOHE
i U7k 2 Mk - 7. 24U, C coli N7 L
A R U E EN D PUEME IR L TR AT
LERESNTND® O Zehh, TR URIT
I CEX o e RN H D EE 2 bz, C
Jejuni/coli DYEEES - E LTI, 7L A U E AL
MUBSHIS IR OB DD, FAFLEORKMEE LN
FRRIZI, AV b B D S@RERE T LR
Bz Wb 2 Engwn. 72, BFEEARICED
IARENDHBEEDOHRBITMHRFFSNATND ZLRE
<, WOBENEEINDD, EEOCHENEESN
LRAEDD C. jejuni/coli T B 7= 121%, HEEN
LOEEEZBE LI OFERABRMELE bR TND
WA R TR, M OB A TP, B
LU= D C. jejuni/coli O @FE % EHEIZHRE T 5
7o, WRERE U B O RS R B S W2 B HERIIC &
D, REREICL D BEROREER EXAMFCE 2
LRI STz

S bR E T, X ENORED DR REIED
etz HIE L, Tk CULEICREFTZ4a8 & 3517
BB E O F e\ O F B~ O G A eI D — i & 4
TWn&E 7.

R T ERERAFE, 47, 2022

Xk

1) BREELA, fh: V7% A 5 PCREZ AWt b
R WS D Campylobacter jejuni/coli f5i ik
OFRGES, T RAEER BN JEAT i, 43, 43~51, 2018

2) HAMER, L : SYBR Green real-time PCR %% f»
RGP OVILVEXRTBEA Y Y —= 2 VLD,
Rl T ORI BR BERT JE T, 42, 96~99, 2017

3) A GTB)AR R R R L 22 A B AR e AR R
FAEETE 1120 265 1 5 %8 i MR 026, 0103,
Ol111, 0121, 0145 KT 0157 DHEIEIZOWNT,
Rk 26 4F 11 H 20 H

4)Mily Leblanc-Maridor et al. : Rapid identification and
quantification of Campylobacter coli and Campylobacter
Jjejuni by real-time PCR in pure cultures and in complex
samples, BMC Microbiology, 11, 113, 2011

SFEMEDE, fih - WASBRNLDON v Er T X —f
H D72 60 DIRIREE WU BIF 2 Brat, 48 1RATEDT
JEATEJE e, 39, 4~7, 2009

6) FEEF T, fil: BRNPOL U Er T ¥ —filik
DR, HHEMERE 22 A8 & 2 —RFJEAR R, 61,
227~231, 2010

7 EHRIE . SEYCB T D ey 2 —HIGH
DIFEE LR, AARRMFPETEREE, 65 (5), 270
~274, 2018



fE TR BRI, 47,

V7 VA A A PCRIEIC K D = FIERYWE O FGER A B O RS,

HATER+ - ABREET - EaFN - FEAF]
i R BB E T (R 77

Improvement of Rapid Real-Time PCR Assays for Detecting Pathogens of
Category lll Infectious Diseases

Sawako TAMURA, Akiko KUBOTA, Ikuyo OISHI and Yuri ABE
Health Science Section, Fukuoka City Institute of Health and Environment

ZKY
FE AR TR 22 R 35K D B3 D ZFRRMYUEIC ST, Rl R B O @ R EE DN A B
RIS, BIRFEARICOWTY 7% A 5 PCR (QPCR) IEIZ L DB RHEORF 21T 7. K
RIS RBIG T2 E—F v MCA v —H b—F —ER O TagMan 7' 11— 775D 2 FEO M
RIZOWTHFTL, BHREOHREZIT 7. Bt LERERPEFENRLDOR 7 Y —= 0 VRIS
BAFRECH D0, FH O FEEERR RIS SRR O AR R B R & W IN U 7 3E 01 1 15 38 1 VK 2 A
BeRRiR & LT, MM DR EZIT o 7. BWRIRIZI T D IR A B2 I C O FIRME L,
A B =T L —F —{ETHRFE : 1.8X103cf/mL, =L FH (01) :12X103cfw/mL, $LEXRTE
0 1.7X10% cfu/mL, TagMan 7" & — 7L CIGE HIMMERIGHE : 1.7X10° cfw/mL, FRHE : 1.8X10?
cfumL, = L& (01) :12X10%2cfwmL, =L FE (0139) :83X10%cfumL, F7 A : 3.8%
102cfu/mL, /XT7F 7 XA AK :49X102cfu/mL, VILEXTEE : 1.7X102cfu/mL Toh o7z, FEfHEF
IZEEND DNA HIRLEME OB L ZIT0T WEFEHEERKR T, 2 CToFEEICBW T+

2022

IRV SRR S, AR ZHHRBGYE OB A FRAETIE L LTAMTH D Z LavRan.

Key Words :
Escherichia coli, #R#IH#  Shigella spp.,
INTFTAA Salmonella Paratyphi A

1 LIS

TR FT AR EEER BERT 22T T, TRYWIE O T B K VR
DERFIHT HERICET 28 (BT, TEGEE]
LT 5. ) OHFICET D ZHURYE DI AERFC, JEY
FEIRIZ IS &, BB S O R & F i L C
WD, ZRHRRYE O T T B IBE R GE (LA
[EHEC) &9 5. ) RTMIRIC X 5 BYLIE (35 AR A
<, IR CIUERAERLT 22 BH Y,
FER%S COEMBRO Y 27 L@, F0H, o
TG ORI R F ASERS IEOREE NS HE L 72, H]
WO EMICHREMSRZETT 22 MR TY
5.

YR CTOBMBEFIEIZN 1 ITRTEBY, HrdEEsy
BlERs e L B RERR 20T L TIT, B SRR OB TR
25, JEFRICF M 2 BIE T IZ DWW T PCRIZE D 22

U7 /% A2 PCR Real-Time PCR,
= Vibrio cholerae, F 7 A Salmonella Typhi,

- 06 -

5 7 HH i A K

enterohemorrhagic

J—= UV TREEZERLTWD. 27 ) —= 2 THER
PERFIZIE, BEIRD D b OBERERZ1T 5. HIORRE
WZDOWCHOGEEL FE, FHRI7R BB T OMERE LT
W, FEREZHEL TS, MEOSHE - REICITZ—ED
FE 2 B3 5720, REAEORELIZIE, BRTHREEO
SENRDHND. YT, Ak 30 4205 EHEC O
~NpiER (LT, VT &35, ) BETHRECY 7V
2 A 5PCR (LR, [qPCRJ &35, ) {EZHAL TN
20, EOMMo =FRGYERFE GRFE, 2L 7 H,
FTRE, NITFTAABR) OBIGETHREIZOWVTIT,
TRy a AV PCRIEEZAVTEY, qPCR kL& g
T2 EREROETE TICHRZE L TV e,

T, ZHRRYYEORFEBRAIZ OWT, dadiho
FERMEOBSWREILEOMENL % B HIZ, qPCR HEIC X 5
fEFBIEORM EITo 72, 28, BERH oMbk
W, MHERERMEIZEOSHRA = R FASE LV TagMan 7' 12



—TkE, AT A MPLLIKIEROBE L ESIZN
TagMan 71 — 7 EIZ AR TRIBFERMIEICE DA 2 —
B L—F—1ED 2 FHEOMH R TR E1T- 72,

R T ARBRAF, 47, 2022

# 1 EHERK

PSSR L

ﬁg |

| PCRA 7 U —=> 7t |

VIEETHEE
Sy

.

[EEb Lo o =— %403 |

v

AL AR IR AR
1 1 AR

PCR

.

VTiEs - O

K # DFIE

1 7L

|

A5 H i A R A Pt

B 1 D ORAETFME (15 LR #)

2 =XEBAE

2.1 dPCRBRHERDIRE & RHBFREDHEE

2.1.1

ERAERE U E A

Syl A

LETRAED 6 BRE 7Kk (R 1) ZHV, EEGHIED
FARERE R ISR 2 ORI A L7e.

887 HE L P A5 R R i

enterohemorrhagic
Escherichia coli (EHEC)
(0157 VT1,2)

FBE VAR

Shigella sonnei

(BF 7 A - RTF 7 A5

=8 Vibrio cholerae (O1)
Vibrio cholerae (0139)
Wi =7 A Salmonella Typhi
INTFT A Salmonella Paratyphi A
PIVE R T EYYE Salmonella Oranienburg

F2 EHEH

S. Paratyphi A
S. Oranienburg

i PEGHI R BT B
EHEC R HERE KL i Tryptic Soy Broth
S. sonnei (TSB) Kzt
S. Typhi

V. cholerae

Trypto Soya Agar
(TSA) Hi#h

TNT Y RT R K

21.2 A23—hL—4

N 754<—

&

3 WREOER IR F R 4 O T T4 ~— %%

E L7z (R3) . ¥/, PCR NEHEIEIERE (LIT,

MAC]

L9435, ) & LT, Yersinia ruckeri (JCM15110) 72>54h
H L7z DNA # M\, Y. ruckeri 0 16S tRNA BEin T %14
T2 IACHHEH 74 ~—%H L7 (E3) .

£3 TI9AM~— Ao X —DL—HF—k)

e EAY)
RN B TR AR T B WA (5°—3) OD?ES & TmfE  3CHk
A S. sonnei ipaH ipaH1672-F  CTCTCAGAGGGTGGCTGACC 90 85.2 1
AR ANER AR T ipaH1761-R  TCACGCATCACCTGTGCA
B V. cholerae ctxA ctxA-F TCCGGAGCATAGAGCTTGGA 120 82.9 2
a L I HERBIET ctxA-R TCGATGATCTTGGAGCATTCC
ompW ompW-F AACATCCGTGGATTTGGCATCTG 89 80.9 1
FRAFRAMBE S R 7 BB T ompW-R GCTGGTTCCTCAACGCTTCTG
C Salmonella spp. invA invA139 GTGAAATTATCGCCACGTTCGGGCAA 284 85 3
1R MR 7 B s T invA141 TCATCGCACCGTCAAAGGAACC
IAC Yersinia ruckeri 16S rRNA yers-F GGAGGAAGGGTTAAGTGTTA 68 77.3 1
yers-R GAGTTAGCCGGTGCTTCTT

- 97 -




2) oPCR ittt

gqPCR #£{E(Z21E QuantStudio 5 (A4 777 /v —X
Ty oRy) AV, KISHEEIZIE TB Green® Premix
DimerEraser™ (Perfect Real Time) (¥ #7354 4) % H
Wz, PCR BUSHEDMAIIR 4 DEBY THD. £512
TR BUGEAET PCR 217V, BHIE AR CHIIE 2 Es8 L,
IR EEY) O RR MR BT CIERB B OBt = v b e —
VL= Tm EAFLNTEbDOEBMEL LT,

# 4 PCR SUSERDMAR (A > X —D L—%—iE)

E S & (L)

TB Green Premix DimerEraser 10
ROX Reference Dye II 0.4
Primer F (10 uM) 0.6
Primer R (10 uM) 0.6
IAC Primer F (10 uM) 0.6
IAC Primer R (10 uM) 0.6
TR A K 3.2
IAC DNA 2
template DNA 2

&t 20

#*5 PCROKIGHFEM (L& —h1L—H—k)

. NS I ] .
T e o TR
T2 95 30 1A 7
95 3

PCRI 55 34 35 A 7
72 40
95 15

AR S BT 60 60 194 7
95 15

2.1.3 TagMan 7O—Ji%
N F734<x—RUTO—7

6 HREDEMN B REAIC 10FEED 7T A ~— K
Ta—TERELR (F6). £, IAC & LT, 16StRNA
BEFXIIATAREBREFZAY, % IAC ZiET 5
IACHRHA T 74 ~—RkOTe—7%BHA L~ (Fo6) .
2) oPCR ®is&H

qPCR #£#E 1213 QuantStudio 5 (A4 777 /av—X
T V) BV, KSREKIZIE Premix Ex Tag™ (Perfect
Real Time) (#7354 4) & MWz, PCR BUGNKIZ
Premix Ex Tag™ OIRFFHAEICHEVER L, £ 6 1R T

- 08 -
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MBEIZRD LI T IA~—ROT e —T%REAL, A
TAKRERT 1yl JAC & LCATAKERTZHAVD
BA) , 88 DNAS uL 2z TaF 25 uL OUGHR & L
7o, FTIORTRISEMET PCR 21TV, IR T Ct
ERELNZLDOEBIEE L.

#7 PCR OGS (TagqMan 7' 12— 71E)

15 FRFE]
AT =Y A 7
7 CORNG)
HIERZE 95 30 1A 7
95 5
PCREJix 4591 7 v
60 20

2.1.4 BHEREOHER

FAEHR A R 2 OWEGHIIERHIT 36°C, 24 FF[H]
Bk, Bt SN oo = — AR AR AT KIS IRE L,
McFarland Standard 4 (B4 AV =— « Uy /%) (THWE
bW TR EIRE (R Lo, & W O T TR % 1
BT A K CEMEAIR 21TV, ABCRA % Bk L C B
PERTIREIR & LTo. & B O B A IR BER 100 L % 45 B
HEHIA B (n=3) 1B ER L, 36°C, 24 FiffIE&E% o n
=—HAEF L. 2 e =—%28 30~300 HOHEHO B
AR A R L L, ARMEN SRR L.

T, B A— & —108 cfumL @ B:pEA R E IR %
EHEC Ok O ziévy, 7v U BdiHiE T DNA i
HAE1T - 72, B 100 pL % 12,000 rpm, 5 %704,
IEMZE L7 2B 50 mM NaOH 85 uL Az 98°C, 10 4y
MINERER U7, 2 OMWEEHE % 1M Tris-HCl (pH7.0) 15
puL THAIL, 12,000 rpm, 5 43fliEC L7z RiE % DNA
Hiig & L7=. DNA fiithiik% TE buffer (pH8.0) THE)S
IX10° cfmL & 722 X OB L 7= b 0% R
DNA &L, 2.122), 2.1.3 2)DO£4MT qPCR % Ffii L
7o, CtEMBHEHIED IR & 72 RO EE (cfu/ml) %
B FERE S UCHEE L.

2.2 HEBEESERTOREREDHER
2.2.1 gPCR ;%

F£1OEKER, 212 L 213 THRILEA V¥ —
J L— & —3E KO TagMan 7' 10— 7150 2 FEIEO M H
T qPCR %2 L7=.

2.2.2 BmUHREOHER

b hE(E AR 2 OB TR C 36°C, 24 RERIES L,

H D COEABRIE T DNBEETH D Z L 2R LZL D



R T ARBRAF, 47, 2022

#£6 TI7A~—KkOFv—7 (TagMan 7' 11 —7{%)

y g
T i BT 2 et oy lai%?? itk
~ P
A EHEC stxl stx1-F GGTTACATTGTCTGGTGACAGTAGCT 0.16 71 4
VT1# T stx1-R GCATCCCCGTACGACTGATC 0.16
stx1-P FAM-ACGTTACAGCGTGTTGC-BHQI 0.12
stx2 stx2-F GAACGTTCCGGAATGCAAAT 0.16 63 4
VT2 a1 stx2-R CTCCATTAACGCCAGATATGATGA 0.16
stx2-P HEX-AGTCGTCACTCACTGGT-BHQI 0.12
B S. sonnei ipaH2 ipaH2-F GCACGCCAACACCTTTTCC 0.20 59 5
MR ATER T ipaH2-R TGCGTGCAGAGACGGTATC 0.20
AR T
ipaH2-P FAM-CCTTGACCGCCTTTCC-BHQI 0.20
C V. cholerae ctxA ctxA-F TCCGGAGCATAGAGCTTGGA 0.20 120% 2
a LT mREnT ctxA-R TCGATGATCTTGGAGCATTCC 0.20
CtxA-P FAM-CCGTGGATTCATCATGCACCGCCACGG-BHQI1 0.20
ompW ompW-F AACAAACCATTTGCGGC 0.20 104 6
HRFFIMES 757 ompW-R TACCGAGGCAATACCCG 0.20
BT
ompW-P HEX-CACCAAGAAGGTGACTTTATTGTGCG-BHQI1 0.20
D V. cholerae Ol-rfb OI-F GTAAAGCAGGATGGAAACATATTC 0.20 113 7
OlfUFE AT Ol-R TGGGCTTACAAACTCAAGTAAG 0.20
Ol-P FAM-AGAAGTGTG/ZEN/TGGGCCAGGTAAAGT-BHQI 0.20
0139-rfb O139-F CATACCAACGCCCTTATCCATT 0.20 160 2
O139HUFliE 5T 0139-R GCATGACTGGCATCCCAAAAT 0.20
0139-P HEX-CGGGTGAGAAAAGACAGCAATAACACCCG-BHQI 0.20
E S. Typhi ST ST-F CGCGAAGTCAGAGTCGACATAG 0.20 131 8
F7ABRBRBIET TR AAGACCTCAACGCCGATCAC 0.20
ST-P FAM- CATTTGTTCTGGAGCAGGCTGACGG-BHQI 0.20
S. Paratyphi A Pa Pa-F ACGATGATGACTGATTTATCGAAC 0.20 104 8
INTTF T AAE Pa-R TGAAAAGATATCTCTCAGAGCTGG 0.20
RS T
Pa-P HEX- CCCATACAATTTCATTCTTATTGAGAATGCGC-BHQI 0.20
F S. Oranienburg invA invA-F AGCGTACTGGAAAGGGAAAG 0.20 115 9
FRAMER 7B invA-R ATACCGCCAATAAAGTTCACAAAG 0.20
BARTF
invA-P FAM-CGTCACCTTTGATAAACTTCATCGCA-BHQI 0.20
IAC 16S rRNA 16STRNA-F CCTCTTGCCATCGGATGTG 0.04 10
v FAIHEAH 16SrRNA-R GGCTGGTCATCCTCTCAGACC 0.04
16SIRNA-P CY5-GTGGGGTAACGGCTCACCTAGGCGAC-BHQ3 0.12
TIAC IAC-F CTAACCTTCGTGATGAGCAATCG 0.10 145 11
v FB~FIZfEH IAC-R GATCAGCTACGTGAGGTCCTAC 0.10
IAC-P 3 -AGCTAGTCGATGCACTCCAGTCCTCCT-BHQI 0.10
* AHFFETHE DT E.

¥t b B, FITdE#E HEX, v b C~E 138603 Cy5 2 /.
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T EFHERRE S UCHEA Lz, 3.6mL o #FEER
FURIZ 2.1.4 TIER L 72 & BERE O BEBEA IR B TR 2 400 pL
INZ 7= BRI RS R IR A ik & L, &Rk
100 uL % 2.1.4 LR U7 v ) Btk ¢ DNA fliH L,
B DNA & L7=. 2.122), 2.1.3 2)D44:T qPCR %
Ehi L7 1 EkE®H =0 & NEME 3 BREEZHY, 1| HR%
N ERl—RrzE 3 VIR L7 GF9TA M) .97
A R ETITEBW TN L 7o T2/ NEE (cfu/ml) %
HI N RRAE & L7z,

3 =REER

3.1 oPCREHFRDEHERE

A B =T L —F—{E KO TagMan 7' 12 — 7B
ZEEMOBRH TIRMEEZES, 9IRT. f X —H1L—
A —IRIZ X DR FERE, JRATE ;103 cfw/mL, = LT

R T ARBRAF, 47, 2022

0 10° cfu/mL, VP AEXTEHE : 10° cfu/mL TH Y,
TagMan 7' — 7 {5 & 2 HH FER{EIX EHEC : 10°
cfu/mL, FRHIE : 10" cfymL, =L H @ 10 cfu/mL,
7 A : 102 cfu/mL, /X7 F 7 A AR : 102cfu/mL, Hv
ERTJRE : 102 cfu/mL THo7-.

3.2 EFBEEEERCORERE
3.21 43 —hlL—4—&%

AP —=H L —F =B K DR EORIERRE R
10, AEAED qPCR ORISR TR R4 B 2 1077
B BRR OB 2 WIN U 72 B R R IR T ORI TR
TEIFRATEE  1.8X 103 cfu/mL, =L (01) :1.2X10°
cfu/mL, VILEXTEE : 1.7X10° cfu/mL TH-o7-.
3.2.2 TagMan 7O—Ji%k

TaqMan 7' 1 — 72 L AR ORER R EZ R 11
VR, BERO B & BN L 7- R E R EH IR T o
K FRRAEIX, EHEC : 1.7 X103 cfu/mL, #RFIE : 1.8 X 102

#8 A UHF—TL—F—EICRBIT AR

. i . i
KA i miET D R
(cfw/mL)
R PSR S. sonnei ipaH 10°
a3 V. cholerae ctxA 10°
ompW 103
P IVE R T REYE S. Oranienburg invA 10°
BT 7 2« RTF 7 2AET)
# 9 TaqMan 7' v — 7B BT DM HRE
R [
Kt i miEEy T
(cfw/mL)
B L i A A SR i EHEC stxl,stx2 10°
R PSR S. sonnei ipaH2 10!
a7 V. cholerae ctxA,ompW 10?
Ol-rfb 102
0139-rfb 10?
WF 7 % S. Typhi ST 102
INTFT A S. Paratyphi A Pa 10?
P IVE R T REYE S. Oranienburg invA 102

WGF 7 A« T F 7 2ETe)
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10 FEEWEREER COMHBEE (4= L —2—ik)

A — 5 —

PSES [ RS (cfwmL) 10 10° 104
AR S. sonnei ipaH B (cfu/mL) 1.8%10? 1.8x10° 1.8x10*
PSS 1/9 9/9 9/9
arg V. cholerae (O1) ctxd %L (cfu/mL) 1.2x10? 1.2x10° 1.2x10*
Bt 4m 2/9 9/9 9/9
ompW % (cfu/mL) 1.2x10? 1.2x10° 1.2x10*
it 4m 0/9 9/9 9/9
U A Y i S. Oranienburg invA % (cfu/mL) 1.7x102 1.7x10° 1.7x10*
(BT 7 A - RFF 7 2E ) Bt 4m 0/9 9/9 9/9
S. Sonnei (ipaH) S. Oranienburg (invA)
70,000 L;C 60,000 . o
. 60,000 : . 2 :
~ 50,000 - Tm: 85.7 ~
& < 40,000
8 40,000 &
% 30,000 3 30,000
5 s
<9
10,000 10,000
0 0
70 72 74 76 78 80 82 84 86 88 90 70 72 74 76 78 80 82 84 86 88 90
Temperature (°C) Temperature (°C)
V. cholerae (01) (ctxA) V. cholerae (O1) (ompW)
50,000 50,000
40,000 i
e B o Tm: 81.1
& % IAC
E 30,000 \%)-; 30,000
8 5
z 20,000 2 20,000
g 8
= =
& 10,000 &= 10,000
0 ] 0 , 1 1L 1
70 72 74 76 78 80 82 84 86 88 90 70 72 74 76 78 80 82 84 8 88 90

Temperature (°C)

® : 10%cfu/mL, A :10%cfu/mL, X
TmfE Xt E = > b 2 — L DA

: 10%cfu/mL

Temperature (°C)

2 AW D Rl iR A
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F 11 HBEHEEEREK COMMEE (TagMan 7' 0 —7'1%)

G i mitsr oo 10' 102 10°

5 Y i A P S i EHEC sixl,stx2 Hi¥k (cfu/mL) 1.7x10! 1.7%10> 17x10°
Rt %/m 1/9 6/9 9/9

FRICHE (stxl) 37.71 39.61 36.27

FRICHE (stx2) 37.38 40.26 37.09

B AR S. sonnei ipaH?2 %% (cfu/mL) 1.8x10! 1.8x10? 1.8x10°
Rt %/m 4/9 9/9 9/9

SEHEICHE 38.83 35.40 32.23

ar s V. cholerae (O1) ctxd,ompW B (cfu/mL) 1.2x10' 1.2x10? 1.2x10°
Rt %m 5/9 9/9 9/9

FHICHE (ctxd) 37.12 34.41 31.45

FEICHE (ompW) 39.83 39.20 36.25

Ol-rfb % (cfu/mL) 1.2x10" 1.2x102 1.2x10°
Rt %/m 3/9 9/9 9/9

SEHEICHE 38.60 36.72 32.80

V. cholerae (0139) ctxA,ompW B (cfu/mL) 8.3x10' 8.3x10? 8.3x10°

PEEyn 9/9 9/9 9/9

SEEICHE (cxd) 37.01 34.09 30.98

FHICHE (ompW) 38.51 35.50 32.52

0139-rfb Bi% (cfu/mL) 8.3x10! 8.3x10? 8.3x10°

£y 3/9 9/9 9/9

SEHICHE 38.95 35.36 32.34

W7 A S. Typhi ST Bi% (cfu/mL) 3.8x10! 3.8x102 3.8x10°
EEyn 3/9 9/9 9/9

SEHICHE 39.14 36.42 32.77

RTFT A S. Paratyphi A Pa B4 (cfu/mL) 4.9x10! 4.9x10? 4.9x10°
PEEyn 2/9 9/9 9/9

SEHEICHE 39.83 38.29 35.00

TR T YA S. Oranienburg invA B (cfu/mL) 1.7x10! 1.7x10? 1.7x10°
WGF 7 A« T F T AE L) Bt $/m 2/9 9/9 9/9
SEHEICHE 38.55 38.34 34.41
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cfu/mL, = L F 1 (01) : 1.2X 102 cfu/mL, = L 7 (0139)
: 83X 102 cfu/mL, F7 A : 3.8X 102 cfu/mL, /X7 F 7
A ABE 4.9X10% cfu/mL, VLERTIRE : 1.7X10?
cfu/mL Th-o7z. 2 FEOM R ZBRET LR, =
VIER OV LERTBEICONWTIE, A F—hL—
AR X D PERR LD | A= —EN - HRE N
Boniz.

4 FEH

SHEREYE OB 21T 9 72 qPCR EZ T L,
FIFFURIC BT HAEM B T ORI IRE OTE % 1T -
7. FOFER, A v Z—H L—F —EORH FHMEIE 103
cfu/mL, TagMan 7' 7 — 7LD TRIEIEL 10'~10°
cfu/mL T, B L7250 T CIHEMER T & B ISR
T&fz. £, BENLOBEBTAZ ) —=2 T Rkik
ELCTHEATFRETH 20 MR T D720, #EOHERE
TRIZ AR O 7 RFHE B IR 2 R0 L 72 b D & RO
e RALC, AT ORILEE OMREITo 7. %
DOFER, A v 2 —0 L —2 —EORH FIRMEE 1.2X10°
~1.8X10° cfu/mL, TaqMan 7 v —7{EOKH FIRMIX
1.2X102~1.7X10% cfu/mL Td > 7=. DNA HEHEYE
DB ZEZ TR T WRMEHERRRICENTH 07
HUBE 2 HEER S, ARTED ZHURYE O RE S5 F A
EELTERTOLD Z EmaEhdz. Fie, £ 2—0
L—# —jk & TagMan 7 00— 750 2 FEO M R % %
L2 & T, BMSCHRICIE U TREESRINTE S
X9k, mEKHOMILERND Z LN T,

AlEfRF L7z qPCR EEZE AT H Z & C, MAERMD
KB FMEZ KD Z ERATREE 72 0, JIRAE O F ASERS
1R OITEBHGE DORELICTF S TE 50 EEZ 5.

3k
1) Fukushima H et al. : Simultaneous Screening of 24 Target
Genes of Foodborne Pathogens in 35 Foodborne Outbreaks
Using Multiplex Real-Time SYBR Green PCR Analysis,
International Journal of Microbiology, 18pages, 2010
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FA O AT T DOFEEAHFN O E D BIE D S OHEE
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Estimation of Measurement Uncertainty Arising from Analysis of Nitrite as a Color
Fixative in Spicy Cod Roe

Kenichi SATA , Hiroki KAN and Etsuko MIYAZAKI

Health Science Section, Fukuoka City Institute of Health and Environment

Z8

BEARFENSIL, SICL VLN LE D ETAETH L EENFIET 2HEEZ 7T HOTH
v, ZOWEMBIZELVOWEOSEEZEEMNRTZ ENTE 5. @WTTTIE, Wi
WIEREIC BT, BELTHIEF DA W ORAERRAZESER L LTEY, thofihic
H L CE < ORIKDIEMRE LT > TV D, PRIEBEERBEFZET CIE, JEAl L L COMHERR OB
TIZEBWT, SPTREROGBHEMEMEREROT- O, REFIZEREIO 75 Z OFEHEEFY (0.0050 gkg) @
HEANIE T N U 7 AOREHES 2 U L C, WSNEIGRERZ i L T\ b, £ 2T, 29 FEN LS
3 AEEEE COMICEM LBNENGRBROT — 2 2T, My 77X T77u—FIcksd,
T80 AT Z O BRI ATIZ 31T DWEARFED S OHEE Z1T o 72

FEAT OFE R, BHINENERER O /> HH L ARG 5 YRR A #E A X 1E 0.00044 g/lkg TH D, I 0.0044
g/kg (ZHEBRARHED & %35 58 L 7= AT E OFEFE 1L 0.0039~0.0048 g/kg Td - 7. JLIEAR#EN S 0.00044
g/kg I, CAC/GL 542004 NAIEDREENSIZEHT AT A RTA ) D RIS D IEERMEN S O

TRRE 0.0011 gkg £V /NS ot ZOFMERID, HBFTCET 2 ¥ 1O 2R OFEEEER
FHEIZ LV BN EIEZ Y TH D LB X b,

Key Words : =17 A7TW\ 2 spicy cod roe, HIENEN S  measurement uncertainty, J& ol
color fixative, kv 7% 7> 77 w—F top-down approach

1 [FC®IC

INEMREICRE SN D B OHMIEHEDE S H T % H
B ETHMEICINT, SPEOMEEZRIET 5 Z &1
BETHDH. BIHAEICIES HREICRT 5 WEHRGE
DFgEE 725 TR AT ERE RGBT DAL O
EEEME] Y T, MAOEEMERT D0, KE
B OISR I A PR O AT D W T AR D> S OFF
MORNIBED D Z EMRO LN TS, JIE DA
L, OWICEVHLMNCLE Y &AM TH D EMMN
FETIRHEEZERL TS, S0l UE, HEOR
e SUXOWHEN AT D EZ RT/NT A =2 Th
v, ZOM@EMNPSTIUE, BEESPOCFEEICTEET S 2
LT, SHHEIC RS S HEE A S OBl A2 K W IE L
<AT

WL > THNHE D SE 2 ERBINCRT 2 & NFBEI 72
%.

HfEEE T U w23 ER & L THERARES Ty
LEMFITHY, W5, TLIROH BT
LR EELE Lo AR, SRERR & L CORKRE
TFED, 0.0050 gkg LA F EEDHLILTWD. fERT T,
fEha A ARG I 2T, THORERLTH
DFETOATNZOFAERIRFERERBEE S LTE
D, R 40 IR (BAEORIRIFE DK 5~16%) &,
OB < ORRORE 2 FH LT &7, R4
BREIBIZEFT CIE, A AT\ 2 RO dETEERAR O 43T s
ROGFHEMEETRET D720, IWEREICEEL, Hdmc
2 PHMTOBMENGRER A Flti L CE 722 Lnd, 2o
RERAOCTHEAHNSOHEEITH)> 2L L L.

AN S O—I I FIEE LT, RNAT v
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T7u—F RNy T ET T Ia—FR"b5. K hA
Ty IT T —FIEO O TR D LI S O &
FHME L, R BB Z ST o TIERE) & 2 3HE4
HIFIETED, B OB LR CIERUB DA S R
HTROEMES D, BN EOFMEHMaAHL <, R
NAT v TT e —FIC XL HEREECH D, — 7,
by XU T e =T, BEURE OME%E A VD
FHLIRZ - TAREDN S 25T 5 715 TH Y, BT
I ORRAERE RO NS Z LN TE 5. 22T,
CNHIRIEGREBOT — % 2T, by T X TUT
T —FIT L DET TN Z T OTEERSITIZ I T
DUERFED S OHEEZAT o 12D TRERZHET 5.

2 REBRAE

2.1 HERUEFH

SRR 29 AEFE/N S AT 3 AEEE L TO 5 AERNCE N L 72
WEREICBWT, BE A IR NEE O TH A
72NN D IR ZEIR L, dHEEET U v AOEYES,
EUWNMULELOEFEE Lz, ME D B 1R 2§67
TITVY, ERL29 AEFEIC S HIM, PRk 30 4RI 4 HIH,
SRR 31 AR (BFOOCARE) 123 B, A2 FEICT H
ff, &Fa 343 B OF 22 BRI L.

2.2 BFEERRURE

HEAEEE T N U U SRR ¢ E T A L AR

(BF) WOFERAREEET N U w7 2 150 mg & 7RBEKICH
fig L, IEREIC 100 mL & L7z (HAYEEIR & LT 1,000
ug/mL) .

WA T MY U AEHEAR « R Y U A
FEHEIFR 5 mL (ZZ888/K 20 2 CIEREIZ 100 mL & L7z

(MRYERAR & LC 50 ug/mL) .

T OMBRILFEICONTIE, 2 REMLTORLTFINY
SFHEICREE O Ak (LLF,  Thefdk &35, )
DOFRELFIENE > CTHREL L 7.

2.3 %E
(BK)  EEERYERTRERAN ATEL 0 ELEE R UVmini-1240

2.4 FMEDETE
725 Z DR BFAEFT Y TH S 0.0050 gkg L7225 &
I, WLz,

2.5 HHBRORAMURVAESZE
KD FEA DTN 10g Z BV ERD, SREEAR L
730.0050 g/kg & 72 % & O I HEASEE - B U 7 D AEHER
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1 mL 2L, NEISGRERARE L Lz, 2o
Bz TV ) PSR TS TH U, BEREHEER 4N % ThR
BN BTl %A L, REHEE Lo, 3UkBHERE A
N7 7=V T I KRN T7F AT L7 2 AN
THAE 20 ZrFfiE L, 1R 540 nm OWLIERE 2 JlE LTz,

3 ERERRUER

3.1 AMnEUGRERTER

22 HRNCH =0 925 L7, 1 H 2 BHT O RINENIGRER
DFERZFR VIR T. 2 fHMTO0 B LT RE D
iz ok, INNBEEIZRH 2E1670 bR RN 2 R
Wiz, Fiz, HHIC L0 GO TIRE ORCEEIEE R,
IR IR D EIA D EEZ R Tz, T ORESE, [
IR 78~96% (0.0039~0.0049 g/kg) TH Y, EED
FEEEIMEI 0.0044 grkg, TTHEIE 87% CTh o 72, [EULERIT,
KRS A FT7 423 OFEETH D 70~120
% DHEIFHNTH o7z

F 1 WINEIGRERARS 5
nl n2 SEEIE PR
(g/kg) (g/kg) (g/kg) (%)

1 0.0042 0.0044 0.0043 86
2 0.0041 0.0043 0.0042 85
3 0.0045 0.0045 0.0045 90
4 0.0042 0.0041 0.0042 84
5 0.0046 0.0046 0.0046 92
6 0.0040 0.0040 0.0040 81
7 0.0044 0.0044 0.0044 88
8 0.0042 0.0046 0.0044 89
9 0.0043 0.0045 0.0044 88
10 0.0043 0.0043 0.0043 86
11 0.0044 0.0042 0.0043 86
12 0.0042 0.0043 0.0042 85
13 0.0039 0.0039 0.0039 78
14 0.0041 0.0041 0.0041 82
15 0.0044 0.0044 0.0044 88
16 0.0046 0.0046 0.0046 92
17 0.0044 0.0045 0.0045 89
18 0.0046 0.0046 0.0046 92
19 0.0045 0.0044 0.0045 89
20 0.0044 0.0042 0.0043 86
21 0.0046 0.0046 0.0046 91
22 0.0049 0.0048 0.0048 96
FRS-IME 0.0044 g/kg B 87%



3.2 THEMNSDHEE

WMEIGRER S LR E e A 7T ARL
7o (1) . SFEITERSAL T D e Rk L, by
X7 7 a—F O TRIENS OHEE 1T o7z,

—ICELE DN 21T\, ke V, 1| B4 o
AATEH A N & UM TEERZE (o), HHEEER
7% (oam) , TNOEARUIENEERZE (6ww) %
UFOXEHNTHEHH L, ZoORREER2ROEIIC
R

{#Tﬁ%ﬁﬁ%@%ﬁ:w

H PR YER 2o | = ’(V S /N
%W*x%z%{ﬁ?écimz GUT?TZ+G H Fﬁﬁz

I BT, FHEEERAEDOMED HIATHAHTDIES > & RSD
w7, HEODIX B2 RSD ppy, sfBRFTN TOILSH DX RSD
wnZ WM Llc, o, BEERENSZ u=cxnd L, o=
WO HEHEEN 20 22 TWA2), ERSMmICESL< A
B k=1.96 Z AWV T U=kXu ORIZHE, HEIERHE
NS (U) ZHRELE (R4 .

BT DIE S5 RSD 4512 23% TH Y, BRDIE
HO& RSD ppl 4.6%, BRI TOILSH DX RSD =y
1£51% Th o7z, JLiRAHEN 13 0.00044 gkg TH D,
PERRAE DN & & B8 LI W iEOFEFRIE 0.0039~0.0048
gkg ThHo7-.

CAC/GL 54-2004 TIED R ST 50 A4 K7 A
VPN kB L, HFEBBR D D O MBS YR S A
UL Hrc B LT, RBRAT 2SS 9 5 LR i)
SOFRMEIE, 4 HEE 0.01 gkg (2B W CTiEZ 0 22%,
0.001 g/kg lZFB VT 32% & ST 5, RN E 0.0050
gkg 1XZ OFPFANICH D Z b, ZOOHTICET 54k
EARED S O TRIEOFPHIL 22~32% (0.0011~0.0016
gkg) EEZOND. EBEOSHE HREH LR
file77 & 0.00044 g/kg 1L TFHIMED TER (0.0011 gkg) £V /)
ot (FES) . EFMICEED I 21T > T 20D
THRRERE BT T, 15 BN 2 AN S DI T
LY HhEINnEINTEY, YHOEFOATLNIH
DOHEERERIR DI DN T Y, [FERIZS < ORARERIC
LorbolBEZHND.
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—_

BARE
S=MNWhAWUVAI0OO

TR (g/ke)
1 FMNENGERER NS E LN EDOE A R 7T A

K2 OEONTER

A LN {72 F-J5 A SNEEi S Gan:1
CIER) 2.2E-07 22 1.0E-08
H 1.9E-06 21 8.9E-08
# 3 HEROEERE
NO2
PHTEEMER 72 o s (g/kg) 0.00010
H R MR 722 o np(g/ke) 0.00020
EIEERZE o «n(gke) 0.00022

£ 4 FEBHEROSHEOTLSE KO

PERRAE D &
IHH NO2
BHTOHT TOIT B0 % RSD (14(%) 23
HREDIE B> & RSD (%) 4.6
FERATIN TOIE S > & RSD apy(%) 5.1
PEERANTED E (g/kg) 0.00044
RN S 2 B8 LT

0.0039~0.0048
S HHE DB (wke)

5 AR D OEB P BUEER 22 H L 7= ksk
RFENE O TFHIME

B (g/kg) : 0.0050

PEREAMED & O TRIE D HFIFE(%) 22~32

LR SO THE O#iBE(gkg)  0.0011~0.0016




3.3 Horwitz KICEIEFR I BELEDLE

ML~ B U 7 A, bt B & 7 DALE TR
T, BECLDIOWEOREL>& (EiFE2) & Tl
DO DORRERI L LT Horwitz ZNEI SN TWS D) .
Horwitz ZUZH\WT, BE C 12T 2= HFIEEDO T
HME (EYE(RZE) Gr K OV M FEUAR e HE (R 22 0 T fif

(PRSDr (%) ; predicted reproducibility relative standard
deviation) FRAAZHWNTRD BN S.

Gr=0.02C084%

PRSDr (%) =2C015%

T AR AR O TR EE 0.0050 g/kg (235 1F 5 Horwitz =X
LD TFHEIZR 6 DBV THD. — AT, cxn<
Gr &EB R HALDD, IRINENNGERERD &R D 7o SN FEUE
{72 6 4 0.00022 g/kg & AT TOIXS>E (RSD %
1)5.1% 1TV TS FIEL D /NS WETH o 7.

3 6 Horwitz 202 £ 5 THIE
T (g/kg) @ 0.0050
EH I LT IME r(gke) 0.00063
2 [ AR BV R ME(R 72 T- I PRSDr (%) 13

CAC/GL 72-2009 [3H HFEI\CBE+ 244 KT A4 ) ©
I2X DL, EEOENOHEE U7 O TARHEER 2 (RSD
oii2) &, Horwitz OFZ& FIWTHR M U 72 = ] FRELAE e
HEFZEOTHIME (PRSDr) & DLt HorRat (r) 13k %
WTRDHNS.

HorRat (r) =RSD y++ / PRSDr

TR ASEAAR D FRINILIE 0.0050 g/kg 12351) % PRSDR i &
FEBROE7 HHEE L 72 RSD s & DIt & LT HorRat (r)
ZEHELLIZAER 02 Thote. HMBRENFHRBRIGEHAT S
%A, HorRat (r) 13—#RAVIZ 03~1.3 OFPHTH D & =
NTHY, 13 %B2L5E, SHEOIX LS &Nl T
HENDLEVREVWEMEND 7T, 03 LV/IINY
B, INTEOERB B EE DR WD H & ST D
DLl 20K D RENE L Z— o SR B E R
BRCHILBIL, T — WESIER OWE MR S B e
HEBEMTHMEMENF E A ELED S ARWERMED &
WHIEETHH 2D EEZ LN TS | HANCRIT 5
R DR, WEEESHBEEORWIIEETHS 2
5, HorRatfEA 0.3 & Flalo7- &2 BT,

PLEDFERNG, HFTHCBITAED AT NI HF O
THFEAR I HTEDN B IXZ L R OTER G DTN D & B %
BTz,
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4 F&OH

FAD AT TR OFEREEER D 3HTIZONT, HER
PRONHEOSEER E LT 22 ARITCHER L ZEmEIL
RENLELNET—ZEHNC Yy 77X T T a—
FIZ L DIERAFEN SOHEEZATo T2, TORE, MU
IZBT D E DA TN 2 RO FEEERAR O /A AR
DYLERMED S 1% 0.00044 g/kg EHEE SH, HLIERHED
S &BE LT EOFFAIL 0.0039~0.0048 g/kg T >
7o B U IR S1F, SEFERER D D O=FIFHIR
MR A L7 TRIE L D /N SWETH - 2. iz,
YT TR B NIz BNEEER E 6 2 & BTN TOIEX 5
% RSD (3 Horwitz 200 B FHIS LA MHE & Bele LT/
Ihotz.

PLEOFERMN G, BFTCBIT 2T DAL Z O
THEARIC 31T D DR A E RIS 5 2 &
MAMRRIC 7R D & & HIT, MR ED kR L CE B
TWbEBZ LT

Xk

1) AR A R IR R R R AT R 5 8 5 IR
B ARARER I T 2 A O E B,
FZ94FE1 A 16 A

2) JEAEAR AR R MR REEE L 15 5 0 Bl
NG 2 IS T OREI AT, TRk 12 42 3 H
30 H

3) IR AT R dn R R R B R R H 117 5 )]
RSO A K74, VR4 H 1 H

4) CAC/GL 54-2004 “HIEORFEN ST D204 R F
A7, 2004

5) William Horwitz : The certainty of uncertainty, J. AOAC
Int., 86, 109~111, 2003

6) CAC/GL 72-2009 “ZpHTHFEIZBAT 20 A4 R A 7,
2009

7) RMOKPER  SHTED S EMERIZE T2 A4 R T4
>, 2019

8) Nozawa Shintaro, ezal. : Method performance Study of the
Determination of Total Nitrogen in Soy Sauce by the
Kjeldahl Method, Anal. Sci., 21, 1129, 2005
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Method for Detection of Narcissus as a Food Poisoning Plant
by Real-time PCR

Kanako KONDOU and Etsuko MIYAZAKI
Health Science Section, Fukuoka City Institute of Health and Environment

Z8
FERTTNIZ I 2 AL 7 A2 X DR EEOFFIIEAE I 2 C, IR O il 2 ke B2 A e
UT 5 A LPCREZHNWZBEGTICE DAL B DENEOEANEZRFLIZ. £F, 22o0F%y
MZ X % DNA iHEDRET 21TV, 50 mg D A A &5 PCR OFFRL L LT 72l & & o
DNA HHISARE L 7 572, RIS, U 7V A L PCR OFREEED#HF 21T\, Standard mode & ¥
L FEIFRE] CHAME 23 T & 2 Fast mode 2 W\ HESFIRE & 72 o 72, itV C, EEOBTHFEM 25
#Z|Z, =F DNAIZA At DNA ZIEASYE, ZA &L DNADEEA 0, 001, 0.1, 1, 10 KN
100% & ZL EHT L EDAA BV BEBTFOMMP MR L. TORE, AA &L DNA0.01%H 5
100% £ THIHATRE CTH ~ 7. £, KT T=F LA A B2 % 10 RN L 72842 0T,
[FERIC AA 2 DNA OEIEE (L SERET 21T o TR, AA & DNA0.01%72> 5 100% F T

==y

o

HrREECH - 72,

Key Words : AA &> narcissus, ®H# food poisoning, U 77 /L4 A A PCR real-time PCR

(gPCR) , ##31]% method for detection

1 [FL&HIC

AL AT ) EOT M a A RERERSE L
TENEE T TROMEYTHY, AR5 L, IEH:,
L JETT, BUE, BRMEFOERNHD Z LmbT
WhH. AL BUDEET=T L, #iRITIvxFLUTE
O, HELETHREIC L BEPEFMARE SN TN D.
JEAGTBE ORI R CERL 24 0 530 3 4F)
(https://www.mhlw.go.jp/stf/seisakunitsuite/bunya/kenkou_i
ryou/shokuhin/yuudoku/index.html) 12 & % &7 10 4-fH]
DA L DR PEHEORAEMKIT 201 FTHY, =
DD HRIZENC DD 2R AL AL D BEFETH
Slz. RTTIE, PR 22 REICHAEL TLCR, A&
NCE D BPEOBEREFNIRNDN, AR EDR
ZREC X AR FEFESIIME R Y ZH Y, SH bR
AT HBENULTZICH D, TIVE TR TR RS S
JETTCIY, AL BVRARICK 2P EEEWVERNIEAE L
72 1E, LC-MS/MS 72 & DR W TA A o Of
BRI THLY 2 SEEGH L TR, Va5
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DT NTaA RIZAA B LSO T A FROMY S
HLTNE, Ul CERRIE T LY O
FEIZIEESRVBEINRb -T2, AL B OHBIEC
DUNTIEESZE S B AT O TG 30 &5
SHEOMFIE 2 LT, 38K £95.) Bdb,
PCR-RFLP 12 3 LN 7V % A 1 PCR(BAF, [qPCR]
LT 5. ) EREEShTWD

Z 2T, qPCR &MV TZ A A & v OMIE T L AR
EATHT2DIT, BEEAHR L, D EOE) S PCR X
WEZ 53 7R R S RS O #5781 DNA & il 475 2 & A3
T & 5 I ONT Standard mode X 0 B IR CHEIE
M TE 2 Fast mode & HV 72 qPCR IEDIRFT 21T o 72.

2 ZEEBAE
2.1 =#

METOEHIN THEES L2 A A & OE R OTFIRDO =
FEMEH L K2, HHT5HET20°CTHRE L, 2mm



BREIZHY Lizbo il Lz, $£72, &4 Ok
0.6g &Y, HHK S50 mL FCTZRLH 10 S FbIEIRRE
TR LT b D& IMEGREE LT-.

2.2 AERUVEE
2.2.1 HE

DNA filith = » b : (%) %7 7> #! DNeasy Plant Mini
Kit (BLF, (U BFNELA TRy b & T5H. ),
X 71 54 A (#F) % Plant DNA Isolation Reagent (LAF,

b~ oMy b 95 )

VAL —=I VI A =T 4y XA =T o
7 4 w7 (#) # TagMan Universal PCR Master Mix M O}
TagMan Fast Advanced Master Mix

2-FaR ) =) BT AV AREEE (BR) R 1
MR 2-a X ) — )L

TH ) =) E T AV AFEER (KR 8 TAEY
PRz & 7 —L (99.5)

TE buffer: (Bk) = v R P — B IR T 1200152
TE (pH8.0)

FEAIAK 7 R T 7 B (BF) 3 RFU666HA Tl
& L7z ik zE vz,

2.2.2 &

qPCREEE Y —FT7 4 v ¥ =Y AT 4T 1>
7 (BF) % QuantStudios

o AlE OB - PR P (BR) B4 6200, ALRHPEE (BR)
#3780, (BF) b —RTH CAX-571

SINEG =T 4 v =P AT 4 T
2 (k) %4 NanoDrop One

BRI ELEEE © 7 RN T v 7 /e (B
RFU666HA

2.3 HHAE
2.3.1 DNA#ii;EDI&RET
DIUATIEZA Txy Mok BHE
ZERI R ST DNA iR YR e -T2, T 70b
B, LSmL F=—7 23 EE 100 mg AL, ~ v v —
T 2434 V551, Buffer AP1400 uL % Tf RNase A A
kv 7 ¥R (100 mg/mL) 4 pL 22 ARLT v 7 A3 F
P—TRA L, 3m0MICHEEA#H VIR L T 65°CT 10 47
WM& L7z, Buffer P3 % 130 uL Il %, R4 5 2RIk
LCEFE L7, 20,000xg TS5 flimonBEL-ob, L
W% 1.5 mL 9 = — 7 N ® QlAshredder Mini Spin Column
IZUML, 20,000xg C 2 FrfEliE D408 7=, Column i3
I 1.5 5 & Buffer AW1 % 1 2 72 IRAZ 650 pL % 2
mL J° = — 7' PN ® DNeasy Mini Spin Column (25 L,
6,000xg C 1 S LorBEL, AIRA T, IRAIERNR
<725 £ TV R L7=. DNeasy Mini Spin Column % #7 L
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W2mL 27 v a rFa—T I L, Buffer AW2 % 500
uL #RINL, 6,000xg LLEC 1 R L EEL-. A%
#C, #2500 uL @ Buffer AW2 500 uL % DNeasy Mini
Spin Column (ZHSAI L, 20,000xg T2 FELLTA
7 L > i 7. DNeasy Mini Spin Column % 7 L V) 1.5
mL F = —7ZF¥ L, Buffer AE % 40 uLiRML, =ET
53HIA ¥ 2 X— k L72#%, 6,000xg LA BT 1 4y iz
BET B1EZE % 2 [MTV, DNA VA % 80 uL £57=.
2) BIERNUDIILEFY MK S
v MIBOMBHEELZSEIC 2R E L, a7
Sz, Thbb, 1.5ml F 22— 72k 50 mg A,
~ vy —T24M3 Y >5 1L, Extraction Solution 1 %
400 pL N %, AT > 7 A I FH—"TiRA L, Extraction
Solution 2 % 80 pL Jil 2 J&& L7=. Extraction Solution 3 %
150 L iz 784 L, 50°C T 15 4y M L 7214, 16,000%g,
4°C, 15 55w LA L7-. FEAE 15mL F2—7 128
L, BL7z ERERERED 2-7 18 ) — % Iz 6t
iz, 16,000xg, 4°C, 10 ZpfHlE OBt L7z, LiGZBR
kL, =% /=& ImLIX, 16,000xg, 4°C, 3 4f#
O EEL T2, RIEABRER, WA 2 S, TE Buffer
% 80 uL Az CTYAiE S8, DNA A % 80 uL f57-.
2.3.2 #E, REOHZERUVHEAR
ST A FV T DNA A D 260 nm OWLSEFENN T
DNA 5 %, 280 nm (255325 260 nm WO LD (BLF,
[A260/A280] &3 5. ) MHMEEZRRL, BREBEHM
K% FH T DNA JRTR O EE DS 20 ng/ul & 72 % K 5 il
L.
2.3.3 T34 v—xmRU7TO—7
DNA it & OV qPCR B AU TN TWA Z & &
MR DM b e—LE LT, i In@oiis]®
Z 3 AR A qPCR KU (BLF, T %
ET5 ) KE, SIA %t
(Chloroplast-F:5'-AAGATAGAGTCCCGTTCTACATGTC
AAT-3'} (X
Chloroplast-R:5-TTTTAAGTCGACGGATTTTCCTCTTA
3) KO e—7
(Chloroplast-T:5'-FAM-CTGGCAACAATGA
AATT-NFQ-MGB-3) %\ /=,
BEWPED 1THE, AL B UE gPCR K (BAF,
[(AA B UBER] ET5. ) IKIFAA B OB T%
B3 257714 ~<—x%t (Narcissus-matK-F1 :
5-CTTTTGGAACTTTTCTTGAACGAACAC-3"K% I}
Narcissus-matK-R1 :
5-GAAAGGATCTTTGAAGAACCAGGAG-3") e (N7 11—
7" (Narcissus-matK-P1 : 5“FAM-TCCTATGAAAAT
CGTTACGA-MGB-3") % Hu 7=,
TIA v—xF TN —ET7 vy —P A



TAT7 4y (R ITHRERE L.
2.3.4 gPCR
1) Standard mode

qPCR (29~ A 7RA3KI1%, TagMan Universal PCR Master
Mix 12.5 pL 12 50 umol/L O 75 A <~ — %t & 45 0.25
uL, 10 pmol/L @7 & — 7 &k % 0.5 pL, 20 ng/uL @ DNA
TR A 2.5 WL Nz, BEEBM/K TN 25 ul & 725 X
TR LT, MBRAR R A A & URRERI, [F—
D 96 N7 L— |k ETITWY, 95°C 10 /iR L 7=, 95°C
1S BRIKEO60°C 1 % 1 4 7 e LCa5 A 71
YR LT,
2)Fast mode

gPCR |27~ %3 3K(X, TagMan Fast Advanced Master
Mix 12.5 pL 12 50 umol/L O 75 A ~— %t & 45 0.25
uL, 10 pmol/L O 7" 1 — 7 ¥FHk % 0.5 pl, 20 ng/uL ¢ DNA
WA 2.5 L INZ, IREEHEHK CRFENR 25 uL L7225 &
IR U, FERRAR R A A & URRERIE, [F—
D 96 ;N7 L — b ETITVY, 50°C 2 47, 95°C 20 FUR{FR
FrL721%%, 95°C 1 PR TN 60°C 20 PffI&E 1 Y1 7 L b
LTCT45 A 7 ik L7,
NHIEAHE

qPCR O ¥EIE dh#R D Threshold line % 0.2, baseline % 3
B 15 EFRED Lm& X0 CtED 40 KL e o7 &
X ZHE & Lo, WIS COEE 2 R Ltk &F
I3 % DNA TEIR D A A & 45505 C O R A 38 0 7235
BIWCAAL B BB T2 & HE L.

2.4 DNAEAHER
2.4.1 ;BE DNABBRDERE

=T R OAA & BB NZ 4 % O INEGUEHZ D
T, 23.1D2) IZHt~>TDNA ZHiH L, 20 ng/uL & 72
5 LD ICHRM L7 b D%, % % DNA IR, INEGUE DNA
WiRE L.

=7 DNAAIKIZ A A > DNARIE & % 1 OFEIE TR
L, BEG DNA WRAAM L. =T ROAL LD
INEGRER DNA IEIRICOW T B [RIBRICIRA L, INEGE
B4 DNA i 2R L7z,

#£1 =T KOAA 2 DNA BIKDIRESEES

DNA K BAEFE (%)
=7 100 99.99  99.9 99 90 0
AL 0 0.01 0.1 1 10 100

2.4.2 gPCR @ Run mode BUA Y w K

2.3.4 D 2) IZHEV, FEMIRREI R A A & VAR %
1To7-.
2.4.3 HIEARZE
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23403) OEBYHEEITST-.

3 EEHRRUEE

3.1 DNAHEDES

—RAOIC, REITAEIREE 2 FEO 72 DNA 2T %
ZEBREELW. ZZT, WD O DNA IS 5
FEOHD ) BT NMES A TF v N RO UViE
¥ v O 2 FEED DNA % v M EMF L2, 231 0
DR IZH-T, =T R OAA E o nb 23 66T (n
=3) THHLZ. BREEE 2 IORT. WEHRREILY
U B FNES A 7% b 100 mg, AL PviEx v b
50 mg & L7z, Y UBFNVEX AT Xy T, =7
HE100 mg 25 0.2~0.3 pug @ DNA 23HliH & 4, A260/A280
1£1.8~2.0 THo7z. AL B LFHEH100 mg 2251, 0.2 ug
@ DNA 25 &40, A260/A280 (% 1.8~1.9 ThH o7z,
—J5, WA OMEX Y R T, =T REHS0mg 20
7.0~7.8 ug ® DNA A3l 41, A260/A280 1% 2.0 Th -
7o AA & k50 mg 205 1F, 4.7~6.4 ug © DNA A3
H &, A260/A280 1% 1.7~1.8 Th-o7=. >V 7L
HATHy b, LR DOVERYy PRy =T L R
A ORBOENT LD DNA OULE K OHIE 2k &
RAETRD LN o7z, L, YU BFES AT
¥y bR UNMES Y FERRET D &, BUBHRIER
BOD IR LA DVIEF v h DS DNA OILEN
Lotz TOREMBE LT, XL, ra—
A Tp ¥ OMIBLBERL 7y D KRR %~ VAl UHIEE & il
B9 250 72, #7% DNA 1147280 DNA &4
HIEMTERLEEZLNTZ. Lo T, H{b_U Uik
v WL L E LT

£2 2MEOXy FEFHLT=ILOAL UG
HhH L7 DNA DI E K& Y A260/A280 (n=3)

ARBHR IR DNAI &

*v b AR (g (g A260/A280

0.2 1.8

=3 100 0.3 2.0

LU H 03 L9
HATXy b 0.2 1.9
AA 100 0.2 1.9

0.2 1.8

7.4 2.0

=3 50 7.0 2.0

Wik on 7.8 2.0
Ex v b 4.7 1.7
24k 50 6.4 1.8

47 1.8




3.2 qPCR m#&Ed

qPCR |2 X B HEIZOWTC, ZEETHRAITWS
Standard mode & HAWEHERTA34E L Fast mode % s L
7=. AA 2@ DNARK%Z 20, 2, 0.2, 0.02 &T*0.002
ng/uL & 72 % X D IZFRRIL, 2.3.4 @ 1)Standard mode Jz (Y
2)Fast mode (2 L, ok o E R K OHEIE 2028 & LR
L7-. [¥ 1(Z Standard mode % [X] 2 |Z Fast mode D #%H %
TRY . AA U DORREAROPERI (R?) X Standard mode
T 1.000, Fast mode T 0.998, PHiF=£|% Standard mode T
85.5%, Fast mode T 85.9% Cdho7=. 20 ng/luL DA A &
> DNA &% % 4% Run mode C 6well 3> qPCR (Zfit L 7=
XD CtIEZEE 3R, 6well D) Ct i Standard
mode Tl 21.9 T, Fastmode TI%21.4 Th o7z, HEIEEE
fil i3 Standard mode 1359 90 43, Fast mode 135 30 43fi]
Thoi.

PAEDZ 75, Fastmode Id, Standard mode & b~
THRRAR O BEAME, FEEE L O CHE TR & 727281372 < f
VRN TN D T2, BBV RIS AR O AR
ELTHAThHE EEZ b, X5 T, Fast mode % ff
WpHZEE L.

5 Slope: -3.726
| Y-Inter: 28.738
R?: 1.000
Eff: 85.511

381
ER
3|
32|

0
291
21
27|
2|
2|

Ct Value

24
0t
o001

o o i
Suisen DNA (ngiwell)

1 AA B OKE#R (Standard mode)

| Slope: -3.715
Y-Inter: 28.244
R?:0.998
Eff: 85.857

(P RrY™ N om om o1 o2 7
Suisen DNA (ng/well)

2 AL OREMR (Fast mode)

# 3 Runmode & A1 > DNA KD CtfH

Runmode A1 &2 DNAEIK(50ng/wel)D CHE 15 CtfE
Standard mode 21.9/21.9/21.9/21.9/21.9/21.8 21.9
Fast mode 21.7/21.4/21.4/21.4/21.3/21.3 21.4
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3.3 DNAEEEER
3.3.1 E& DNAB®&

EEORPHEFEZSEIZL, =TIZALBUBNRAL
TWAEMAEITEL, =7 DNAIZAA > DNA 2R A
I, AA &2 DNADOEIE%E0, 001, 0.1, 1, 10 XKW
100% & ML E/7- & & DAL | VBT OB o4
R LT,

24112965 T, BA DNAWIK AL, 2.4.2 DY
FRINR M ONA A ' R & N ENOIRA DNA AR
B0 2well (n=2) TRELE. TOEEE 4R
9. AL B URBERD CLEIL, A A 7 DNA IH T 21.9
K220 THY,0.01%DAA & DNA & & TIERA DNA
R C 36.6 137.0 ThH-o7l=. £7=, A1 & DNA %
EERN=T DNARIETIE, BELZERY, MWk
HRD CHEITE DN N AL B BERD CtEITE D
R oTo. 243 196> THEL, 001, 0.1, 1, 10 X%
N 100% D A A > DNA % & TriRE DNARIRIT A A &
VAR & HE LTz

#4 JRE DNABHD CtE (n=2)
1B DNAE K D
BEEE (%)

=5 AA ¥

Ctfiff

MRS AA & MaA

100 0 25.9/26.2 no Ct/no Ct
99.99 0.01 25.9/25.6 36.6/37.0
99.9 0.1 26.0/26.0 33.1/32.8
99 1 26.3/25.9 29.3/29.8
90 10 26.4/26.2 25.5/254
0 100 26.3/26.1 21.9/22.0

3.3.2 MEAKFIES DNAFRK

EEORFFERHEZBEIL, BOLL, HWMWHZo
AMEINTRAEREL, =T ROAAL & oMEGE %
AT, 3.3.1 L[EIERIC AA & DNA OEIE 2L SH
TEEDAAL B U BB TFOREEHER L.

241106 T, MEGEHE S DNA EIR AL, 2.4.2
DREMIGINT SO A A & R & 2 OINEGUE}
BODNABIK STV 2well (n=2) THEMELE. ZoD
AL SITRT. AL B UMRERO CHEI, B A
T DNA VAR C 2well & 12221 THY, 0.01%DAA
L DNA % & T IEGUEHE & DNA PAHE T 34.8 )2 1034.0
Thoto. £, AA &> DNA Z & £ 72 INE—=7 DNA
IR, BBE L LBV, MRMED CtfEfF b
TEMAA | MRAZR O CHEIXSE DN hoTz, 24312
BE->THIEL, 001, 0.1, 1, 10 O 100% D AA
DNA % & T e INEGREHE A DNA IRIRIE A A & 854



H & HE LTz,

oz e, RINBOREIOSA L FEEIZ, 105
MWK T E N 7BHZ B W T, 0.01%8L Eo
AAEY DNA ZE&ATOIUL, AA B VBIETDBR
TEHZ LML,

5 NEGEHE S DNA BRI D CtlE (n=2)
INEAGUEHE A DNAYR

HOREHE (%) cut

=7 24y FEWBREGR AL B UBER
100 0 25.4/25.1 no Ct/no Ct
99.99 0.01 28.2/25.7 34.8 /34.0
99.9 0.1 26.0/26.0 33.5/33.7
99 1 26.1/26.3 29.8 /29.9
90 10 25.9/25.9 25.8/25.6
0 100 25.7/26.0 22.1/22.1

4 FEH

BRTHNICI T D AA BT L DB T HEREITH 2
T, fEKD LC-MS/MS 2% AW T8 Tic L 5 U 2 )
VEOR B OBMIIINZ, KR ORGE R FFE IS
HHZRVT VA A L PCR & HWZ#E 12 X D8R
DN LTz

HHEORETIE, YV DAV A 7% b L
NRUUMEx Y bR L. YU BTNVEZ A TRy
K TIE 100 mg DFER 5 0.2~0.3 pg  DNA 23 &
TeDlZxt L, My OiEX Y ML, 50 mg DOFED
D 4.7~7.8 pg @ DNA 23l & viz. Mk ok
v hEEHATAHZ LT, PRORENL TH RO
DNA i 23 ATRE & 72 0, FRAIC T < TR AL L
PEFERVWEATH THh A B VBB FERINTE 2
AHEMENEL D EE X B,

%72, Fast mode %M L7= qPCR JEDOMFTIL,
Standard mode &% OF Fast mode D FAR oD B K O
ZhER D g L ONF— DNA skl Ct Ak Lz & =
5, REBREWIRD bIViehoTz. Z072, dalic
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A 1552105 Fast mode O 23 & Hr e W B3 A
B O SR AR E OBRICITE LTV b &2 bk,

WAL_ P vikEs v P&V T DNA ZHiH#, Fast
mode % F T qPCR G ZATVY, A A & VBIRT- M
T L EEERNEE L, B FEI 0 rTEE D>
EOnEMER L. EREOTHEMNESEIL, =TI
AA B BERAL TS50 R OINEGHE S TV 5 7%
mEEE L, =7 DNARIRIZAA &> DNA R OEIE
LS TIRAT D DNA IBAHRBREIT 7. Z O
B,0.01, 0.1, 1, 10 KT 100%0 A1 &> DNA &4
IEA DNA RRICBWTC, AA a2/t Lz,
F7o, MEGEE AW %A B RIERIC 0.01, 0.1, 1, 10
KN 100% D AA 2> DNA % & T iEGREHR S DNA IR
WRIZBNWT, A EVBEETEZHRELE.

PUEDZ Ent, BRI g BE LD ROSE, TR
I AA B UBIRA L TWAEA K ONEGHEE S T
WHBATHoTH AL BB ORBIENTTRETH 5
DR TE, ERNEIT R RO FHITS A RO
HBELTHEHAThS EEZ BN,
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Detection of the Subsidiary Color of Food Red No. 106
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RERSIRNY TH 2 BEARE 106 B1E, FIRESE, REOSFEL OSSR HEOE&D ER
ENRERT LN TS, TIROEHAIRG 106 512iE, —EEORIMOEENEEN TS L OFHEHR
ERH D, ZNETIC, MERICHEGBNTREARE 106 B23MER S BMICE TN DEIREA
FEIZOVWTHRET SN BB TR -T2, 22T, EFHIROBMFREG 106 S T ORI G5
HILOWTHR L., 518, BARE 106 BREAIND Z EnZWARRY -BIZOWT, #
W Z G L, mliRik s o~ v 7 CHRIE LIz & 25, BRAMREA 106 5 & R B REEH O B
— 7B SN M E— 1o T, EERIR S v~ b7 T 7 TRIE L7ZBE OB E 550 nm
B D EEEITE ARG 106 50K 5% Th o712, 1=, WiKkr ua< ~ 75 7 BRI TR

H RO AW TYRE e — 27 OREHEE 2

RpT- & A, BARE 106 BORIKAFETH S L

ESniz. ks, SGERHTEH S HTRE 106 512G EN2EIREARIT, kG THD
AR RGPS BRSNS Z & 2R L.

Key Words : £H774 106 75 (R106)
v R
chromatograph (HPLC) ,

boiled fish-paste product,

food red No. 106,
EEK s a~ N TS5
Wik7 v~ N7 7 7 8B RAT I 58 & 5 47 3t

Bk 3 subsidiary color, faA1a
high performance liquid

liquid

chromatograph quadrupole time-of-flight mass spectrometer (LC-QTOFMS)

1 [XC®IC
BERMEIY TH 2R HRE 106 5 (LLTF, TR106]
EF D) 0%, BAEERSE 21 £oBEICESE, Al
BB AEETHRSBEBERED SR TWE T 2 Pk
30 AEITE 9 RRAMHIE S N7 BRICIE, R106 OMERERIZ,
RIR R, REOSFEEIR OIS HE (LT, TR
HE) LTS ) OEED 10%LT & _ERBASE N E D
bz, Ez, BEHIZL D, kRO 19 T R106 121,
) 05~8%DRIRERERENEEN W Z ERREEN
TW53 .

R106 DEIKAFREOREMEICOVTOREITRL, &
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MOREMEE LT H LT, BT ORIREAaESED
BRHEOFEIZOWTHREZGD ZEITEETHD. £z,
BT OEGEREICENT, HSEZERZ—1 6/
FORIROFEESLRHZ —VEENBL L TERLIE
BB AREEE LTRSS SR8 RS ST
NWBATO | RHABESRE SRS, BESoS AR
THLIMNRMENT-EHZ — NV AFEDORIRAESETHD
PHIBIT S Z LT RREAITE L, HERICEEE D,
fE M T AR BR B ZE AT Tk, WA LT\ 5 R106
ERELPIZE ENDRIMATEFIZ OV THRR LI Z &iT
otz Fio, BERICEGBHPIT R106 MEH S
To B & E N DRI AR LI OV TR S Lz



HELRol, 22T, YFTHEMLTWS R106 17
2D DRI AREDORHOE A HERT 5 L &b,
R106 BMEHEND Z LB LW R &2 BHI A
VY, SR A R LR BRI AR, 4 R A A — KT
LA RHaT & sk s e~ v 777 (LLF, THPL
C-PDA] &95%. ) KWNEIKZ v~ 27 F 7 MEBRIT
IRF Wrat (LLF, T[LC-QTOFMS) :¥°5. )
THEL, BHM5O RI06 DFIRGHELEDKRHOA
R LD THRET 5.

RUE RSy

2 Ak

21 B
RO (R) T R106 DFEMARTRH L5 H O
ZHV, RElICERIHES 2R e L TRV,

2.2 REZH

R106 tE#EM L OV AR 3 B (LR, [R3) &£9°5.)
RS - HO bRk L2 (BF) 8 (BERHEH)

ANFr—F I G (LT, [SRG) &35, ) fEHE
it : Sigma-Aldrich Co. LLC 8 GHliEE =60%)

R106 FEYEYRTR : R106 FEUES, 10 mg 28RV, ZKEKIC
WL T10mL & L, fF¥RKE L. SRR EZKE
K CTHEATR L TR (100 pg/mL) ZFRE L7,

R3 FEHEVANE « R3FEUES: 10 mg 20, AR /KICHAE
LT10mL & U, EHRFRKE Uiz, EHERKAZZREKT
T EAR U TIEREEK (10 pg/mL) 27 L7,

SRG HEAEAW : SRG HEHES, 10 mg 28V, ZRKICER
fig LC10mL & U, FEHEREKE Lz, ARAERIR 2 2K B K
T EAR U CEEAR (10 pg/mL) ZFRE L 7-.

RUT IR BLE7A VLRI () fRY 73
F C-200

RUITIRITL:BOENLDKELIEZRY T I RO0S
gEMNElem, EI25emDayr/ftaEhsxfllsn~
FMEICIBAFEHE L, 10%EEE I0mL T2 T 4 a =
7 L=,

MR . 7o' =T K35 mL ZEYD, 99.5%TH ) —
JL 700 mL &R, ZAUCZEKE K ZIZ 1,000 mL & L7z,

VR : 7o =7/K18mL 28V, REKEMZT
500 mL & L7232, 99.5% T4 /—/ L% lz 1,000 mL
L7z

W/ e~ 77 0— (UUF, [TLCI &35, )
HEBRBE (N REREE) 7 E=7K, 25%7
VEET R U T LKA MY 99.5% =X ) —)LvE 2T ]
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TRA L.

TLC FREBHELE (P REBRELD : 1-7m X/ —,
Mele = F /L L OZRREKZ 6 0 1 : 3 TIRA LTz,

0.1 mol/L BT > =7 LAKIKIK - 7T b=~V IR
W (99: 1) HHET > E=UALTTghEY, WBHAT
PR 1,000mL & L, D 990mL 7 h=kVU /10
mL %Nz 7=.

TER= MU BT AL LTS (BR) & HPLC
J X 1% Honeywell International Inc. ! LC/MS F & Fv 7=,

FEMIK - KIEKZ B K RIELEE TR L7 b 0 (B
HHL>182MQ + cm, TOC<5ppb) %AV 7=.

FREEK KB % 7SR K S TP Lo b D&
AV

ZOMORIE . ELT AL LFRMIE () 8% OB
Bk (BR) R R A2 VT2,

2.3 #=E

TLC 7L — b : MACHEREY-NAGEL GmbH & Co.
KG # Cellulose MN 400 (AVICEL®) , CEL 400-10, 10
X20cm, JEE 0.10mm. A&/ — /L CZER%, Wl
12T 120C, 15 B L7 D& V.

AT TV T4 NE— T RAT v 7 HPE (BR) &
DISMIC-13HP, #l/kiE PTFE, L% 0.20 um & O 0.45 pm

2.4 &
HPLC-PDA : (#k) BHERMEFTR A7 LC-30A,
%% ; SPD-M20A
LC-QTOFMS : LC ¥ ;
% Exion LC AC, MS B ;
2% X500R QTOF ¥ AT A
AR IEEERE - AL 7 (BR) # PURELAB flex-UV
AREKMEEE 7 R T v 7 /I () ®
RFD240NA

Bf) =—t— - HF My A
) =—bt— YAy

2.5 BIEEH
2.5.1 TLC:%

TLC A7 L — MZ R106 FEAERRIR o ORRERIRTR % A R
v b L, BEH, NREOP RERFELEEZHVCCREL,
B R O BN & Resl L 7.

2.5.2 HPLC-PDA i%

HPLC-PDA OREFME2 TR 1ITRT.
2.5.3 LG-QTOFMS ;%

LC-QTOFMS OHIESLME, L&KM E#R 1 LR—L L,
MS&EaR20DEEBY & LT



# 1 HPLC-PDA OH|E M
VIRZAN Inertsil ODS-2 2.1 X 150 mm, 5 um
7T LiRE 40C
BaEiE A 0.1 mol/L Wi T > & = 7 LK -
7 b=k U WRIEK (99: 1)
BEH B T Rr=FU L
77V b B:4% (047) -70% (30 43)
ESLE -75% (3547)
RA KT~ 154y
it 0.2 mL/min
EAE 4 uL
Yo FVIEE 4C
HIE W & 190~700 nm
# 2 LC-QTOFMS ® MS 4={t
A Ak ESI-Negative
T2 EEE— R IDA
B =T H A& 30 psi
b —&—iRE 500°C
X7 FAYHAFRE 60 psi
X — R AP 60 psi
A7 V—BFE -4,500 V

TOFMS scan i
TOFMSMS scan %

m/z 100~1,000
m/z 30~1,000

2.6 HRERABRDFR

B 10 g % 2 BT T 50 mL kA ICEREL, R
40 mL Mz, 60°CT 30 syfhmEfhi L7z, JKintk,
10,000X g, 4°C, 10 srfimOmBEL 72, 2 DT ORIR
B EbETARAME, AIRITn-~F P 20mL 2 H X,
105fIEE S L, MR L. KExE b EIZ/: D FE L
EHER, 6%MHEAEZMEMA CpHAREL LZb xR
U7 2 KRBT LZAML, 1%NEE 50 mL, ZWJREIK 50
mL % (X 70% % / —/ 10 mL CIERPEE L=, IEHiR
15 mL CIRH S W, 6%HE Tk, BERE L,
REBKICRIREE, AT I T4 NE—TAHBLEZD
D % TEBREIR & Lz,

3 EEBHERRUER
3.1 TLC %
R106 FEAEATE I ORBRIAI 2 TLC M ECTHIE L= & =
A, WBRIEE S R106 LA OMRARBFITHRE Sz

ol (F—=FmRET) .

3.2 HPLC-PDA ;&% U LC-QTOFMS 3%
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3.2.1 1ZERRK

WETCIE, B, BRMTPORMY —1VEROMREICE
UWNT, 10 pg/mL BAT O BERBH ORI 2 W E L Tk
D, TRNETICRAY —NVEEUSNOE—7 B S
722 X7 o T2, RI06 128 N A RIEAFTESIL, iy
BRICBIT B BRI S 10%LLTF S AE L, @i
FELTWD ERRED 10/%TdH 5 100 pg/mL D R106 4%
YRR % HPLC-PDA THIE L, FIkREOKRHOA K
ZREER L 7=, 100 pg/mL @ R106 FEHEHICHOWT, @
VI THWTW D RREFEORBERETH 2D 520 nm I
MZ, R106 DRI GEFESORHBKETH S 254 nm! ™),
R106 OIBRIFULHE BT D 565 nm X R106 DFE7= 5
BRI EFETH DB F bk (BLF, [R106-SubA] &
T5. ) OMKBINEE & L THRESNTVWA 550 nm®
B 57u~ 702K 1IRT. WTROBRHRK
RAZHR W TH R106 & RIFRFHIO R 72 DM e — 2 (LA
T, Te—=27@) £3%.) ’RDBNT=. 2, R106
DRIFARELZEZ DN, BRHEERE 550 nm (28155 ¢
— 7 QDHERMEIE, R106 D — 27 HEHMEIZ R LK 0.7%
Tholz. £z, RHEEE 254 nm TiE, LREFRFRK 20
~27 IR N B — 7 WEBGRO b, ZTnb o —
7% R106 DRIKEFZEDRERMENR S DD, RRAGHFED
B E CORBUIRD bmnotz. £ 2T, Akt
TIE, RI106 IZRWCE— 7 HREEA K E <, R106-SubA
DORRIEINIZE TH 5 550 nm FHTICRIRD &H 5 e — 2
OIZER L THHEEDLZ L L LTz,

I3
<

40000 A/ R106
35000 If.o‘_‘7® \
% soooo——'J ’/y“"’\—ﬂ_‘ M_m
EE 250003 'L/
— 2
o wd JV/ . 520nm
W 15000
- mo_ﬁj 550 nm
g /‘/\K_JL 565 nm
oo s 1o | 1so | o | a0 Wo  m

PRFEEF (min)
1 R106 AR D7 v~ 7T A

R106 BEHERHEH D R106 LN E— 27 DIZDW T, WU
A7 v AVEER2 (A) B (B) 1237, =27 QDM
KRB FlE, 549 nm TH Y, R106 & Fig o TN,
TN AT R LOIEIRIZ R106 SHEELL TR Y, RI106 &
BUXT T REEERLEMTHDLLEE BN
. £, =7 OOMRRIEEIEL, R106-SubA D
KN TH D 550 nm?) S FE—&K L, WILALZ b
B RBEOTR TH Y, R106 ORI BFE T 5 ATHEMEN



Exz bz, 22T, E—=27DOIlcoW\WT, LC-QTOEMS
Z WO EHEE 2 A T

R106 E#EVK % LC-QTOFMS Tiflli£ L, HPLC-PDA
THELZBEOE—7OIZMAY T 58— DY AR
MVEK ZIRT. BEOA AU BRREENTEY, FF
A A BRE RO DI mlz 529.11 TH 7=, mlz 529.11
ETVN—Y—AF eT7aL s " A AT b
NERANRT. ZNHDARLT FUZONWT,  (#K)
T—t— ATy 7 AROMEYT Y 7 ~ (SCIEX OS
Software) CTHEALITHE K ONE DI K& A% % C50, H100,
N10, 020, S5, 110, CI10, Brl0 & L T{LEM DML
HHEE U7, CasHasN207S2 & 5 FANHEE S 1
. ZOMBERICOWTHLET —FX—2Th b
Chemspider (http://www.chemspider.com/) THEFE L 72 f558,
B OLEMER & LTI bz, HPLC-PDA Dl
EREED D, B—27OIE R106 OREE (K5) EHLT 5
XU T UREEERORRAETHDI EEILN,
Chemspider T 54172 CasHasN207S2 & W 5 fER Dk
EMOHRTIE, K617 TILEY (Chemspider ID 58696,
4-[(3E)-6-(Ethylamino)-3-(ethylimino)-2,7-dimethyl-3H-
(LAF, T
&®) 35, ) OHRTH-T=. F7z, Chemspider T
I3 & L CERIRENRD > T2, R106 D72 DRI
FLELTHESINTWVWD RI6-SubA b # ik i
CasHaeN207S2 TH 5 (K 7) 3

ZTIT, E—7OnbR SIS 2 DA F AN
kv E, LAY & O R106-SubA OREEICIRIE S8/
LA, WbEWE LR REIDA F U NmEI N, VT
NOWETHSTHEFE LRI ERHL N E RS T.
Thebb, ©—7 OiIEMLA %L R106-SubA DV
N OHEEZ 8T R106 DRIKAHE TH D L HEE Sz,
oL, B—27 O»EREA Y X% R106-SubA DV T4
T® 5 > LC-QTOFMS JE DI ERE B> B 1L KB T & 72
27z

v — 7 OMERL A Y T R106-SubA DN TH
20T 27280, BERMEEMOT M) U AETHD
SRG (IX18) DOIEHEYRK% HPLC-PDA K U8 LC-QTOFMS
THIE L7-. SRGAEHERHE % LC-QTOFMS THIE L, SRG
D~ AARY MV N miz 52911 DT X7 A A2 A
N7 MVERELZEZA (K9 KT 10) , R106 £
R DO E— 7 QDK 2 DALY MLV EFEEILTEY,
LC-QTOFMS LD JIERE R Cla v — 7 O e L& 80>
R106-SubA DWW Th BB TE 72> 7. SRG1Z
YV % HPLC-PDA CHlllZE L, R106 HEHEET L RIEED
BHERICBT 70~ 7T AEHELE (K11) .
SRG DE—727 by FORINART FLEK 12 1237
F£72, RI106 HEYERTE K Y SRG BEHEIRIK D4 &' — 7 DR

xanthen-9-yl]-1,3-benzenedisulfonic acid)

2,
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FRIRF B OB R B & 3% 3 12779, SRG & R106 1%
RO ' — 27 DI, PREFRERT K OB KRB B A3 g
NbEp > T2 &b, RI06 EHEEK O v — 27 Ol
BEfbamE B slbimThr B LN, FDT
W, E—27OiE, R106 DOEI{HETH 2D R106-SubA D
TREMEDSE W E E X B, LarL, R106-SubA [TA=HE
M AFETE RN, B—27 O3 R106-SubA TH 5 =
L OMERITTE o l2120, SHFITHRBIORHA H
2.

(A) HEHEFEHR D R106

mAU
Fiz7aa 70d
300

250—3
200—;
1 50—;
1 DD—f

50

0
~50

—100]

260I o '360' T '460' T I.')leI T .660I T ;qrrl
(B) RO —27 O
mAU
Yen7is0d
30—_
20]
- [=>]
] 5
10
8
oF
o]
720_260‘ T 'Sdﬂl T ‘460' i ‘560' T I660' T 'nrrlu

X 2  RI106 EMEHREOKZE—27IZBITHE—2 hoy

DI AR k)L

317.0377 370,

i

X3 R106 =%

7DD~ AART KL

i e

i

485.0483

449.1547
79.9579 3851915 j
o n )

| Jsz0979

EQ
aaaaaaaaaaaa

X4 RI106 BEHERIED ™ — 27 DD m/z 529.11 D
Iay A G AR ML



Intensty, cps

Sl e
L

C33Pla

5 RI106 OEiE (C27H20N2Na07S2)

7 R106-SubA DFfiE (CasH2N207S2)

H
. M Dii,ﬂhf
L
I SO4H

SO;Na

8 SRG DO (CasH25N2Na07S2)

5201100

S04

004
3504
3004
2504
2004
i 530.1143
1004

531.1111
5003 b
2529167 330.8935 St 781.0527
0,000
350 ED W0 E

0 E
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529.1106
12000

11000
10000
9000
8000

2 7000
]
4000 485 0438
2000 4401550
sosgsst| | lezaaann
o % 5% o sk E3 7 £ %
10 SRG ® m/z 529.11 @O
Tag g hAF U ART ML
v
110000E
100000 o
oo | o SRG
RE 80000
[]{l;it; 70000
== soooo]
50000
" 254 nm
v 4&D0*_444rV4444,4—~4—*“__"_‘A‘Y‘—J —_ |
30000 520 nm
-
._.;\H—h
20000
e L 550 nm
. 565 nm
E |
10000
0.0 5|0 10‘.0 15‘.0 20‘0 25‘0 SOI.O min

P (min)
X 11 SRGEHEFIK D7 va~ k7T L

260‘ T l:3610I T '460' T '560‘ T ‘660' T Inrr'n
X 12 SRGEHERKDOE—2 b v T OWILART v

#£3 FEERBROSE—7 ORFRE (RT)
K OB RN & (A max)

N, 3 R.T. A max
I E A v—z )
(min) (nm)
. RIO6 17.7 563
R106 HEHERRIK X
v—7Q® 16.1 549
SRG 1 HEVAR SRG 15.8 532

7K, =7 OORFRIL, R3 ORI & THE L
THY (X 13) , HPLC-PDA O HEM#EHNT Y 7 k TiX R3
LHEE N, RRNRVBREO LS @& N T O/
NHD R FEDOXRY T U REFEOKRIITIRETH D =
EMMBNTTLO 2O, EE T ORGSR OEEE



DA T, HBRARARME L TRETHZ L H%<,
R106 AR SN -REZ RN L TRE L%
HEIC, E—2O% R3 LHEEROMNTY 7 N CRBHIE L
TLEIBZNDHDH. SFTORESM FT R106 DOF
RREFED R3 &OTHE LI REFRFICRIIN SN D & H Jn
AR o2 I35 % OBECEREICIIT 2 B/ 5L
BEgpl L 2ro7=. 72721, R3 ORRKWIVEE T 530 nm
T, E—7 OOmKRBIEE FE & 138 20 nm $70 5 Z & 75
5, FEEEOE B OB TITRR R EICN 2 TBR I
WREMRT 5720, R3 ERERIET LI L&

bD.
uV
R106
»
R3 HEHEVAIK
L R106 FEHER IR

SR P P D
150 200 20 300 min

T T
100

{RFFRER (min)
13 R106 } OF R3 BEHERIK D 520 nm
BT S7ua~< 7T A

3.2.2 HBRARK

YETCHH LTV 5 RI06 AR HE 7> B R106 DFIEk 455
DR E D 2 &R TE 7272, R106 2MEH S 7z
B R106 ORISR O OHF M4 il L.
R106 i F1ZFRRD & 5 AARY G0 HIRE L7 s BE
%% HPLC-PDA THlIE L, R106 HEAERIE & RO H
FERIZBTA7u~ N7 7058l L (K 14) . 254
nm, 520 nm, 550 nm & T 565 nm DWW IO HHEE T
%, R106 FEHERIR O v — 27 O & [Fl— ORFFFMIC e — 7
BEHLNT LY, Tv¥—2@) &35, ) . BillE
£ 550 nm IZ281F 2 B — 27 @O mEE{EIL, R106 O E—72
RIS LK 5% Tdh 7=, TLC IETIE, RBREHH
b RI106 LA DORFBRZITHRME SN0 o 7o n,
HPLC-PDA £1% TLC £ £ ¥ H RS ® 29, TLC
BT S o ke bEw IR Shizb o
LEZLNT.

72, BRHEEE 254 nm T, REEFRER 20~27 431
R106 FEEIRIFIRR DR/ e ©— 7 DMEHGR O b il
fll, & 9~15 ST BBV B — 7 BFRH B, K 6.4
SIFEE—7 QLY bHEENREVWE -7 BNRD LN
7. ZhHDOE—27122o0 T, B0~ Y 7 A
R106 DRIKGEREIZHRT LI D LB b, LK
1%, R106 BEHEEIR D v — 7 O L ARFFRF 3[R —CToh o 72
E— 7 @IZFH L TR L7z,
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175000 4

150000

»~ R106
125000
02
F{* 100000
/; 75000 - 254 nm
Vs 520 nm
25000 . 550 nm
o o 565 nm

i
fRfrisfe] (min)
BRSO 7 v~ 7T L

RERAIR D ' — 7 @ DO LRFFIRF [ K ORI & % 3%
412, =27 by TORINANT Mz 151077, &)
BRSO E— 7 @QIZOWNT, (REFRER & O K RIS &
ILRI06 EHEHEIROE— 27D (F3) &—HLTRY,
WL 227 N L DTG A R106 BEYERHE O v — 27 O (X 2
(B) ) &REEEIL Tz,

-
>

# 4 RBREEOE—7 QoORFRR (R.T.)
K ORI & (A max)

N N R.T. A max
HTEVEIR v—7 ,

(min) (nm)

RBRK v—70Q 16.1 549

ado” T T Tado” T 7 Tsdo” T 7 Tedo T T M

o

X 15 RBRRKOE—27Q0D—27 hy 7D

UL A7 L

E—27QIZoW\WT, ZOMEELHET 272D, R106
FEAEYRE & [FFRIC LC-QTOFMS THIE L7, B — 27 @I
MBI HE =T D~ AR MLVEK 1612, FFlZA F
TENE DN mliz 52911 DFa X7 " A F v AT b
NZERITITRT. TS D AT S R106 BEHEIRIE
DE—=7 QDAY hL (K3 KUK 4) EREIL T
7z. BT R106 FEMEVRIR & B —DSkC, fithty 7 b &
FAWTAL A OB ROREE # 1T o 1R, ©—27OT
HEE SN TR & Rl — DT o D CosHaeN207S2 &
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HeEshiz, 22T, E—2@»rbiiiEan-znsh
DAY MZDWT b, FERLE % O R106-SubA O
HIEICRBS L A, WbaHme b8 EIDA A
WIFE S, RI06 EEFEIRO E— 27 O LR, WIho
METOFE LW ERHLNE ST, Thbb,
ARERIRI O B — 27 @l R106 EHEREOE—27 DEFRL
<, ERIEAY T R106-SubA D WA DR 4R
R106 DREIKEETH S EHEE I, HPLC-PDA VLD
TERERD D, R106-SubA TH 2 AlREMENE W EE X B
7.

72k, BEBRERD bR S 7z R106 ORI @RI,
FER UL 28 549 nm THDHZ & n, RKICEKMIZ
MY REEZRNTIEERODRIIHL EEZOLND D
DD, TLC i DOREHE R & O'HPLC-PDA 151235 1F % R106
L DOE— I DD, BB LB SRR AR
L 2BFAOHRITI LW LTz, 2D, HEREIK
PO E N R106 ORIKGEFEIL, FUERHIHEHR I
72 R106 IZH ENTWRIRBEI R S nzbD L
Zbib.

Pk Z Ent, R106 OfERAER RN H D a0 R
DRI 2 JfE L - SRBREsE o S hic e — 27 @
1%, BIERHCHE SNz R106 ORIRGBED H b, #k
o CasHa6N20782 DAL AW T D TH D EHEE L 7=,

AlENE, BEOECRORAETIEL Y b ERMIZEE
L P T RI06 DIRFENE L 72D & 0 RBRIATK 2 75
L7272, R106 DRIFKAFZ DR FIEETH - 72. R106
O Bl Al SR 1 RBRVA G B IR O A LA AR 12 350 T, R106
LREEEOEBERT EEBEZ DN, A%, BEOEOEHR
A TH R106 DIFRMENR S WAL, &L FIZ R106 & &
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bETHH SN R ZEOXY 0T o REFEOBRHD-
WIZREMRFEZ B CRBRIRRZ RS 256, HERomk
HURREE A KIRIZ A B U 7235855121, R106 DFEIR @D
BMHEENABENRH D Z L 2JFICA N TREICHET
VERHD.

4 FEH

HBEAMNRINMTH D R106 1%, YL 30 FICRIRR AHE
HEDOREN 10%LLT & EIRMBEIED biviz. £z, i
D R106 IZIFRIKBFEEN—ERFELTNDZ N
WEIN TS, LL, BIREREREORZEMEICET S
WETRL, £, BRMOBIERICHEH 72 R106 O
Bt 3255 D I LT 2 & D H DA A HERR U 7- s
1X72 o 7=, R106 DRIKAFEEITHONT, BN O
HOFEZEE L TBHE, P oFaoREIcE
WTARBI BB RE SNBRIS, SRk 6FEN R106 OF)
F AR SUTFRES D E AR O WT I T dH 2 2t i)
Wid 22 ENAEEL D, TDH, BaNED R106
DRI OELEDRHOAEIZOWTMREZED Z L1,
B OZ MO L OTTECHIBNC & T 2 EEARFRET
bDH. £ T, RI06 DFEARFRH LMY EMHIZD
W, RI106 DFIKEBFELSEORKHOAEE R Lz

F9, YT CHEA LTV 5 R106 ZHESL /5 R106 DF
AR EORTOA AR L7 & 2 5, HPLC-PDA {%
SOV LC-QTOFMS {EIZ XV, #ARE CasHasN207S2 DAL A
MXIZZEDETH D LHEEZIND R106 DORIFEFENFE
bHTE. 2L, RI06 DELDREIFHKAE L L TRES
LTV 5 R106-SubA DFIREMENREW EE X B LTz, Fi
T, MR B ORHIR A R U 7oA IR A, R
YRR & [AIBRIC HPLC-PDA £ & U8 LC-QTOFMS 1 Gl E
L7-fE SR, R106 FEHEAL T R106-SubA O AIREMEN W
LEZLNE—7 LRBOY—7 B b, Uik
B — 713 R3 LARFIRFDSEH L T D7, 5% OE
ERREICBV T, BEEAKETHD. Zhenl L
5, BERHCH SNz R106 ORIRGHEL, Kkl
mThHrARAY L bREIND I EEMRAL
7=,

Xk
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7 x ) = VR IE ARG
/AT

PRUEIR IR DRI 22 e

LRI NT - FARNET B IR T
) T (R O B BE BT JE T (R B 7

Long-term Stability of Standard Mixture for Phenolic Antioxidants
During Storage in a Refrigerator or Freezer

Chiaki ODEISHI , Sahara EZOE , Junko TSUNEMATSU and Etsuko MIYAZAKI
Health Science Section, Fukuoka City Institute of Health and Environment

E3 )

e ] T AR BR BERF JE T Cl, B 7 =/ — L ZBLBHIER] 9 B ICSW T, Mgk s n<
N7 T 7HRICE D BN EIT > T D, BLBG AN — AN R L E LA T 5 7=, fEiE
JRE R ONE A EAER IR AR L LTV AR, Zh b ORISR, HHMREICEDITRL, &
BRI CEDDHUENRDDH. £22 T, REOFEFEMEMERELBENE LT, 7=/ —/RBIER D
IRAIEEVEIRIZ OV T, R, IR K O OB LB IEFI O A% & B 2 RV TR R
FL, BRI ZEEMR L. RBRJTIEIE, 100 pg/mL X OV 10 pg/mL OIEAHEYERRTE % FiHl
#IZ ACK 30 C TR L, RIFNICERKE v~ N7 7 7 THIE L. £z, RIFELZEND
M EEMFL, 7 x /= VR IEAIDAORREBIIEARIE LT L-7T A3 e Ui L I F Uik
TATNERMUTZSGE DLEWECHOWTHRET Lz, TORER, 7 =/ — /L RERE LAl OFEE
WZ XV IRIFREMIZZEZH -T2 D0, WINOBELEE LAl S 100 ug/mL OIRAEHERRE T, -30
CORIEFETIFD L EL3IVAMIILETH L Z N Dol £, L7 AL EV#B/ LI F

VEET AT VORI K B 7 = /) — VREB LB IERIOZEM O EIERO BT,

Key Words : 7 = / — /LR R(bBH (LA
TR ENE
1 [XC®IC

7 x /= VREBALBE RN, RAICE TN DO
Bk B E L TR A STV 2 BMIRIIY TH
5. EETRESREEIT T, fhFo 72/ —L%R
FRLBA 1A 9 FRICOWNC, 85 2 iU &AL o iR oy
BB [CHEC CRERIA 7 n~ N 777 (LLF,
[HPLC] &§5. ) ICLD2—FnEiTo T, X4
AT TN 217> CW\Wb 7 = / — VREBIEBEIEANT, fRE
Wi 3R GRETHE7e L (UUTF, PGl &45.),
TFe Faxy7T=Y— (LLF, TBHA] &¢35.),
CTFe Fuxs b=y (BLF, TBHT) &¢95%.))
EOYREN TN 6 THH 245-F Ve RexyrFar
= /> (LLF, [THBPJ &55%. ), tet-7 F )k K
x> (LLF, [ITBHQJ &3%. ), /A¥ERuS
TYLvFv s (LLF, INDGA] &¥5%. ), 4-EF
X%y A F26-ditert-7FNT = ) — (LLF,

phenolic antioxidants,

- 121 -

IBATEMEYANR  standard mixture,

long-term stability, L-77 A /L E g LI F U= A7 /L L-ascorbyl palmitate

[HMBP| £§5. ), & TEA 7TV (LLF, T0G)
ET5.0), BEFBIUINL (LIF, IDG) £95.))

ThoD. BAEBIEANT RS L ERLAWTH Y,
WETTIE, 2D 9FED T = ) — LR LBh IR O YE
JE B OB B EE YEYS I 2 FHF AL L TR 2 920 L T
5. BRI R ONR A IR B IR ORI, IR
WZEDIZRL Y, HRBFTCTEDILERD .
WETTIX, ZHETICT =/ — LR REBh IR DRE
FEHEI D E I ZEEMEIZ DWW CIRER L7122 & 372 o
7. ¥, —EOT = ) — VR ORE IR
BHT, BHA } " TBHQ DIEAIEMERKIZ DWW TIE, BE
WCHERHDLHLOD™S) | 9fED 7 = ) — )L RIS 1E
I OIRAFEREIRIK DOV TR EME 2 R L @iE i
IRETICR»oT. I T, MAOEEMMHEEZ BN
ELT, 9 HOT =/ — )V REELEL LA ORGSR HERIR
DYLFE, WK O OB LR EF DA HDS % 2 Brr D5
HETICERT 2 EMLEMEEZFM L. ok ik#l &



LT, L-7Aa)VE VSV F Uoigm 270 (LLF,

TAP) ¥ %. ) OWMEMRFILE. AP 1%, IRHEMHED
FRALBS A & L TREE~OEAIERD LT AR
My <hs. L-72are v (LT, TAA] &15.)
DO LY, TBHQ, NDGA N PG Doyt o4y fiF
EIHT 2R/ MESIN TR Y T ¥, TBHQ ARk
IZBWTIE, /et o TBHQ DEkiIc L % 2B
1T 2 72O IHIHIALLIZ 0.01 wv% & 725 K9 AP Z3
MTBHZEEINTND. £ZT4HENE, TBHQ Bk
3 RHBEL LT, 7z /) —/VREREBIEFI D53 2 50
TAHEAIFE L T AP ORMAERE L.

72¥, HPLC HIEREOMIHBERREZMIET D2 L%
HiE L, 7=/ —REEEH IEAID HPLC Z#riciuvn
THEBEEDE & L CHERAEERSH S5 246-8Y 2 F
N7x /)= (LT, [TMP] &35, ) ZiFf7L TRl
ELT-.

2 ERAE

2.1 ZESR

ZAEAEEHR - PG, BHA, BHT, TBHQ K U* DG IZB#
{b& (k) #, THBP |% Fluka Co. %, NDGA I35+~
AV AFIEREE () B, HMBP KO OG 13 H ALk T
% (BR) AW, £4100mg 2T /) —/LIZERIR L
CIEAEIZ 100 mL & L7-.

AP TERAME S AEEVRIK - SARERIR A IR A PRI C 100
pg/mL KON 10 pg/mL & 725 KO R L 7=,

AP IR AT HERIR B ERR % 1 wiv% AP IRIR,
0.01 w/v% AP Bk NEA A AT, 100 pg/mL &
C10pgmL L7223 X9 U2, Wb AP OB
13 TBHQ #ABRYE D ISRV 0.01 wiv% & 725 K 9 IRt L
7.

BOWBE . 72 =FVU L,
J—=)&2:1:1TRALE.

AP X% : AP I3 MP Biomedicals, LLC % 7=, AP
1 mg ZIREGVAEECIME L, EMEIZ 100 mL & L 1 wiv%
AP IR L Lz, TN EEAGEECHINL 0.01 w/v% AP
IR A R L7z,

TMP &K : TMP IZH s bk T () WA H-.
TMP 100 mg % JRE M CHME L, IEMEIZ 100 mL & L7z,
TN EIRA VAR C 200 pg/mL V20 ug/mL & 725 X 53R
oLz,

FElE © B L7 A VARG (BR) SRR A2
7.

AH =), TER=FU ALK Z ) —)L : FEH[L
¥ () WEmdigks o~ 777 o —RHERVE.

pEE

2-7' X)) — )L N
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-7 = BT A LSRR ()
BRA 7 a~ w7 7 AERVE.

7K AKTE 7K % R K B 1 CALER U 7ok (BRfRPT 18.2
MQ, TOC<2ppb) %H 7z,

2.2 ¥E-HRE

HPLC : (Bf) HEBUEFTHRL AR 7, LC-20ADXR,
Jer %S (FLD) ; RF-20ADXR, %A A — K7 LA #ilt
7% (DAD) ; SPD-M30A

B KBNS SE®E AV 7 (Bk) Bl PURELAB flex-UV

BT 5 GLY A=A (k) % Inertsil ODS-SP 2.1 X
150 mm, 5 pm

M« PHC (8%) # MPR-N450FH

& : PHC (Bk) % MDF-MUS500H-PJ

WMEOH T ABNSRAL TV =T 4 o —HF A T
TAT7 vy ()

2.3 BIERH

HPLC O#ELM%F 112RT. TBHQ X FLD T, %
DD 7 = ) — VB 1E AT DAD THIE L7=. TMP
1%, FLD KU DAD CHllE L7-.

# 1 HPLC OWESH
T T I Inertsil ODS-SP 2.1X 150 mm, 5
pm (GL ¥4 =2 (£F) )
T MR 40°C
Bahte A 5%MHERE
BEtE B TER=R UL A ) —)b=

(1:1)
B:30% (043) -75% (1574%) -
75% (30 57)

VAN IS

RANT 1543

it & 0.3 mL/min

AR 4L

HER R (DAD) 280 nm

HER R (FLD) keI 275 nm, BIERKE 365
nm
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2.4 REREMOFHESE
2.4.1 RiEEH

21 DL B YFHR LT AP UMK O AP MO KRS
FEEPRIRIZ DWW T, RIFEEE RN L7z, — iz
RS TV B REHEEIR O 2  IXEIRUIBBRT & Sh
TWBZENBZNRIOTLS) T o ) — LR 1A
DIEEMEFIRIZ OWTIE, MR FEERFTI LG H DS
D ARRITIE, 7= ) — A REREETEFI —RRE AL
EMEV B ARLETHD T & R NEEEBIIMIETH



R, B LEABRN TIERSOBEE (LT &
CFAREMITER N E E X DR LD, 4C (B
TORFFITMNZT-30C (MEHUE) IZHB W TEESE T T
RAFLe (£ 2) . F72, R P ICEEEIBIE R O
B AR 2 LI K DIRE, BERUEICL 5@k
DEELYERT D720, FIRAIEERIKIZZ O 1.5mL %
15 RD 2 mL F1BET T ARANAL T AT DRI LI E
T, 7V —Y—F v 7N, FRESFETTHEET
AFE LT, 72k, MR L OV BRI 13 24 AT O KSR T4
WEEEEIZE S TEHEL TV L0 E W,

F£2 HIBBEUEIR ORI, AP WINO A HE

K OPRAF IR

R APTSIND  ARAFIERE

(ug/mL) H (C)
(1 100 fi% 4
(2) 100 fi% 30
(3) 100 A 4
4) 100 A -30
(5) 10 4% 4
(6) 10 % -30
(7) 10 A 4
(8) 10 A 30

2.4.2 R7FHAR R ORIE R
FIRAIEERIR ORI 12 228 M & Ure. JERE
WL, NG 1, 2, 3 ROV4EM%IEONC 2, 3, 4, 6,
8, 10 KN 12nAKE L, RAEERER (1) ~ () %
& 1 AR R R OV B B H LIE L.

2.4.3 RERTEMHTE

TMP ¥ DRIFHIRI T IC BT 2 R EMENBIFTH D
CLEMERLELTRO LBV EMEL.
FIRBIERERIK T O 7 = 7 — )V REALEE LA O RS A
% [Al— BAZ[F— i Hi s CHRIE L 72 TMP O EfEfE TR L,
AR Z RO, 723, 100 pg/mL DIRAEHEZT I 200
pg/mL O TMP ¥, 10 pg/mL OIE-ATEAERIK L 20 pg/mL
O TMP IRiR & Omifgk & L=, siE# oAtk % 100
%E L, MEOREEZSZITHEBEZLND S%OWL &
TRREZEL LTREL Y, RFEZEM LML L.

3 RERBERRUES

3.1 TP ZEDRFHFEPRICE T HREN

TMP 1%, 7 = / —/VREEEBG 1E&| 0 HPLC 4TIz R 0
T, MHEBHC NSRS & L ORI L= mE R H Y
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9)

, 7= ) —VREBEBIEF] & RS CRIEN FTRETH
HEEZBND. £, TMP KRR CTEBb 2%
HEDREFEITHH DD | T = ) — LR 1A
LR L2 A I PRI R ETH D EEZ DD,
T T, TMP IR DOREMEEHERT 5 & &bz, Yo
WESEMETTY = 7 —VRERER LA ONEATEHEY S &
L Citi FH mTRE el L 7.

TMP 1% 2.3 1278 L7 JE S0 T ORFFRERNITAY 9.4 &
T, fbRERM OV NDGA (FRFF R 103 43) &
OLEEEIINTNOBRHESRICBNTY 15 U ETHY,
NR—2 T4 UHEEL T, £, TMP Bk %-30CT
12 7> H FESEARTE U 7= R 0 i R O AR IR 70 25 B 4 [ 2
\RT. TMP O 12 2> H B O EREMEOEBNL 5%LAINT
bV, BELTHERRRTH D LnmiroT.

PLEMS, TMPIRILLE Ch 5D Z & B Sz,
L2xL, TMP ZIRGEERIRPICTORMLIZSGEA,
TMP & 7 =/ — /L REBEBH IR EIAEA L, 7=/
— VR ERAE I 1L D22 TEME 2 RIS RN © & Ao ATRENE
Db, I, REHMFICAET DL 7 = ) — L RERL
BiIEF D5 SE D ¥ — 27 & TMP OB — 7 NETN 5y
BEL7RWTTREMEDS B B . D712, TMP % IRAEAERIK
EE— DA TR L CHREIERE L L CERT S
LY I A Sl Ls. 2 2T, TMP IXKIRS
HEAEPRIL~PNERIEYE & L CIRRInEd, FIRAIERERIE
LB TMP I iR & WATLCHREL, TMP &7 =/ —
WVRBEALBS LRI ORI Z RO B Z & TREMB T O
HPLC OMHEEREAMET D2 & LT,

120
100

80
60
40

R (%)

20

4 6 8 10
RAFHIRE (A2 H)
++0-+200 pg/mL FLD --@--200 ug/mL PDA

++<++20 pg/mL FLD 20 ng/mL PDA

[X] 2 TMP EROFAMER & ik U7 i OHER

3.2 RERERAORGFREM
AP BRI GRAEEMERE (1), (2, (5) XUV (6))
B OV AP BN GRAIEMERIE 3), 4, (7) XU (8))

RAEERIRP O 7 = 7 —/VRIB6R LA ORI
2B HmEELOHREZ K 3 KO 412, 12 202H%0OH
TEE £ 3 IORT.

723, 30°C THRTF L e B IR AR AL, (RIEIF R,
WG, WA DOESEEOMIRDZBITERO bk h o7



(A) PG

120
100 Qo

20000: o2 :@ 20 @roce@reccsosccs Qooosee

o]
“—5%

80

60

HifEEL (%)

40
20

0

0 1 2 3 4 6 8 10 12

FRAFHIRT (A1)
++0-+(1) 100pg/mL - 4°C -+ @+ (2) 100pg/mL - -30°C
«+0++(5) 10ug/mL - 4°C (6) 10pg/mL + -30°C

(C) BHT

%

R (%)
2

40
20
0
0o 1 2 3 4 6 8 10 12
PRAFHIRT (22)1)
<=0+ (1) 100pug/mL - 4°C <+ @+ (2) 100pg/mL - -30°C
++ 0+ (5) 10pg/mL + 4°C (6) 10pg/mL - -30°C
(E) TBHQ
120
100 J‘ ®g
= 80 :‘.
= o
= 60 Ggp“-o ..... Oeee
Za0 2
= Q
20 o...
0 R O S SUTITUUOOD SPPPPIIN esesesesene <
0o 1 2 34 6 8 10 12
PRAFIRD (22 )1)
=+O-+(1) 100pg/mL - 4°C -+ ®--(2) 100pg/mL - -30°C
<20+« (5) 10pg/mL -+ 4°C (6) 10pg/mL + -30°C
(G) HMBP
120
100 Jx;(:;.)wwoww@muaaaﬁ 59
2 80
2 60
¥
f’g 40
20
0
0o 1 2 3 4 6 8 10 12
PRAFHIRT (201)
++O-+(1) 100pg/mL - 4°C -+ @-+(2) 100pg/mL - -30°C
++0++(5) 10pg/mL -+ 4°C (6) 10ug/mL - -30°C
(I DG
120
100 AQoo0e@o00sQuases@posovosccee@reresssssss@oosovosocoosessssssd I
80
o 60
3 40
20
0
0 1 2 3 4 6 8 10 12

PRAFIRT (22)1)

++0=+(1) 100ug/mL - 4°C
<+0ee(5) 10pg/mL + 4°C

-+ @+ (2) 100ug/mL + -30°C
(6) 10pg/mL + -30°C
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100 J""‘ycmoﬁ«g S oty e

R (%)
o
3

40
20
0
0 1 2 3 4 6 8 10 12
BRAFHIR ()
++0++(1) 100pg/mL * 4°C ++@:+(2) 100pg/mL * -30°C
++0++(5) 10pg/mL + 4°C (6) 10ug/mL - -30°C
(D) THBP
@ @i @unrrnarnee@erneriirii@urences@erennernnnn
®:---@ ° ® ° ® 5o,
= ; o TEETCTRRTRR @orerreenes O evnnrennn Fo STTTIROON
- o v
2
=
= Q)
BRI
..... IURINRRPRTIE b
2 3 4 6 8 10 12
PRAFHIRT (D2 H)
20+ (1) 100pg/mL - 4°C -+ @+ (2) 100pg/mL - -30°C
<:0ee(5) 10pg/mL + 4°C (6) 10pg/mL - -30°C
(F) NDGA
120
100 seefzraadMassafaransy
CQ 80
2 60
2 40
20
0
0 1 2 3 4 6 8 10 12
BAFIR (1)
«O-+ (1) 100pg/mL - 4°C -+ @-+(2) 100pg/mL + -30°C
++ 0«4 (5) 10pug/mL + 4°C (6) 10pg/mL - -30°C
(H) 0G
120
100 JXX;\“..,.'\;....Q....“. ......... @esssssssece Qesesssecs Geoosssssoss Y —s0
< 80
x
2 60
X
= 40
20
0

0 1 2 3 4 6 8 10 12
BAFHIR (22 H)
++0++(1) 100pg/mL + 4°C -+ @-+(2) 100ug/mL + -30°C
<204+ (5) 10pg/mL - 4°C (6) 10pg/mL » -30°C

3 AP JEIRNNE A FEUEYR IR O T AE O HERS
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(A) PG
120
100 r¥ esl A —5%
= 80
=
) 60 N
=
E 40
20
0
0 1 2 3 4 6 8 10 12
BRAFHIRT (22 H)
-0+ (3) 100pg/mL - 4°C --M--(4) 100pg/mL -+ -30°C
++#vee(7) 10pg/mL + 4°C (8) 10ug/mL - -30°C
(C) BHT
120
100 g —5%
3 80
= 60
2
FI
= 40
20
0
6 8 10 12
BAFHIRT (Da0))
«+0-+(3) 100pg/mL - 4°C - @+ (4) 100pg/mL - -30°C
s+« (7) 10pg/mL -+ 4°C (8) 10pg/mL - -30°C
(E) TBHQ
120

—5%

A (%)

PRAFHIRT (220
++0-+(3) 100pug/mL - 4°C -+ -+ (4) 100pg/mL - -30°C
o (7) 10pg/mL - 4°C (8) 10ug/mL - -30°C

(G) HMBP
120 |
100 Jg.;_g,...u»mu.-.-.-u.-.'.'.'.'.'.'maunmmgmu"'.'H.‘.'.‘.‘.'.'.'.‘“‘ 50
2 80
x
2 60
¥
= 40
20
0
0 1 2 3 4 6 8 10 12
PRAFHIRT (A1)
++[++(3) 100pg/mL + 4°C -+l (4) 100pg/mL + -30°C
e+« (7) 10pg/mL -+ 4°C (8) 10pg/mL - -30°C
(D DG
120
100 ny";;.mo;MQ....Q..,,,,;;;:()nmumomm..,o,. ......... 9 sop
< 80
B
60
=
‘;(J:j
5 40
20
0
0 1 2 3 4 6 8 10 12

PRAFIOIRT (22 )1)

++O-+(1) 100pg/mL - 4°C
++©++(5) 10pg/mL - 4°C

-+ @+ (2) 100pg/mL - -30°C
(6) 10pg/mL - -30°C
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(B) BHA

120

100 EXREB ooofEeves @i gy o
80

—5%

60

R (%)

40

20

0o 1 2 3 4 6 8 10 12

BRAFHIRE (20 1)
++0++(3) 100pg/mL - 4°C
++fee (7) 10pg/mL + 4°C

-+ @+ (4) 100pg/mL - -30°C
(8) 10ug/mL + -30°C

(D) THBP

120
100 JV -,

80

60
&z

£
20

0 A efeee
0 1 2 3 4 6 8 10 12

PRAFIRD (A1)

++[++ (3) 100pug/mL + 4°C
e+« (7) 10pg/mL -« 4°C

(F) NDGA

120

<M+ (4) 100pg/mL + -30°C
(8) 10pg/mL - -30°C

{87 TEIRTTTLRRN I

“—5%

AL (%)

PRAFIR (22 01)

<<+ (3) 100pg/mL - 4°C
++Ae+ (7) 10pg/mL + 4°C

-+ (4) 100pg/mL - -30°C
(8) 10pg/mL - -30°C

(H) 0OG

60

R (%)

40

20

0

0 1 2 3 4 6 8 10 12
PRAFIRD (211)
++0-+(3) 100ng/mL - 4°C --M--(4) 100pg/mL - -30°C
++e+ (7) 10ug/mL - 4°C (8) 10pg/mL - -30°C

4 AP ININRARER R O m AT O HER
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#3 KIRAERERRO 12 /0 A% OmFEL
No. R AP I IRAFIRIE 12 DA% omfEE (%)
(ngmL)  OFME (C) PG BHA BHT THBP TBHQ NDGA HMBP 0G DG
(1) 100 % 4 101 101 99 82 62 101 96 101 102
) 100 4 -30 101 101 99 100 75 101 99 101 101
(3) 100 4 101 100 97 73 56 99 95 101 102
4) 100 -30 101 100 97 96 69 99 99 101 102
(5) 10 4 101 103 100 16 3 98 101 102 101
(6) 10 -30 102 101 99 71 54 103 100 103 102
(7) 10 A 4 95 103 102 0 1 81 101 95 95
(8) 10 H -30 102 101 99 78 57 103 101 103 103
XBY OSLEAE, AP IRINEAFEHERRIK
3.2.1 APEFMESHEEBTRORERTEM LLEMS, b LEEOK TBHQ T, -30°C T

MY, PG, BHA, BHT, NDGA, HMBP, OG
KO DG 1EW T ORAFRM T b EA L DD 23 5% L
NTHY, BETH-o72. —F, TBHQIEL, WINDHR
HFEMTHRAMPIC 5% %282 2R ORD AR
» 5, THBP I, -30°CHRIE L 72 100 pg/mL OIRAHEYE
ERERE, S%EBZ2AHELOBARED b,

9 FED 7 =/ — NV RBEBAIERI O TIX, TBHQ D
FEHOWD Db KEWEAI TH o 72, 4CRIFTIE,
100 pg/mL % O 10 pg/mL DIRSIRAEEHIZI N T, md
i, g 1 EE%ICTHRNERZ O 63% K TN 712% £ T
Wb L, FREEOHMEB . 30CHRTFTOmEL
1% 10 pg/mL ORAEERRIKIZ N T, FHR 3 A%
91% £ T L, 100 pg/mL OIRAEAEAKICB W T
PR 4 DA 92% ETRA L, W bR EDH
FEEL . — B e, BEMENGTNEE
MR L, 4CHRIELT 10 pg/mL OIRAIEAEETE O
TBHQ OWAELLIE, A 3 M ABITITHAREZD 5% K
Jili £ T L7z, THBP I% 4°CHATE T, 100 pg/mL K O°
10 pg/mL DIESHEHERIRIZ VT, EELIE, #nEhn
1 %I FHRE % D 92% & TN 69% £ Tl L, FFRE
ZEOHAEZB AT, 30CHRAETORFELIX 10 pg/mL O
IRAEERRICIS O TITIAR 2 A %I283% £ Tl L
723, 100 pg/mL DIRAEEHEFRIRIZI WO TIEFAR 12 22 A
BTHZOLEHPHFRRZOHIANTH 7. 7ods, M
AT O ESAE T Cl% TBHQ & O) THBP O il D 1
v, FREORED Y = ) —/ARBILM LRI O
— 7 OEINERD b oT=. 7277 L, HUEZ LR
%, NDGA IZiF#: Lo fREFIReRIIC 7 = /7 — VR kP Ik
FILS OB N2 AR E — 27 23388 5172, NDGA O [fifd
HEDINTFF AR DORIPAINTH 57253, NDGA Diffl
TEDOWAZFE, W2 AR — 7 ORI L T
WAIHME DN B > 72728, NDGA O43 RSN S hiz
AIHEMERE 2 b
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17 L 72100 pg/mL @ AP JERNNEAEEMEA IR I3V T,
3P HABOERED 97% & RREOHPANTH o722
LB, B0CORIESAE T CTIE 100 ug/mL & AP £EFRIN
RAEWRETCORMD 7 = ) — LRI LRI 72
K ELIDPHMIZLETHDZ L™ oic. £z, AP
ERINE A SRR ORFRBR T, 9 o7 =/ —v
R R LA TH 2 R R EMEN R D 2 LA HAL
7. FEIZ TBHQ OZEMMEL, ZHUIBEROR R L [F
oM THo7=% 7. F£72, TBHQ IZ¥kW\ T THBP
DREMMERNT LB o T2, Fi, ACRIEDLEIE
WP OB T, RS 1E B LAN T TBHQ & U THBP
DO OB N RUEOFM B2 7. —J7, 30
CHRIEFEOEEIE 10 pg/mL TIEHE 2 A% £ T, 100
pg/mL CIEFAR 3 DA% E COMD 7 = ) — )V REE(LES
IEFIO R O D FFRFRZEDFHPAN T - 7.
3.2.2 AP AMEEEEBRRDRERTEMH

3.2.1 TACHRIFITRWTHIR 18 M I m R oD
DIFRBEOHBE %M 2 7= TBHQ K& (' THBP {Z25W\ T
1L, AP 2L Z Ll kB @EMEom FITids b
BRI FOMD T = ) — VRFBLBH LRI SOV T %,
321 LHELT, ZEMHom EXRO SN2 ho Tz
TBHQ (%, 4CHFETI, 100 pg/mL KO 10 pg/mL DR
AEERRIZBOW T, mREEA, 1 BEZICHRNEZO
63% & N 72% ETRD L, W b FFRREO P % 8
Z 7. -30°CHRF COmMELLIX 10 pg/mL (XFFH 3 M A%
12 93% F T L, 100 pg/mL 1 EFHH 2 2> H %12 94% £
THAL, WIFNbLFFRREOHIBE LA 2. 321 &k
BB L, 30°CHEMFELE 10 pg/mL OIRAEHERK %
X, AP IRINEATEUEIRIE O 7 A AP ERNE A S YR K
L0 L REMHIIETFRNMER CTH o7z, 4CHRFD 10
pg/mL ORA R OmAE L, 3.2.1 & RERICTHR 3
D ABITITR BB % 0O 5% K0 £ TR L7z, THBP I,
4 CHAFTD 10 pg/mL KT 100 pg/mL OIRAFEHEATKIZ



BWT, mEIE, EMZRICRER D 70% Kk 0 94%
FETHAD L, WTILbIFRREOHFAZE 2 2. -30°CHR
FCOmBELZ 10 pg/mL ORAELERIEICE O Tl
3 A KIZ 91% F Tl L7223, 100 pg/mL OIREHE
PWERIKICB O TITEE 12 »A%THLZOLEENTFFA R
ZOFPANTH >7-.3.2.1 L+ 5 &, THBP 1 TBHQ
LIRS, -30°CIRIEL 72 10 pg/mL OIRAFEAEA T % %
E, AP IR A IEHETRIL O 773 AP TERINR SIS HETR L
0 L REETHETFERVEAN S - 2. Z Ofh, PG, OG,
DG DA TFEEIZIMAZ T, NDGA ([225WTh, 4CHRAF
L7z 10 pg/mL OIEEEFERRICIN T, AP IRINEAIE
WK D7D AP SRR AR X 0 b 2 EM K
UVMETIASFRD HLTZ. AP X, AA 2V FUBBHEE
L7cm ATV THY, AA [FEE, BEBI1EAlE L Totk
BEATHT 18 AA OBEETCISIX AT TH Y
JE P O BB & OIS 2B LR T BN D2
R, BRI b BILREANCD 2RV ED. AA
%, MEREIC LY ARSI L ST AA L 725
2, AA X VBB kI T WA O HAET T
I, BETL AA IX, AA ICEAESNS. 0, AE
D AP BINEEREERIR DRAFHBR S T2V T,
AP LV b L ENRTWT = ) — L RERERS IR R A3 2
HFT 22 &T, BEBEICEbL LTz AP DR biRERI & L
TEMLEATRENNH 2. IBEOWMETIE, AA LV
BHA O BNBAL ST N L VIR AA DT LY,
BHT O LBMEESNT-Z &7 2REBT58HENH 5
N, SEORFRBRSEM F T, BHA XU BHT oW
TIE, AP (X 2MLIEHED BT/, WML TVD
RIS B Z DD 7 = /) — LRI LBG IR FI 5 00 7%
WKEDdboeEZBND. £/, TBHQIZ APY X AAT
ERINT 52T, BLBAIETE 5 & o®iES, BHT
BHA, TBHQ, NDGA, PG I(Z AA ZifFN$25 2 & T, 50
B2 E L CIRIETE - L OWES 2H 5 A, SREIOG:
HFHRMZB LTI, AP OFINCE D, 7=/ — VR
{EBS IR ORAF L EPED A LT3R B e o 7.

TBHQ & OF THBP {22\ T, 4°CHRT7FE L7= AP IR
AEAERRIZOWT, 7=/ —/VREB{EBE IR O FE A
100 pg/mL O b DIZHOWTIE, R 3 22 A#ZIC—RBIC
RN RELSHY LI b DD, 0% F - HEREE A 1
MF2BENRED LIz, £, PG, 0G, DG D&
FEEFEICIN Z T, NDGA IZ22WTIE, 4CIRIELT AP
TIRAEEEKICOWT, 7=/ — /LR LA D
TREEAS 10 pg/mL D b DX, T 6 7> A I —RFAYIC iifE
ERKRELSBAO LI 0D, 0% E R HINT
DEENRRD . — R ERE LA L= 6
MHBOZ o< 7T M2, BEOBNRTRHE—2
DEBOLNTEY, ZTNHLOE—7 TR 8 2 H % LI
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WZIFRO o7, —JF, BHA KO BHT 22\ T
I, R PICFEROBGIIRD bR olc. AR
BT, AP ROEET AP O ERIIIT > Tz
AP 1T Z ST KISIEAHTH Y, —FFHIZ 7 =/ — /b
FEALBG LA O EFE LB U732 R KII AR T h
%. LA L, SB30CHRIFTIHAROBILRAD HiLieh-o
T2 EMnD, B0CEY b EUSERREWE B D 4CHkR
FOEMETTIE, &7 =/ —AVREBLBIERIE AP A3A]
WIS L2 ATREMER B 5. &2 TobE T/
CHBIIRD LN oT2Z b, RIL7 =/ —L%

FEALBS A C b AEEE OEVINT LY, AP & DOSHEN
BiarbnltEZLNE.
PLENG, AP IINEAEHERIL CIL, -30°CRIFDY

A& 10 pg/mL TIXFRHHE 2 22 A% £ T, 100 pg/mL TiaH
BADABRETIMD T = / — )V RERLBA LA O mifE L
DD BHRFRAEDOFIANTH o 72, 3.2.1 OFER & Hig
LT7 = ) —VREAEBL IR O ZE DR RO b
9, AP OWINE, ABFHII T 2 WE K IR TS
BTFICBIT D 9D 7 = ) — LRBLE;IEH O E 2 E
PEDE EIIXE S LW Z ERA BN E IRo Tz,

4 FEH

BAEOEEEMREEZ BN E LT, Y C—FolmzlT
STNDE T = /) —/VREBALEFIEAI 9 THEIZSWT, BE
IEMETRIR ORI ZE M2 70 L7z, WEE, IREE K UMt
B LBl IR A DA D H 2 Bie 2 I B W TR IR
L, RIFHIC R EM 2 M8 L7z, 100 pg/mL J O 10 ug/mL
DIRBTEAERIR & T2 12 4°C KR T-30°CT 12 2 H RfE
HLIZ. £72, RELEEOR EZHE L, AP 2R
L7ZBA DRFEREICOWT HRE L7z,

ZORER, AP HIRMOEE, WThO 7 =/ — LR
FLBA 1EAT S 100 pg/mL OIRAFEHEK T, -30°C O
GFERUET TR EL3INAMIILETHD Z LR
Mmole. £, 7=/ —/VREEEP A ORIEIC LY R
TFREMICZENH Y, FrlZ TBHQ K Y THBP DIRIFLE
PEDMENZ EDSBH SN & 2otz SEHARE L7z AP RN
WL D7 =) — IV RERLBE IR O Rz E ko m EixER
DN holcbOD, 9 FEDO T =/ — VR IEA
WZDWTC, IR R OMRTRRE N & 2 72 5 & Pk
DIRAIEAERIR P OZEWENH B E e o Tz,

3CHK
1) JEAE AR R bR @A L 15 5 - &
i P ORI HEICSWT BRI 2 Il &dh
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LC-MS/MS IZ LB ONEE PO 7 vr 7 = ) — )VEESHTTE

VEREF R« AR « FaoK G - B8P3 T - HHEA

i ] T R B BR BTS2 PIT DR B B 27 R

Analysis of Chlorophenol Compounds in Fish and Disinfectant
by LC-MS/MS

Hideki SATO, Junko TSUNEMATSU, Miki MATSUNAGA,
Yoshinori KAWANO and Shiho TANAKA

Health Science Section, Fukuoka City Institute of Health and Environment

TR O REBFERZIE DTS, AROREBN CHEMAT 2 RIEERET Y ¥ AR
WHorzuu 7 /) —NVE S HEOOWHRERN S - 722 E DO OWIEORFEITo 7. B
Wik a~ 7o 7-2 o7 A MEESNTFHERAY, LC £ Hs e~ 77 4 —%
W7oV Molrd Lz, MS 4&fEi%, APCI #2252 & TRAOBENERWIERIC
LIS TED L O L. RBRIAROAEIE, MTiEA%  — Vi, HLB 7 —h U v ¥
TRERMEZITV, RKEEFERT MY 7 ARK TR L-7 AL B ClElREIERE 2 RE%
AEIToT. rmurx /) —VE S HEOER FREZRDZE A, 0.033~0.081 ng/g &
R0, BEOBMEN 1 ng/lg EHRLIEW 2,6-Y7un T ) —LESHTDOICH5 R REN
Bohniz. MEFFMRRE LT, Zeory=z /) —VHESEHBEZZNEN 1 ng/g & 10 ng/g i3
LML, 5 BT CIHRMEGREBR AT 728 25, BIHRERNEONIZZ 0D, A%

ROFTETH D Z EPFERTE .

Key Words : 7 =1 7 = / —)L chlorophenol , fa fish, WHHEFERET MU 7 A sodium
hypochlorite, BHIFEE s 0~ k27T 7-% o F WER/IHEE  LC-MS/MS

1 [XL&®IC

RO RERE T, REHREIC DR DB RYIR
AN EOMAERRZLRFINDIBENARH Y, EERITIE
LEVEICIIEN 72 < T, HEMEE LT VWELETH
2V saarvxe )=V BREOFKYEE LT
MHNTEY, B CHRIHLESERE LT, ER~y >
2b— 5 (BRCNE LZ7 =/ — )b &R FR R
BREHR L ORISTEREHE) 2, A (ABSY
ERHEEEFERT MY U AR E OIS TAER) P, W
W (RERTNEE O — U - BEPBIEH L7 =
J VR E TR FENIOUS LA L HEE) Y R Lo
ERHY, RIEEHERE IREEREGFEE T Tosunr
= ) = VEARMEE SN TWS. RILEHRRT LY O
DERRIC K D81, KERIEREETHE~Y =27 b

DNIRWWT, faME, BRWE, BE, Bk LT
TS UHERAT A EARENTEY, —ROICHERX
nTns.

TAREFTN G, A0 FABIZB W CERE RN TEA
T HWMEHRET b Y U LARIR & AP Oy & ORIGIC
konrma7 ) —NBEERERGET 2720, ARORK
HHREB T N v AT o ee 7 = ) —VE 5HAE
DWHRAER 1=, 2T, 2-7ua 7=/ —)L (L
T, [2-MCPJ ¢9%. ), 47uou7=/)—)v (UL
T, T4MCP) ¢95%. ), 24-yrunurx/—)b
(LLF, T124-DCP) &9°5%. ), 26-¥7mrnnr7=x/
— (LLF, T12,6-DCPJ &¥%. ), 246-hUsnmn
7z /)= (LLF, T[246-TCP) &3 5. ) OEBEK
kou~ 7o 72057 2BEESHTE (LT, TLC-
MSMS| L35, ) ZRWESHEORFZIT>=0
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THETD.

2 ERAE

2.1 ##

AOEIIREBRFTOEIC K SE YL L, HiRoY
T %7 — N7 at oy h—TREWELLIZbDOER
BhE L7z,

WHHESRRE T N U U AWK, mie IR 6% kil
WHEET N v 2%k, @K CHINLEREE Le., RBE
1%, REREMER AT S~ =27 LT, MM EORHE
AT 2 & EOREL LTRENT 200 mg/L & L
7.

2.2 ZEL-REFE

IRAHEYER - B L7 A L ARG RL 1,000 mg/L
7 x =V 6 FIRAERER (7' b VER) B
7.

IREGTEMEVRIR - IRATEMEIRE A %/ — /L CHINL,
10 mg/L Z A% L7z,

FOMEIY IR AEAEIRI RO E A X ) —)L
THIRL, 10 ng/mL, 100 ng/mL, 1,000 ng/mL % FR% L
7.

M INR G AR  IROEERIRE A X ) — V)&
Ok (1:1) B THIRL, 0.05 ~10 ng/mL D#i
PHN TR TRRL L 72,

~ MU w7 ZEINR AR IR AR RESE - Wi R
AEEHERE 100 pl (12, MEER DR U 72 SR IBRIATK
900 uL /%, 0.1 ~1 ng/mL OFEPH T L 7.

AL ) —)b: RBREIER R O FE D & ORI,
BE SR LA A o SRR ) & 7. ARV R A,
BRI R O RE R TR LI KON LC-MS/MS DR H)
I A AR T 2 48 LC-MS %2 A=,

1 mol/L HEfg : &+ 7 1 /b AT A R 47
& T,

L-7 A2/ v g B b R 2 Tz

KB T RAUT w7 WA RFD240 (2 X 0 i
L 72788k & v,

HBAIK @ 7 ATy 7 S RFU666HA 12 &
RIE L 7Bk & .

2.3 ZE-REH
Re 58 . A7 > 2 #:8 RECIPRO SHAKER SR-2w
wLH o ARBRERRE 7o 7 BmHEOE
S700FR
B BE S« 7 XU AR MCS-10

R T ARBRAF, 47, 2022

Wa|l~=hR—1 K =P A = AR A F—
Ty TR v =HR— R
HLB 71— h VU v ¥ =z b = 248 InertSep
HLB FF (K. ¥t 60 pm, FEIEA 200 mg, A — hVU v
P4 X20mL) ZAV, HENTHALZ /—/L 10 mL K&
OZEBAK 10mL Tavrsova=rr7 Lzt AL
7.
AT VLY T 4NE— T RARUT v 7 HEHRD13
HP020AN (FL£ 0.2 pm)
PP BLEILE : = R FATHB o= L F 2 —F
(50 mL ¥, 15 mL %)
AT N TV b T 7 vy —8 2 mL RiE
MALH 7 A
LC-MS /MS :
LCH ; =— b — « #4 v 7 ZFREXION LC AD
SYSTEM
MSHB ; =— B — « P A = v 7 2 HQTRAP6500+

2.4 BESEH
LC-MS/MS DMliE 4 %% 112, S {LamOE
A A ER2IRT

2.5 =

ERARAEERK, FABRAEK 20 oL % LC-
MS/MS ~HEAL, MxfmEHRE T/ ar 7 =/ —)LVHE
FER L. od, WINEGRERIZEB VT, dnERH
BAEERKRMEORE (UT, 177027 &
%.) CTEBMICEELZRIFTE—7 (FINPLREITHY
THE— 7 WEED 10%LL LY ) 28D 2551, ~
Y v 7 AR AR R S EERR 2 VD CER LT,

2.6 EETRECEH

ERRIRAEERTE 0.1 ng/mL % 10 [ElH: 0 3= L
EL, Fonizrza~ 7750 SN B 10 L ETH
D aER LIk, OPTEOEREERZAED 10 5208
WHS A2 L CER FREEZREH L.

2.7 HERBBROFAR
2.7.1 ARH

BES5 g & 50 mL 2 PP SR IbE IRV I, A&/
—/L 10mL Z Mz, 53MEERELOS MRS 5 i
AT o721, 3,000 Xg T 1077z LmoBEL, BiGzET
BT —3 3 T 100 mL L AFICEREL L 72, FREIC A
Z /=0 10mL #00 %, FEERICHIEEIEL, =000
%o EEEADE. ZHICEEKNT0mL 20z, |1
mol/L &k C pH2 FEEE ISR, ZRBE7K T 100 mL (2 E
KLz, OB HLBAI— MY v DICARL, &Y
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K 5mL THeE L7z, @ik%ED HLB 7 7 A% 3,000 X g
T 5 R DI TR L7128, 10 93RS~ =Ah—
v R CEREIEEIT -T2, AF 7 —)LEIEMEIZ S mL N
Z, YIrTEHAVERES 15mL % PP R EICE N
L7z, EHRICIEMICEMAKZ SmLEM L, &EIEF
%, 02um AT LT 4N E—THBLIEZbDER
B & L. BB, SEIS U ALY — LK
ik (1:1) B THERTH L. sirvr—
2K 1IRT.
2.7.2 REIBREES b)) 7 LBAKREAH
WHLEREET N Y U AEIEREEHZ -7 2 a /v e Ui
R L, DPD R ClelR B R OREETER
L72t%, 02um AL T LU 7 4 LB —CAHlBLE. 5
fROSmLIZ A% /—/L0.55mLRML, 1 mol/L HEfR
0.05 mL C pH2 FREEIZFHHE L= b 0 2RI & LT,
AREBRIAIE, MBS A Y ) — R OEHIA (1:1)
BETHRTLZEE L. OF 7 e —%2X 2 1RT.

2.8 HHI MU VIRDOHTAOEE

R T ARBRAF, 47, 2022

ryuon7x /) —/VEEEERVEREZ VTR L
7-ARBRIAIE 900 pL & 100 ng/mL K B4R IR AL YERR TR
100 uL ZRBA L, 10 ng/mL < bV v 7 AR AIENE
WiRE Uiz, Zh b [ERE O St IR AR AR I %F
THE—7 Mgk ERD TEl~ Y v 7 200 ~D
HEL R L.

2.9 AhEUGEER

2.9.1 axEH
FABREHIRINEIN ARG EEREKZ 1 ng/g KOV 10

ng/g 25 X OWCIRML, 30 MkE%, 2.7 #HBRE

ROFR (THEV, 5 PHMTTHERIEERITV, REBRIFIKZH

7.

2.9.2 REBIBEREET b LFRER
ABHZIINENY IR G AR % 1 ng/mL K TY 10

ng/mL 12722 £ 92U L, 30 ofikE®, 2.7 3Bk

WIROFE) 129e, 5 OHT CTERIEZITY, RBREIRE

B 7=,

F#1 LCMSMS HIESAp:

A T AN =z YA = ZAHL InertSustain C18 HP
(2.1 mmx100 mm, 3 pum)
it 0.3 mL/min
TEAR 20 ul
H T LR 40 °C
e ZLiE A : K
BiR: A4/ —)b
VAV 3 Bif% : 40%(0 min)—90% (6 min) —90% (8 min)
—40% (8.01 min) —40% (10 min)
HEE— K MRM
AFAET— R APCI (—)
J—F 2 HA (CUR) 30 psi
PBAIABHREE (TEM) 400°C
X T TA P —=HA (GSI1) 20 psi
H—RHA (GS2) 0 psi
2 Vg HA (CAD) 9 psi
A F AT L—EE (IS) —4,500 V

22  WGHCEMORIEA A %%

PREFIFH]

No. fbLAEM4 (min) Ql(mz)  EEA AV i

Q3(m/z) DP(V) CE(V) Q3(m/z) DP(V) CE(V)
1 2-MCP 34 1268 41 33 909 41 21
2 4-MCP 38 1268 41 30 909 41 21
3 2,4-DCP 49 1608 47 36 1249 47 30
4 2,6-DCP 43 1608 47 236 1249 47 33
5 24,6-TCP 58  194.8 350 67 42 1588 67  -33

DP : Declustering Potential

CE : Collision Energy
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(50 mLZPPHRLIE VL)

(ARIMIEN SR - AR IR SAR AN, 305 filiE)
AH =N 10mL

A5 55
WL S 55
i BiE (3,000 xg, 1043)

RE Sg

By (FheT—va )

%
——2%/—) 10mL
& 557
——iR&E 5 5oy
—— 1z 05 B (3,000 xg,  1043)
BIFRE (FhrT—vay)
LG bhE s (100 mLEL A 55)

REK K70 mL
1mo | /L i T pH2REE I

HKEEKT100mLIZER

HLBY 7 A~ A
(2vFgyva=ys . A%/ —)10 nl, ZEE/KI10 nL)

AREEK 5 mLTHE

Bl A EOSYEE(3,000 xg, 54%) %, 10RO 5]
AK =N (LCMSH) 5 mLTHAH
(Vv PHERANERELES)
IR
At 5mL
A 02um AT VL7 4 )H—)
BRVAIR MM CTA Y 7 — /L RO (1:1) B CTHR
X1 ek RBRA R RN A
——L-7 2R VeV ERZ RN (FEER R R 2 R2R)
—— (NGRS - RINER A AR AN, 305 ki)
LR 02um A>T L7 4 LH—)

Al 0.5mL

F—x %/ —/ (LCMSH) 0.55mL

——1mo I /L 8 0.05mLAM  (p H2FRE~)

RBRIASI MMLBIIR T CTA Y 7 — VR OEADK (1:1) RIETHR

B2 WRHEHEREET N U T AR O

ARV B 14
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3 WRRUEE

3.1 MSRULC&EHDHKE

MS &Rz oNTHaADL 2 I, see T =) —UHH
XL/ hrAFL— (BSD) {ETHONLIESA,
FEDORWEER 2T a T b A F AT MURED
N7z L, 2-MCP O A A ALEhENEL L ng/g O
BIENAAREZR Z & 2 MG LW 5. ARIOHIER S
MBI EREE R ED~ N w7 RS E e
ThY, BEMENRIME L SITRE LTNDHT
B, B AR E SN AR R BB R D B,
ZTIT, KEEEICHT O HNOBEICESERAEY
BRENED D HED (LT, TERREE &7
5. ) BBEBIC, BEOEWTRL T A AL AR
LV OEUG A W BE T KKELF A 41k (APCI) ik
(FHT 4 TE—F) TAHAULEE, MRM £— K
THTHZ L L.

LC &fhiE, SRREED #2812, BEMITEM
KeERAZ ) —=VEMHEHL, 53807 5% ODS I 7 A
AT HZL L L. ODS # T A%, BEEDH
ETHEOIHEA L TWS P —x Y o = 248
InertSustain C18 HP (2.1 X100 mm, 3 um) %R 2%
LT, ERMICERATHER - MRICLIIETED
rolizLr.

ES 2 REBRIEH T A Z 7 — v 100%¥ TRIE L
7%, SHATXTTRERBROY —7 B3 G61
T, DL AR Thoe. HEEED T, &
BRIRIR DFELE A 7 ) — L0 45RO RSOk %212 T
T9Z2&ELTWVEDA, SEITEMTOMED 7 7o
Tz )= VEESNT B0, TWREREIMZT- AL
J—NEOERIK (1:1) JRIECHR L. Zo%kMt
THRERAREAELERRK 0.1 ngmL 208 Lz & 2
5, FEHAOVE—7 OB EITUEL, BifRe—7
TR NERER G OND Z el LT, /7~ T
7 L& 3R

3.2 BmER

BERAREAEERKEE 24 JWESE) 2V
SHL, HFEABDOERA A DO — 7 @EHEZ AW
T, MM EREER L. ZOE, 0.05~10
ng/mL OHIPH CHEMMEDHER TE, REREIL 0.999
UETHo7-. REREX 4ITRT.



(A) B)
o>mMcp  4-MCP 2-MCP 4-MCP
1500 3 773/ 3000
é 1000 . i: 2000
£ 500 £ 1000
35 40 35 40
Time, min Time. min
(A) B)
2,4-DCP 2,4-DCP
2,6-DCP J 2,6-DCP
2000 4000 \
g_ e 4310 . 4331
g 1000 ;,;,’ 2000
soo - 1000
0
40 45 0
i i 41[2\me. n‘:\:
(A) (B)
2,4,6-TCP 2,4,6-TCP
1500 =0 \ | ez
. a 2000
; 1000 ; 1500
H 2 o
= 500 -
500
== 80 55 60
Time. min

Time, min

X3 0lngmLZuoue”7x/—VHDra~ 7T A
(A)100% A Z / — /L il
B) A%/ — VRO (1:1) Rk TR

3.3 EETRENEH

san7x /) —VEORKOBEE, BELY M
HEFHETVEHNTRTFFLTEY, 2-MCP KTt 2,6-
DCP T 1~10 ng/g, 4-MCP K& 1* 2,4-DCP T 10~100
ng/g, 2,4,6-TCP T 1,000~10,000 ng/g & &L TW5.

10 B D 3R LD B & B T BRAE % 3K o 7= i 51
K OHT L7z 0.1 ng/mL iR AR S HEHERRIL O S/N Lt
R ITTT. WTNOIHE b RRAOBE LV IKRE %
T+ EFTRE e E s TR T o 72,
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1564 2-MCP
5 106 y=1.86e5x +214
<L
o 2 =0.99965
0.0e0 N — S—
s T
Concentration
¥ 4-MCP
2 2e6
N y=3.33e5x-783
1e6 2 =0.99928
Oel
1 2 3 4 5 ] 7 8 ]
Concentration
2,4-DCP
2e6
£
1eb y=2.75¢5x + 1716
12=10.99932
el - T - . T - T i i
1.2 AL e eniiGi s B g
Concentration
20eb
156 2,6-DCP
§ 1.0¢6
y=2.14e5x + 1180
5.0e5
2 =0.99981
0.0e0
1 2 3 4 5 6 7 ] 9
Concentration
561 2 4.6-TCP
o 106
§ y=1.65e5x+ 1100
5085
2=0.99978
0.0e0
1 2 3 4 5 6 7 L] 9
Concentration
4 FREM
#3 TR FREOEHER (n=10)
HE4 2-MCP 4-MCP 24-DCP 2,6-DCP 24,6-TCP
-2 # (ng/mL) 0.104  0.101 0.096 0.096 0.095
Y 5 0.0026  0.0041  0.0017  0.0025 0.0022
P THSE RSD% 2.5 4.0 1.7 2.6 2.4
& T IRAE (ng/g)
_ ” .052 .081 X .051 .04
GROER B 0.05 0.08 0.033 0.05 0.045
E R FRRAF (ng/mL)
GORATE  KED) 0.057  0.089 0.037 0.056 0.049
SN kb () %2 108 145 190 124 920

X1 WRHEFRER T b U v AW

32 0.1 ng/mLiR EA R AR HER IR



3.4 RINEHEDEE

3.4.1 AR#ORNE
AREORTE T B, 652 ORBRIAHTR )
BaERBEBIZ L. RMEFTOKRE RARI T/ rn 7/
—NVENERT D EEZHELELDOThoZ &
5, R~ Y v 7 ARSOBENENZ D729, F)
O A RE S F A X b BERHICET L
HLB 1 — U v U6 A X ) — VIR OBMIEEE
B LT, RILE ORISRk a L. AT
LRI E A DR TH I LT, EROTHTALE
272 o TLRHZ B ARE LT < B L HIC LTz,

£, WS O T EORR AT o 72, BE
HORRIE, ZO®%OIRE SR EFR T 5o e L
2. zan Tz ) —VHEIRSWETLH D0, il
FHEC L D EREOBLOFREHRTHZ L& L.
BARMIZIE, 10 ng/mL #EHERRIR (X % ) —/VIRIR) 10
mL % 5 73RS AE U2 /R, 30 ke A XL
TR RO S SRR E 5 Lzl & 2 2 diffil LT
L7z, Wit OfERRIE, SR E REOBHRAK THR L
T2 b DESHT D728, 5 ng/mL i FH IR A HEATR
DY — 7 mEE & i Lz, #EREER 4177 W
O ETHIRAEERIR & [0 v — 7 mfkE & 72
D, FERICHENRNT ENHERTE R, i HE
%, BEWEIRE SMHOMAAE YA L.

F 4 SHHGIEC XD ©— 7 mifE

' — 7 IR

AEW ATV T4 X TBED 5 ng/mL

(5%9) (30%)) (547)  FEUERRIE
2-MCP 8.6x10" 8.5x10*  8.6x10°* 8.3x10*
4-MCP 1.5x10° 1.5x10°  1.5x10° 1.5x10°
2,4-DCP 1.4x10° 1.3x10°  1.4x10° 1.3x10°
2,6-DCP 1.0x10° 9.8x10*  9.5x10* 9.4x10"
2,4,6-TCP 7.4x10* 7.5x10*  7.5%x10° 7.4x10"

WIS, BRTRERICHWS HLB 71— kU v POk B
+ - WBRORRHEIT . ALY T HLB A—F Y v
Y (200 mg) MHDruva Tz ) —NVEHDAK ) —)b
WHIZRWT, EMIZEAET 2K0% 10 2% 51HEK
ThRE - HlRT 2 2 L CERIICHIAEE N ZE LT <
20, BULERAK 10%M ELZERE LTS, NG
58 0%, BT ILEH (GOMS 12X 500 Tikd
208, MEKRO BRI 2HREEZS D7 OIICIE, HLB
J— KU ¥ (225 mg) & 90 /MIFEE OZEAXEERIC &
DR T DMER DD EME L TWD. 90 53 DR
BEEIZEWE®, 10 S o%k5AKETIC, wO#T
3,000 Xg, SHMOBAEMZ S Z LT, MEHHT HLB
J— by DORBIK - EEEEITY, BURO M E AR

R T ARBRAF, 47, 2022

L7z, BAKI9IZIE, 10 ng/mL IR AHEHERIE (20% A Z
J—VIRH) 5mL%Z HLB A — U v PICAM L, &K¥
K 5 mL THHE, 10 SHEERSIER LZHA L 10 4
W5 |38 R AT 3 O B K & 0 % 72 3 A D[R R & Fl L
7= (n=1) . BWHIEAZ ) —)v 5mL TITW, ZHiC 5
mL OBHMAZMZ b DEBRIEE Uiz, £ 5IRTHE
RoLBy, BOMUKEZMZ D Z LT, BINENRE L
LizZ &nmb, BB EOEBKEMZDZ &L L
7.

5 [EAHOBIK « FIRITIEDENT & 5 AR

[l (%)
WGBSR DA O G 8 R
2-MCP 89 97
4-MCP 95 100
2,4-DCP 87 100
2,6-DCP 93 96
2,4,6-TCP 86 94

3.4.2 REIEFREET M) U LIBFEAFOEILIE
AEHL, AROBTIALE I HW - REERE ST Y
TAERTHY, 133 TEERTFRMEOEH] O
LML L TR BIKRED 1 ng/mL % 43 (27 ATRE C
BB EMBEMEERIIITDT, AT LT g —
LD ABOBORIMELE Lz, BMEWETHL 7 nn
7 x ) — VIO IET 5 7m0, A Lk
0.5 mLIZ*kL, A%/ —/10.55mL & 1 mol/L ¥ 0.05
mL ANz 72 b O %R BRAK & Lz,

3.5 AHHT M) YOI RDAHADEE

AR OZ R BERIRESE~Y Y v I ARSIZ LD
A A ACINE AL HE D B % TR~

MERER 6IRT. B— 7 HHLIT 095~1.15TH Y,
A X AEA~OEBETIZFEAE RN EE I DN

#6 4% 10 ng/mLIBAIEMERIK TOE— 7 Hfgt

2-MCP 4-MCP 2,4-DCP 2,6-DCP 24,6-TCP
L
(a/b) ¥
Ma: v b U w7 ATRINRAHEEAIR, b BRI A R
3.6 ANMEUGGRERFER
ryuan7 =z /) —/VEOBREMNE CORINEEZHERT D
72, WIREIEL 1 ng/g (1 ng/mL) &ZD 10{5&EE L
To. a7 5 v 7B D 2-MCP, 4-MCP O ' — 7 1A
FEEAS, 0.5 ng/g MEARAIRAEERE (1 ng/g IR
BFOBBRIEIRE ICHY) O — 7 mHHED 18%FLE
BMHE L&D, AREA~D 1 ng/g IRINEEO E I3 4

1.06 1.02 0.95 1.04 1.15
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oy T b Yy 7 AR BB G HERIR A VY,
FALAIMIAR EAR FR AR & T2

AT, RBERHO—BATAL KT 409 1ZHL T,
RS = A A L 7.

F T~101CHERE, K 5~101CRET T 7 & 1 nglg
E 1 ngmL IRNEEtD 7 v~ N7 T LEkRT. JrnR
T x/—/VHESHBTNTUICBWCEIGRO BEE (70
~120%) Zii/od I & AR L.

PLEDOFERN S, ASEMRG Lo oiriEiE, e ko
WHERE T ) U AR o7 aa 7 = 7 — VS
SIHBDOHHICAE L FIETHD Z L PR TE .

# 7 FEUEI 1 ng/g NI O EIGRERFE R (n=5)
EIHEEs PHMTRE
(%) (RSD%)
2-MCP 92 4.4
4-MCP 97 4.1
2,4-DCP 94 2.8
2,6-DCP 93 3.4
2,4,6-TCP 87 5.9
# 8  AFEI~ 10 ng/g IRMFFOEIGERFE R (n=5)
EIIE PHTHBE
(%) (RSD%)
2-MCP 88 5.8
4-MCP 95 42
2,4-DCP 89 4.1
2,6-DCP 95 2.7
2,4,6-TCP 90 4.0
#9 WHEHRFERET NV U ARG~
1 ng/mL #HNEED BISGRERAE R (n=5)
EIfEs HMTRE
(%) (RSD%)
2-MCP 102 4.7
4-MCP 100 23
2,4-DCP 105 2.7
2,6-DCP 109 24
2,4,6-TCP 118 2.2
#F 10 WHEIEREET U U AEEHE~
10 ng/mL @SN D EIGRBRFE R (n=5)
EIES DM TR E
(%) (RSD%)
2-MCP 103 2.4
4-MCP 102 1.6
2,4-DCP 104 0.8
2,6-DCP 111 1.2
2,4,6-TCP 118 1.4

R T ARBRAF, 47, 2022

(fa77v7) (1 ng/g FIMFEL)
4-MCP
3.79 2-MCP
3.78
6000 3.0e4
5000 2.5ed4
;_‘ 4000 344 i 2.0e4 3.43
@ 3000 2 1.5e4
= o E g
1000 5.0e3
0 0.0e0
30 35 4.0 30 35 4.0
Time. min Time. min

K5 7707 & ngg il (2-MCP, 4-MCP)
(a7 7) (1 ng/g FIMFAEL)
2,6-DCP  2,4-DCP
25000 X 4.87
. 1500 4 2000 {430
R £ 1s000
g g 10000
500 5000
. i .
45 50D 55 45 50 55
Time. min Time. min
6 T T 7L 1ng/lg NINERE
(2,4-DCP, 2,6-DCP)
(77 7) (1 ng/g BINFER
2,4,6-TCP
15000
; g 10000
= £ 5000
55 60 YR
Time. min Time, min
X7 777 L ng/g WIMEE (2,4,6-TCP)
(SRR N Y 7 A
WiE7 5 7) (1 ng/mL #ANFEL
2-MCP 4-MCP
3.79 x
25000 3.78
600
00 3'44 20000
T L T 1000
% 300 % 10000
= 200 =
10 5000
0 0
30 35 40 a0 35 40
Time. min Time. min

M8 WHiERET M) UARRT 77 &
1 ng/mL MK} (2-MCP, 4-MCP)
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(KHHEFREET b Y ¥ L

W77 7) (1 ng/mL FANFEL)

2,4-DCP
2,6-DCP ’
’ '
25000 1 & 4.88
20000 4.31 ]

15000

Intensity, cps

10000

Intensity, cps

5000

45 50 55
Time. min

45 5.0 55
Time. min

X9 WHERBT N D LRERT T 0 b
1 ng/mL #INEREF (2,4-DCP, 2,6-DCP)

(RHEHERRET U © A

W77 7) (1 ng/mL FANRED

2,4,6-TCP

15000 571
o o
& 5 10000
= =
B B
= <
2 z
= = 5000

[
55 6.0 55 6.0
Time, min Time. min

X 10 WHEEFERET NV v NIRRT 707 &
1 ng/mL #INFEL (2,4,6-TCP)

4 FED
FRUE R ORI SRR T U U AR ICE £

Hrwunw7x/)—/VH 5HA (2-MCP, 4-MCP, 24-
DCP, 2,6-DCP, 2,4,6-TCP) % LC-MS/MS CTEE/HHTT
5k ERE LTZ. LC-MS/MS 3HHiC BT B4 4 o 1kik
T, BEMESL OSSN S ESIEE, 2 na
07 x ) —/VEEICH U CIREOR W T e ¥ o
b F L ART SABELNT, ToREEN S L
WIHE R H D L OWED BN DH 2 Lonh, APCL iEEH
W ZhICKY, SHETARTTHREDOREW I =7
M AT SARE ST

Bt ORI R, 0P OFEEsEL LT
28, FFEE CRIEMEREES M) U ARREDKIGIZELY
rsanv”7x /) —VENERTAHZ EEHE LTEHREITH
2720, REPOOMBFEEZRED T A XL D
HEMADEIIFENLGAER L, BEE LIRS S MhilE
MABEbEFEE L., £, HIB 1— U v V%

R T ARBRAF, 47, 2022

AW TR T, EHOKSERE « GRITHET, B
Fl~ =k —/ R X 2 BKELEEATIC = O T OBk 20N
25 LT, ENERR LU RIEEFEBRS N UL
R ORHLIR LT, BRSOREIEEIITLT, 7o
NE—AEETY, BEWE CHL 7 nu T = ) — )V
OfEBEE MK T 27200 pH HIEOAZIT- 726 O &R
wWiRE LT,

SHTEOVEREFM & LT, RROMME TR bIRRED
1 ng/g (1 ng/mL) & Z® 10 fEFHED 2 FETOHINE]
IR EAT > TofE R, Z7uen 7=/ —/VHE 5SHE XY
NOWRETHRBEFEO KA KT 409 ORILE
O EIEfE (70~120%) %= L.

U EDORERICE Y, SERRE Lo omiEE, SEUEK
OWHEREST MY U AEEEAR RO s ee 72 ) —1
W SHEHEZEESNT2DICED R HIETHD Z L1
WT&T.

Xk

DIEAE G B 3K AR IR A R R SR e AR w38
AEREER 0614 55 3 5 FHFITH T D HIER LW
FROFEIZOWT, K 304E6H 14 B

DEFEREL, fh: BRAEBRE LI e T = ) — VD
LC/MS (2 & 540471, BAFEE Vol49(5), 356~360,
2008

NEAT, Mt ABOWRHEIEHRE T N Y U AL X
526-Y7uurx ) —IOAR, BARMN TSRS
5, Vol40(4), 244~249, 1993

HFKERD, M ronT = —VHERERORKYE &
L7 W E o FEFE, HAEEZHE4ER, 54, 227
~230, 2003

S) AR EEREREEN fAH 855 « KA HE
KIRFIZONWT, FaL9F3IH 24 H

6) BAFWE B BELIE 1115001 5 : PR E
T 5 EIEICET DRBIEOZYMEFM T A R T4 >
WCOWTC, ERk 194 11 A 150

TDIEETBEETR & 261 5 KELMEICETLE DD
MBS & EEFBARENED D HE, PR 15 F
7H 2R

8) /NG T, il BB O T = — VRS HTIRFRIZES
T B KRGREBRIEDORE, THAEMWE, 29, 56~
59, 2005

9) ARG TG AR R B SRR R W RS 117 5
RAATERERRZFICBIT 2MEZEOEFOEHOE
FEIZDOWT, TFRK9FE4 A 1 H
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SR 3 AL E R R RE A
(N- @3- ATFNTxz=)V) T b7 =)L,
B4 A7 = LR)

1 LIS
BRI T, BREENFE L TV AL E B ERE
TE (ULF, T=affifs) &35, ) ([CBHBYNLE

EZML &, mafiEmiE, —HEEPICBY 1%
WEOBRERNEILET S 2 ENICERSN TR
D, SHTEBREIRA, WIHIEREERA, FEMEREERAKR O
TV TRHEDPOHERINTHD Y. 2055, #)
HIBRBERAEICE T 3 FEEIE, RERFERLS
(PPCPs) ZETeBREE U A 7 W& SN DLW
W WERENRENS E STRY 2, BEEoME
KFIZEEND N- Q3-VAFNLT =)L) T hT=
N (LT, A7 F A8 95, ) 220X

e [ T PR AR BRI JE T CoodT % it L 7= O T2 DFEMIC
DWTHET 5.

AT = F LERIIMREN - JHR - EEAIE LTER SR D
EHMHTHDH Y. HEROMEREZR 1IRT Y. 25
RGBT, ARG (L EMEOER L ZOEE
WOWTHERL TS BERHD ELTRY Y, KFT
il O AL CEE IS O /T & BRI SEHE L C
50 22T, BIEWVEBICERESND A7 =F A
e TR gmE s LORE L.

F 1 AR OMIREE
A7 ) AR

a2V Ci15sH1sNO2

R 241.29
CAS % 5 61-68-7 Q
A 397.98°C o -
Bl . 230~231°C g
KA 20mg/L (30°C) ™€ CHs
AL 5.83X10®*mmHg (25°C)
Sy BEAREL 5.12

pKa 4.2

KEHY
2 Ak
2.1 FAE®ERUVFEAER

FEITSF3AE 11 A 9 HICEM L7-. FHd s
LB OBREERUESR D 5 LR C-4 S EREL, £
KOV T B Tol. HERAEK 1 IRT.

< & MEhs s

ﬁéﬁg / N 33° 367307

E 130° 197477

1 A (208 ik C-4)
2.2 REF
2.2.1 R#ER

LA 7 = A B LR TR (98% L0 1)
o — N NEEHEEIL A 7 = F L 13Cs: Honeywell Y
(99%LL ) ZfEMA L7z
2.2.2 ZTOhEE

AR =) BT L AFEMISERL Le/MS
AH )=V BT oV AT SR SR PCB
R

¥l BLT o v AFEMIER Lo/MS H

K ELE7 o L AFOMSERE ik LCMS H
BT —HtY v GL YA = A% InertSep PLS-
2 (270 mg/ 6 mL)

2.3 EEBERUVAEEH

LC-MS/MS @ LC #i% i LC-20Series, MS 1% AB
SCIEX # QTRAP4500 % i f L7=. LC-MS/MS D Z:{t%
# 2 IRT.
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%2 LC-MS/MS DlESM:

AE R Efas
ST T I GL Science # Inert Sustain C18HP T -
100 mL InertSep PLS-2
(100 mm X 2.1 mm, 3.0 pm) i (270 mg/6 mL)
- e Yo s — hE 10 mL/min
BEhH AT 2 0.1% FRRAKTR I (27 =+ ABE-Cs 4.0 ng)
Bi%:0.1% XA % /) —v
77Yxr b 0—1min A=60% B=40%
Sfk 1—6 min A=60%—5% B=40%—95% L
6—15min A=5% B=95% i [ W wH
15—16 min A=5%—60% B=95%—40% Rk N, il % AR ) —
1620 min A=60% B=40% 10 mL 30 min S
it B 0.25 mL/min L
BT NI 40C HAE LC/MS/MS-SRM
AR 5uL N & T ,
. . I ml T ESI-positive
A A AL ESI-positive e

A FPRIEE - 700C

ESI % ¥ 5 5.5kV

V) —EE

BT — R SRM

FToH—AF AT xS A (EE) mz242>224

v (He78) m/z 242 > 209
AT = F LE-BCs (GER) m/z 248 > 230

(FezR) m/z 248 > 215

X2 Htr7e—

LOVIQL ZH i L7-.
IDL = t(n-1, 0.05) X 0 n1,1X2
IQL=10X 0 n1,
t(n-1,0.05) : fEfR=R 5%, BEHE n-1 O tfii FAD
n=7 OFEIL 1.9432
0 n-11 2 IDL B O 72 5 ORI TE I OAZANE HE{ 7

2.4 HDWAEE

SR TENE TN 2 AR AT iE B R A
d) D ZHERL L TIT o 7. AR RUEN 100 mL (2T m A — R
PAEHERE (0.10 pg/ mL, A ¥ J —/VIRiR) % 40 uL %N
L, FRMULEE, A¥/—/6mL, FBK6mL T

WREERS, EBRAALDIRY N T LER IR
T T2 FEAEME VAR AR EE Y I
175 IDL X 0.0074 pg/L & 72> TEY, SEITZNE
Db RIFRFERE o7z

Sy F 4 varv=y S LEREMB— Y v PIC 10 #3 M TREIDL)

ml/min OFETIEAK L7Z. @KL, BEHEI—F) v 2% TEE EEMEE IDL 3 ”‘IDLM S/N M,
KEBLK 10 mL CREH L, BT A% 30 SRELA L, LB

R OASEBREL, A% —L 6mL % fHVCREMD (ng/L) (%) (ng/L) (ng/L)

B IL B I LT, IR, ERT AR TS 0.041 44 0.0070 0.00014 10

TA40CT2mL BLFETHRML, A%/ —/T2mL I
ERLTth, LC-MSMS THHr L7z, 7 me—Y 2 per-

2 V gj_ fe T acid(Ti(M k ,'2441/223.9-0.‘MWW1Mm;
IR, Ares:30824. Height: 7883, RT:8.45 min l S/N=10, 1/Q=0.49
845
8000
3 @R g
| -
3.1 HEEBRHETREE (IDL) RUEETFRIE 2000
(IQL) . 5 3 7 g 9 10 ] 12 13 14
LW BB RAERA MO F51 & (0 2 4% e mn
B )10 THERL L, MR OB AREES 0.04 ng/mL O 3 IDLWEZ r~ k77 L
YEVARI A 7 [T 0 3R L LC-MS/MS 123 A LTHH7 L, (A7 = ARRE A A2 m/z=242>224)

—HEDO W EOEERZEZRD, Loz k v IDL
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3.2 RMEAZEDEHTIRME (MDL) RUEET
FRfE (MQL)

MW E BB A RO 5 & (B2 &
B 00 TR L, BREERUEE (MEK, AT =) AR
AR ICHEEAEE & 0.0016 pg/L & 725 X 5 IZHRIN
L, EORTLEERE, Bk ORI K% O LC-MS/MS
WX BWEE TEIT- 2.
B AT AT 2 R B 8 | A U O AR Y 75 % SR
W, UFORIZEY MDL X O'MQL ZEH L=

MDL = t(n-1, 0.05) X 0 n.1MX 2
MQL=10X 0 n1,m
t(n-1,0.05) : fEfR=R 5%, BEHE n-1 O tfii (D
n=7 DAL 1.9432
0 n-1.M : MDL B H 0D 7= 35 0 J 7 il 0D F2 A U fff 25

ZOEMEEZ TV IRL, &

FE/
E

TORE] X100

Fas— REE (%) = R0+ e 7 — FNE
WOV — I8 +~ TRERoV e s — MNEED E—
7 REE] X100

AR S, ERAA O/~ NTAEK 5 ITR
T A RWE D EIEE D 45347 X 70-120%,
ﬁ*%@ﬂﬁ@%ﬁ%ﬁiﬂmm%fkb,W?h%_
DHHER T2 LTz,

£5  RINEIGRER
Bl y L Hms—k

LA fE —— ETEMRE [EUEE -

(ng/L) (ng/L) (%) (%) (%)
0.0018 ND 3.1 115 106

FRER A, ERAA DI 0~ b7 LER AT Imefanamic acid(T){Unknown) 242.1/223.9 - D-Vinlyst Doto\Projects RieoolDatn21 1 0kerts..
F AT S R ) 0 o A e sk | SN=23, Q=048
F1F % MDL 1% 0.00016 pg/L, MQL /% 0.00041 pg/L & 72 e e
STHY, FEEINEY bEERRERL BT, o G
£ e
F 4 HEFEORE FIRMEMDL) & OVE & T IRE o
(MQL) -
Ekijj _H_D b;”—‘ ]\ 5 6 7 8 9 : 1:3“” 1 12 13 14
SR . MDL MQL . ‘ — Ta \
30 [FIIY 2R X5 WhEE 7 a< 77 A
(ng/L) (%) (ng/L) (ng/L) (%) (A7 =T LABRTEEA A m/z 242 > 224)
0.0018 22 0.00015  0.00039 89
3.4 HHAIEHE
w8 id(T)(Unknown) 242. 1/223.9- D-Vnalyst Data\Projects IR3ecolData (21 105MDL wi. TRV PR C-4 WS TY ) v T RITo T BRER
Ares; 6'1.904 Hagftimﬂf 45 min l S/N=26., /Q=0.48 e L
L BUEHZ DV T &AT > TR, A 7 = MBI T
15000 BIERWE CHoTm. EEEAL D7 u~ NI T L%K 6
> ez N
g 10000
. C-41-
5000 fe ic acid(T){(Unki ) 242. 1/223.9 - D: Analyst DatalProjects \R3ecolDatal21 171 10kentai..
Ares 4523, Height 1325, RT.8.47 min S/N=2.5, Q=040
TR SR A T I R I 5000
Time, min 4000 4 l‘
X4 MDLHIEZ v~ 7T A é‘ e’ 847
(A7 =F DEEEEA T2 mz 242 >224) : Qe
1000
3.3 FHhnEYLEER . 4 7 g § 0 11 12 13 1
e BB R B0 Fal & (4 2 fk fimeme
RO 110 CHERL L, #NEIRERER A FE i L7z, BREEEk X 6 A RERE 7o~ 7T A

B (HEAK) ITEAESE % 0.0016 pg/L & 7225 L 9 ISR
L, RIAUES LC-MS/MS IZ X 2HIEE T% 3 [BlfT
W, TR X0 A RWE O BIGE L O 1 7 —
MENEE 2 R Lz

TAERTGE ORI (%) = ( EEMEZIRINL
TeRUBt OB ) — TRUBIOWREE) ) + THSINL7-IR%EYD

(A7 = F LABREEA A m/z 242 >224)

4 FEOD

78 TP R C-4 M IZIRB W T A 7 = F LAERD /T
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EATo7z. TOME, A7 =T ARRITRIE FRREARGC
Hoiz.

Z OFEIIF 3 FEAL AW EBR A RO
ELTHEMELEZ DT, FRICOVTIE, BREEEH TIY
L, SROMRRFIIENSND.

Xk

1 REAKEERRERETREZSR . 5f 2 55
Wb F B & b, B33 A

2) REARKEERRERETREZSR . 5f 3 5
(LY B R R M ERE, SR 346 A

3) BREVA KRB RS ERE L 2 P E L8R
B 2 FEACEWE S ATERR R A S, A
442 A

4) RIATRER « ML RERAFE (B R , Tk
2849 A

5) FEPRAY, b fERE TSR T B KEREEH O PPCPs @

TFAEER L AT L OVERY 2 7 WIHIFHE, &

TIREEBREIFZEFTH, 39, 51~57, 2014

6) FEMA, 1 WETICEB T D KBRS O PPCPs D
FHEEELZFHEZHR L OAEREY 2 7 Y EFf
() , fEMETEREESREMISUITH, 40, 61~66, 2015

7) TR, L PRk 27 EE L B BT R e A
(NN-PAFNLTE N7 2R, @R EBR I
AT, 41, 55~58, 2016

8) NI, b : SRR 28 AL P B R B KRR A
feE M T PR BR BEAF TR T, 42, 146~151, 2017

9) J\RHHE, L : LC-MS/MS % AW ERE /KD A )L 3~
By, W72 VRO M a7 = O—FSH
EORGF, BT REREIZEITH, 43, 100~108,
2018

10) BREEE KEE BB BRI L 25 b7 E R
BRERHEEMOFL & (B2 4K , 534
3 A
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SF0 3 AR

K PR T AL AR A SR

RV KEY - ARy
1 BER
{fEA 14 THH Frissts | EELK AR
3 HRITL, BT, 8 Nz e )
7H29 H DB 4 92 iy U
H29 H R K DK E N T BRBER R
3J118H FEERKIESK OB | EXREEE, At 2 4 Bt AR
it 6 %
2 RRAEFIRER
A 14 THH Wit | TEHEZK {RAFER )
6J117H TREEONIRY e AR T 1 1 XA GEREER
11A16H KD A TR AT 1 1 XA REREGR
37140 KR ORIV A JHFESHT 1 1 XA R
X 3 3
3 it
A 4 THH fRisss | A {AEA
i EiE TS R e PREZE R
12716 L /L = 4 4 .
RI6H | e ST AR T b BRI
a7 4 4
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ERiE DNA #ili &2 W= fEe =4 1) » JiREFEO KRG

BRETRI AR B

1 [XC®IC

AT CIXEZ B R R AT 2 HEE 3 5 72 D O BLRIE
1B WSREHE o —8RE LT, BEBRUOEEEDT ~%E
BICTHBIZ L2 EOE=2 ) U TRBEEZIT> TV
%. THE, BRBE DNA AX N —a—F L7 EE V- f
DE=XVTRETIENRESNTEY, MEFHECLD
RV AR S Z S TVA Y L A El, Bd L7z
FOMBEAE L BB DNA A ¥ N—a—F ¢ 7RIk
L4 (UL, (8285 DNA &) 45, ) ZFEKIC
1TV, AERZ G L2 d@ET 25

2 Ak

2.1 ABMARUVREAERH
BEZBIAET 2T E A NEREOT ~ 5 2 M
(B 1) I2BWT, ABEOMHERA K OBEE DNA fRA 4
FIRFICIT o 72, FRASI, 4F 4 [0l 8EE TR O Tk
11o7-.

| O BaEd

B Ta;X«;l* Sy
SIS ARy

M1 FE

2.2 SNREE~SHN2EERE

2.2.1 &R

JRALE LT, ABEOMEIIE LK OREE DNA F%E % [F
BECAT - 2. BER HAEAIE, HFTE 10 A 11 B, AF0
2 1A10H, 442 AKOTH19 RiZATo7z. 7272
L, S 10 A 11 H OFRA CTITER & o &%
L, BRfE DNA AT SFIocE 11 A 11 BICER L.

EEBHAZ, SFfTE10H 138, 241 H 1
H, 4 A23 AL 7 A 20 BiciTo7=. =721, 4&fn2
1A 11 HOFAE TITHERA DS % FEHE L, 5235 DNA
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Err=) ,\rx_,/

AT ST 241 A 24 HIZSEM L7,
2.2.2 REAZE
D HERE

TR AP OICHEE (RS 10m, &S 15m, H
A 1mm) ZHV, K30m OEHEZ 2[5/ L ChaE%
i 7=
DIREDNAFE
(MK

HIEREZ T T ~EHOPLTREKRKEH LT
HRHIERIET N ) 7 ARERCHRE LR ) =F L o #l
DT 1 LEIK L, DNA SRS 0729 10%HE kb~
PFra=v LK% I mL #INLTE.

(2) o347

BK L7o3BHE, SN MARERI ICIREE DNA A & /38—
a—F 4 IR RN EKE L. SO~ —IX
MiFish-U?’ & T MiFish-E?’ OIBA 7 T4 ~—%Mi L
7.

DHTRERN /L NTNRERESI DS B, U — FEM
100 A D & D 1FERA L, BLAST MR F oo g Bt 51 o
FERIPED 97%LA EAB LD R NG, WEOARR
WFAEOERZBE L TRl AL L. fafEET
MiFish (IR OEFNZ 208 70 <, BERREM A H 2 541,
i SNz AR A &R ORISR AR DR A
BpE Uz, AR/ & B EORERAR R D RE
TERWVIEAIE, B4 £ TOMMIIEAEIEL LT,
2.3 HMIFEEHRE
2.3.1 FfH&H

LREE DNA R, s B caf344 A28 A, 74
21H, 10 H20H, Bf44 1 H 18 H, HEETH3
F£4H260, 7TH2H, 104210, &f44E1H 17
RIS Lz, MR ETRET B LOEEE & bICh
344020 H, 7H22H, 10 H 19 B, 441
H 17 BIZFE R L7~
2.3.2 REAZE
D HERE

2.2.2 1) LD FETIT-
DIEEDNARE
(MK

HEREEIT 727 ~FHEDO 5 0Tz T, FKEK
EOERBAKEZ 1| LT 28K URAE LR, AT URT 2
(FL£% 0.45 um, Merck) %W T, X 1L BHTAiE
EiTotc. ABBIZAT VT ARNOKSEREL



DNA 43 fi# B} 1l 0> 7= % RNAlater™ Solution (Thermo Fisher
Scientific) % 2 mL "IN L7=. EBREIZR bIF- 721, 20
CTHESEZbOEREE L.
(2) 73 #

2.2.2 2)(2) LEBEDFIETIT o7

3 #ER

3.1 BNnEE~THM2EERE

izl s, X2 ICEEETRRE (BH) S
Boamd. £, £5, 6 ICHAETHRE ) Sk
BREO—EERT. —HERIE, WERE ORI
ZERE DNA SHEOHRHEOLRTH Y, HHERA T
MEINTZHELEREE DNA A CEORERHE TEZ0%
ALTWD.

FEH B TlE, A T 21 1, BRET DNA 4 T 40
AR (i) Shrz. SEEBTIE, WERET 26
FE, BREE DNA 02 Cik 17 3R (i) Sh, BRER
DNA & CHH SN =D RN 0 70 <, fed s & 13 # 7
DMIE o7 —BERITRREE T 0~62%, HEET 0
~D%DHIPATE - 7.

3.2 HMIFEEHRE

KIICRET R, R4ICEESTHR (B ShiciE
BAERT. £z, £7, SICHMETHR (i) Shic
Ao EE2rd. Bl R TI, MERA T 22 M, BREE
DNA F2 Tl 34, EEE T, WMHRA T2/, &
5% DNA F4 T 33 MAERE () Shiz. mHis s b
BRBE DNA & O DO TN L0 o 7-. —FRITHE
T 25~50%, HHEET 0~63%DHiFHTE 7.

K1 REEHERAERR (FFCHFEE~SF 2 FEHE)

HEE R1.I0 R21 R24 R27 Fi¥K
7 28 A SR AR 10 2 7 13 21
BREEDNAM Hi %L 16 24 6 14 40
A THERR () 3 0 2 8 12
— R 30% 0%  29%  62% 57%

2 EHEEBRAERR (FFCHFEE~SF 2 FEHA)

S R1.I0 R21 R24 R27 Fi¥
728 e SR R 15 8 10 12 26
BREEDNAM Hi FE % 3 7 5 9 17
AL CRERR (I ) 0 1 3 5 8
—Ek 0% 13%  30% 4%  31%

*3 ELEREHR (53 FEHE)
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REE & R3.4 R3.7 R3.10 R41 F¥
7 28 A TR AR AR 10 8 10 4 2
BREEDNAM Hi % 10 19 24 6 34
A CHERR (i) 5 3 5 1 14
— K E 50%  38%  50%  25%  64%

F 4 EHBRAFR (53 FEHE)

S R34 R3.7 R3.10 R4l ik

7 48 e TR AT 4K 8 22 8 5 32

BRI DNAMR H fE 3K 6 17 21 5 33

A TR () 1 7 5 0 14

— 13%  32%  63% 0% 44%
4 F&EOH

REHTERNEEEDT ~EHITBWT, #MEIHEIcED
FIEOTEMNA L BRE DNA A X NN—a—F 1 k%
FIRFIZATVY, fEROHER AT o7z, TERE OMGRHIC
®T B —HRIT 0~63%DHHTH v, IHEFHE CTHER
SN0 EE DNA SRAE TR SN TEmRRS
Nl —J5T, A TR S e o 72 A BT DNA
FECHRH IS Ao, 72, REE DNA &
ORHEEIIE KIS 20 TIE Y, —Hadhz b o8
KEE S TIE E RN 5 Z LB ShTnE .
S t4IXBREE DNA A OB O\ I N iR A
L O—FKR A BIZHT, KT IEOHRE RO T 5
WZDWTHREFL T <.

Xk

DACJIEEES, fth - WAL OESFRAE (A 2BiT5
BREEDNA A Z N —a—F ¢ 7T ol 61 5347,
) BEAITamSCEE, 55 26 %, 319~324, 2020 4E 6 H

2) —ixFEETE ABREE DNA F4 : B8 DNA FRA - E5R
~==7/ Ver.2.2, 61~62, 202044 A

) ERIEE ARRERAEMSZHENE ¥ — B8 DNA 4
Briefii & AWK EREFEOFTL & 20K,
53~56, 20214E 6 A



£S5 SROCFE~2 FEMAEMLR GEHE)
R1.10 R2.1 R2.4 R2.7 Piiigy
Fr fin i DNA fiiir DNA i DNA % DNA % DNA
T4 T4 ©) [ ] [ ©) [
TAFA 7R [ ] [ ] O O o O [
7T A 7T A [ J [
. ~T Y [ ] o
St [ ) [ J
A ¥ * [ ] [
U= a3 yEA o [ ]
Py 47‘*7\‘/%:‘/% [ ] [
e DR o ®
v ¥ =R FX [ ] [
IS vIFF AR [ ] [ ] O ©) [ ] ©) [ J
NEIFATY NEITFATY [ ) [ ]
B LA ~ay LA [ [ ]
T IANF O O O O ©)
T3 U NF H U NFE @) @)
= TINF [ ] [
* 2 DA O () @) )
TR =2 R A O [ O [ ©) [ ]
Ty vy Ty ovs O O
3 + 5 o L
AP At [ [ ]
AR X AR X O [ ] O [ )
ARA LA FreyFy [ ] [ ]
sagA [ ] [ ] [ [ ]
o ~ A [ ] [
SOEAY FAFUXUR o °® °
hydeyAfUy |[hvIayA Uy ) ®
=VRFUR xR 0 o
= YR L [ ]
3R R NERFRRY ® ®
=/ PN O @)
vavAt O O
EANE O O ©) [ ©) [
e YV Sa AP O O
AN ©) O [ ©) [
THAE LAY () [ ® O ° O ®
EENY o [}
INH T A Y F [ J [
A 7x A 7x o [ ] [ ]
| =4 =P O O
77 N7 IR O [ ] [ ] O [ ] O o O @
~5 15 ° L
K7 K7 [ ] [ ] [ ] o [
IvvAtat N = ) o
AV AV [ ] ©) [ O [
AL A)VIE @) @)
EEs [ ] O ©) [
IUTUF 2 ) A kA [ J [ )
FraEY [ ] )
&t 10 16 2 24 7 13 14 21 40
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6 DROTEE~2 AL (BEE)
s - 7 le.lO 7‘ R2.1 7‘ R2.4 _ R2.7 _ TR
i DNA i DNA i DNA i DNA biliEis DNA
7TA A 7TA A O O [ O [ J
TA T A 7 DA O O @ ©) @
71 xA 7 1A (] @
7 <7V o L
=V R O O
L2 > ° °
HRUF R ) [ J
v U rnyv /vy ® 0
yIKxFA T a=y O O @ O @
S 7 oNE O O O
ne T ETFAE O O
HETFATY HETFATY O @ O [
T IANE O O O [ ©) [ J
BT NF BT NE O O O
ENAES O O
¥ A T aF A O O
T RS =N O O @ O O [
A Y @) O
AR ahex O 0O
AR ¥ AR ¥ @ @
2 A suaxA (] (] @ @
HAF XK Py °
i e 0O O
BH ) NEA BH ) NEA O O
=T F XN X O O O
A a¥ A a¥ O O O
Dl @) O
N b ANE O O O
AN O O O
= s A TFK @) @)
744 =T o O
77 N @) @) o O o O o @) [ J
N w7 (] [ [ @ @
AL AN)VIE O [ ] O [ )
EEs ENRAS @) O O O O
t 15 8 10 12 26 17
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®7T A3 EEARER BB )

} ) R3.4 R3.7 R3.10 R4.1 sk
Fr s i | DNA | i | DNA | i | DNA | ffi# | DNA | f#i# | DNA
TA T4 O [ O [ ]
TAFA 7R O [ ) O [ ]
T h A T H A [ ] [ ] [ ]

AZLTUX R [ ) ()
A YRR e LJ o

ey [ J () ()
yIZ) A U4 A)E O [ [ ] [ O [ ]
HT A TN E @) O
NEIFA T HEIFAT Y [ ] () o
H LA ~af LA [ [ ] (] [ ]
H U NKF T IANK O [ J O [ ] O [ ]
¥ 2 e &) ) ®) ®

= aAA ([ [ [ J
ER $al [ [ ]
R AR % : O O [ ] ) O [ ]

b T AXF [ [ ]

e g4 [ ) [ ] ()
A ~HA [ ] [ [ ]

X F X [ ] o

EAF U EUR () [ ]
Sy HY s =AY o o

DAHY [ ] [ ]
DAV A== YNy A [ [ J
rydnyAUy |[bvFayfTy [ ] [ [ ]
=V UR FR O [ ] O [ ]
=y P ° °
F R v R FAILDF - XA Y AT - 3 ATTFEHEHE [ [ [

=7 N\E O O O

vyt o 8

v AT O ° o ° O @ [
e VS u AT NE ] O

AUNY [ ] ] O [ ]

THAEeNY [ O [ ] O [ ]

FIINY [ ] [ ]

EAT¥F EA T [ ] O [ ] () O ()
77 Ny O [ ] O [ J [ ] O ([ J O [ ]
A7 i [ [ ] [ [ ]
AUF AUF O [ ] [ ] O [ ]
AL AINVE O [ J [ J O [ J

Eaks O O ] O O
ERvA vy = X4 O O
Fravy ] O

2 10 10 8 19 10 24 4 22 34
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£ 8 A3 EEPAREE (TER)

] ] R34 R3.7 R3.10 R4.1 FE¥
i e Wi | DNA | mi% | DNA | s | DNA | s | DNA | s | DNA
T4 TA T O [ O ()
TAFA DA 0 O [) @) [)
FHTA THhxA [ ) [)
A VXN [ [ O ) [ ]
- A BT UEUR [) [ )
A VXN E ° ° °
= DX LK O @)
vy ) sy )R O [ J ) [ ]
vIgFa v IZF IR ] [ ] O [ J
B A T I Y O O
WEIFA DY WETFATY ® [) [ )
B A ~afLA [ ] [ ]
] T IANE 0 o o
PINE BT NE O [®)
* 2 A= @) [ O [ o [ ]
I Es 7 O o
SN XA O [ [ O [ ]
H# 1 DA @ [ ]
iy ’/tz\\&( [ ] [ ] [ ] [ ]
~ 2 A O O
BT HY HAF ¥ ] ®)
BH I NEA 29 ) NEA ) ©)
4 4 [ [ ]
WELEPEPE IR [ () [ ]
RFH A R A O O
=R FUR XK o )
. 2 )vn @ [ ()
DAY ] [ ] (]
FARXIAF - XA ) IAF - I AIATFEEHRE [ ] O O O O [
P AU - FCR AU BATTE L L
NFERAY [ ] [ J
D o O
b ANE O O O
AN O O [ ] O [
M~ THAE 2T [ [ ]
RaVA=DaN 24 [ (]
TETY VY O O
7Y UNY [ J [ ]
EAT¥ A% O [ ©) [ J
LAY TAEAY O ©)
£ A £ A [ L4
T TXHA A hT7Z=T7Xx O [ ] O [ ]
7y L5 UR o ° 0 ° o) ° ° o °
. Favby o) o} o ° o} °
7 RS o ° O °
i A7 [ ] [ ] [ ] [ ]
AF ATF [ ] [ ] [ ] [ ]
s AINVIE O O
B = @) &)
. S Ut o) o
Gvevr Y A oA o O
3 [3 22 17 8 21 5 32 33
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PM,s iRk (45 F0 3 ARFE)

BRETFL iR

1 [ELC®IZ

T, P24 3 A 31 HicEa 7 TRA
TBYLBh LIRSS 22 SROEICE S KR DTEYLD W
BT 2 EB OB ELYEIC ST VTS E, Fak
23 FRKFE LV PMas O plsy e & il e s (BT,

(i) &35, ) THsE Lz, HusFrEo RO
72, PRk 25 FEMDIFCHBIER (LT, TSR
LT B ) AL, AOREEToTND.

AR TIE, B 3 EEICHER LT R &k ONe
JFZ BT D PMos B B A QNS PM2s D F RS TH D
A F RSy, RSy B OV 5T 5 Bk 4y 0 A E S R
WTCIR %,

2 A%

2.1 AEMSRUAETLM

TR T d D KRR R ARIE ot TR ek
33 35 4y, HURR 130 B 24 4y) R OSCh R (dbks 33 B
35 4y, MR 130 FE 15 43) A 1SR T. MR,
A OHLHCH D RAIALE T 2 —RER 5T KK E )R
Thbd. AEXKyEpgEMEchHY, BFUIZIEE< O
ERZPNHISRE L HIS, RBEOEF Lo TNDT-
W, ZSEEITIEF L. oL, TR B IS
) 14 km OBITICALET 5 —KERERQBIER TH 5.
FABK I HEFEXIE CH Y, LI ET & Hi
DY, (HIOEHOZBEITIITEL L 2.

AL, DL OHIMOTET 10 BE2xHE A O/ 9
FTEL, HHEMLE.

FE (BM3ESH 13 H~5 A 27 H)
B (GM3HETH2A~8HS5H)
®ZE (BFI344E10 421 H~11 4 4 R)
A7 (BF4HE1H20H~2H3H)

2.2 HAHEBRRVTREARE
FUBHR UL OV E Tk, TRAHR /N IR Y 'E
(PMas) IE~==27 1] 2 it~ 7.
HEHEIUY, T XCTotaTte—RY v A7 7
Z— (Thermo scientific # : FRM2000) % H\\CTir-7=.
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X 1

AT R



T AL =L, BAR—FY 2 TfFE PTFE 7 4 L4 —

(Whatman ) KOVA9E7 L% — (Pall &) Z{#H
L7z

PMas B SR, flitERI121Z PTFE 7 « /L &7 — & &
21.5%+1.5°C, FHXHBE 35E5% DENT 24 KERILLEFE
L2 OEFEL, MERikOZEIZL > TRD.

ARG, BT 4 VX —D 1/4 A& 10 mL
T 20 sy E A U, fL£%0.45 um @ PTFE 7 4 A7
TANHE—TAR%, A4/~ K277 (Dionex H
: ICS-1100, 2100) TRIE L7z, MEH 1% SO,
NOs, Cl, NH4%, Na®, K&, Ca®*, Mg*® 8IHH & L7-.

IRFBRNNE, AFET 4N H—D 1 cm® ZfEHL, B—
A7 5 Z A% — (Sunset Laboratory & : ZRET /L)
T IMPROVE 7'& bk a/LIZHeWlE L. JEHEHE X
OCl, 0C2, 0OC3, OC4, ECl, EC2, EC3, OCPyro & L
7-. AR FE (0C) 12 0C=0CI +0C2+ 0C3 + 0C4 +
OCPyro, Ttk (EC) X EC = EC1 + EC2 + EC3 -
OCPyro TH I L7z,

Si %< MRS TTFEARIE, PTFE 7 4 VX —D 12 %
~A 7 v x—7 (Perkin Elmer ! : Multiwave (FZ) ,
Anton Paar ! : Multiwave Pro (HZ= « BkZ « &%) ) T
Fe/yfif L7-t%, ICP-MS (Thermo scientific ¢ : iCAP RQ)
THIE L7z, BIEEAIL, Na, Al, K, Ca, Sc, Ti, V,
Cr, Mn, Fe, Co, Ni, Cu, Zn, As, Se, Rb, Mo, Sb,
Cs, Ba, La, Ce, Sm, Hf, W, Ta, Th, Pb ® 29 IfiH
E LT SilE, FET oV F —EEOE X RO IR
(BRUKER # : S2 RANGER) TH#l& L7=.

3 R

31 P BEERELRZRS

PMas BRI, A AU lsy, RFAG K OMERE T
5y DRIERE RIS DOUNT, & ZRH1 & O[] O Y %
R Uiz, Zpds, A ARy, IR B OV C R AR
SrOWEF NI H Y, Bl FBREAR DU T
TIRAED 1/2 Oz H L=,
311 P sEERE

PMas B RIRE ORERERZ R 1 TR FRHPELRE
(REFME) X, T&IRTIE 11.2 pgm’® (2.9~34.8
ug/m?) , JofRCTIE 10.9 pg/m® (2.4~32.9 ug/m?) TH

S>7=.

#F1 PMysEmRE

FZ HZ Kz 27 A

4% it Iy 10.3 8.8 11.8 14.0 11.2
Be/ME 2.9 45 45 4.6 29
B KA 20.2 15.6 20.8 34.8 34.8
el & 9.9 8.2 12.1 13.5 10.9
Be/ME 2.4 4.1 4.6 3.4 24
B KB 24.5 15.2 21.1 32.9 32.9

(HLAZ : pg/m3)

3.1.2 4F Uy

PMus A A Ry DINERER 2K 2 IR T. &4 A R
SEFTOFEREYRE (QRERPE) X, T&FTRT 5.1
pg/m® (1.1~25 pg/m?) , JCi/E T 5.1 pg/m® (1.6~20
pgm’) Thoio.

A TG T SO& OFIE e b 2 < (R
B TP 2.5 pg/m?, Ll 2.4 pg/m?) , RN NHa'

(MY EE - iR 1.3 pg/m?, JTli/a 1.4 pg/m?)
Tholz.

#2  PMas A Aoy

FE OHFE KFE AF EM

SO 2.0 2.1 2.8 3.1 2.5
NOs- 046 0077 0.9 2.9 1.0
cr 0.021  0.015 0.030 0.1 0.043
NH,* 0.89  0.86 1.3 23 1.3
Na* 0.075 0.086 0.070 0.089  0.080
mi&arR K 0.053  0.023 0077 0.0 0.064
Ca?* 0.097  0.047 0.084 0.040 0.067
Mg 0.011  0.008 0.007 0012 0.010
ARt 3.6 32 5.0 8.7 5.1
e/ M 0.9 1.1 1.5 1.8 0.9
e R AH 6.8 7.7 9.9 25 25
SO2” 1.9 23 2.6 2.7 2.4
NO;- 0.84 0082 077 2.5 1.1
Cl 0.055 0.036 0069 015 0.078
NH,* 1.1 1.0 1.4 2.1 1.4
Na* 0.067 0.083 0.057 0.080 0.072
TFE K 0.066  0.029 0.068 0.092 0.064
Ca2* 0.041  0.027 0.025 0022 0.029
Mg 0.005 0.005 0.007 0.010 0.007
&t 4.1 3.6 5.0 7.7 5.1
He/ME 0.9 1.0 1.6 1.7 0.9
SZ PN X 9.0 9.3 9.1 20 20

(HAZ : ug/m?)
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3.1.3 EETHRED W (REERLPE) 1%, 1% FTR T 640 ng/m® (110~5200
PMas SRS TR O ERE R 2 4 (ORI ERTFY ngm?®) , JTii/& T 520 ng/m® (95~6700 ng/m?) T - 7-.

#£4  PMas RS TE Ky

Ees 2% Kz AT AR = 2z Fkz= A2 Lo

Na 81 98 69 78 81 Na 76 78 65 75 73
Al 83 26 52 49 53 Al 94 34 41 33 50
Si 460 65 220 150 220 Si 420 45 180 130 200
K 98 40 94 120 87 K 100 40 85 100 82
Ca 120 51 60 42 69 Ca 40 22 37 28 32
Sc 0.019  0.0044 0.0078 0.0071  0.0097 Sc 0.021  0.0028  0.0060 0.0055  0.087
Ti 5.8 1.8 3.5 3.2 3.6 Ti 52 1.4 2.9 2.4 3.0
\Y% 1.1 0.69 0.46 0.57 0.70 \% 0.95 0.58 0.42 0.45 0.60
Cr 0.78 0.45 0.89 1.1 0.79 Cr 0.64 1.5 1.6 1.5 1.3
Mn 6.6 2.0 45 49 4.5 Mn 32 1.0 3.4 2.7 2.6
Fe 130 43 76 68 78 Fe 82 30 63 45 55
Co 0.069  0.041  0.031 0043  0.046 Co 0.054  0.039 0034 0038  0.041
Ni 12 0.93 0.70 0.82 0.92 Ni 0.96 0.95 0.94 0.90 0.94
Cu 1.6 12 1.9 2.8 1.9 Cu 2.8 0.97 1.6 1.8 1.8
Zn 20 12 17 22 18 Zn 11 7.7 18 20 14
As 1.1 0.34 0.89 1.7 1.0 As 1.0 0.34 0.96 1.4 0.93
m&ATE  Se 0.58 0.35 0.60 0.75 0.57 Jthil/s  Se 0.56 0.34 0.60 0.71 0.55
Rb 0.29 0.11 0.27 0.33 0.25 Rb 029  0.082 0.22 0.26 0.21
Mo 0.39 0.33 0.41 0.50 0.41 Mo 0.33 0.29 0.47 0.69 0.44
Sb 0.58 0.33 0.63 0.80 0.58 Sb 0.37 0.73 0.76 0.83 0.67
Cs 0.034 0011 0032 0039  0.029 Cs 0.031  0.0084 0028 0034  0.025
Ba 53 53 4.8 3.4 47 Ba 43 47 48 7.0 5.2
La 0.072 0023 0052 0057  0.051 La 0.063  0.020  0.044 0044  0.043
Ce 0.11  0.030 0061 0061  0.066 Ce 0.11 0023 0045 0043  0.055
Sm 0.0069  0.0019  0.0031 0.0031 0.0037 Sm 0.0081  0.0015 0.0026  0.025 0.0037
Hf 0.0088  0.0048  0.0081 00068 0.0071 Hf 0.0099  0.0036  0.0064 0.0039  0.0060
W 0.15 0.26 0.19 0.15 0.19 w 0.13 0.21 0.17 0.11 0.16
Ta 0.0035  0.0015  0.0020  0.0006 0.0019 Ta 0.0015 0.0013  0.0004 0.0005  0.0009
Th 0.014 0.0030 0.0073  0.0062  0.0077 Th 0.017  0.0024 0.0065 0.0050 0.0076
Pb 4.6 1.8 4.1 6.4 43 Pb 43 13 4.1 5.6 3.8
&t 1000 350 610 560 640 At 860 270 510 460 520
e /ME 130 110 230 180 110 e/ IME 110 95 270 130 95
PN 21 5200 870 1200 1100 5200 e KA 6700 630 840 1100 6700

(HA7 : ng/m?)
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3.1.4 RFERS #5  PMas kAL
PMas J SR A5y DWERE R 2 £ 3 1§ AR )R A H#E HE KE AF EM
(BERE) X, T&FIRETOC : 2.8ug/m? (1.4~49 S0 19 24 24 22 22
ug/m?) , EC : 0.78ug/m® (0.12~2.4pug/m?) , JCl /& T NO5- 44 088 5.0 21 9.0
OC : 2.3 ug/m® (0.81~4.6pg/m*) , EC : 0.52pg/m® (0.024 NH,' 8.6 9.7 11 16 12
~2.0 uygm?) Thotz. ZoA A 2.5 2.0 23 25 23
3 PMas RFEKSY T ocC 26 31 28 20 25
EE HE  KE AF FM EC 7.9 3.0 59 6.5 7.0
oc 27 28 33 27 29 T ST S 99 40 51 40 57
BAME 15 19 16 14 14 Z ot 2 20 19 81 16
R e RAE 4.1 35 4.9 4.9 4.9 SO 19 28 21 20 2
EC 081 070 070 091  0.78 NO»- 8.5 0 64 9 97
BoME 015 013 026 025 013 NH,* 1 12 1 15 13
BocfE 13 15 12 24 24 zomwary 24 22 19 27 23
oc 22 23 26 21 23 R o 2 28 2 16 2l
BMES 097 1.9 14 081 081 EC 43 34 5o 57 48
g e 46 30 44 37 48 T R 87 33 42 34 48
EC 042 028 063 076 052 Py 4 a1 28 13 23
B/ME 0024 013 021 0.19  0.024 (BALAYT - %)
SN 1.0 0.42 1.2 2.0 2.0
(HEANZ : ug/m?)
XAk

3.2 PMy s #ERK

DERBIE « RRWGYBIIEIES 22 ZOBUEIZHES CRA

PMas iR & 37 5 1R T7. 4[] C PMos B &R
FEIZRTT 2 BIE D@L, THERITR T SO 22

%, OC 7% 25%, Jolii])Js) Tld SO4*7% 22%, OC 2% 21% T

HoT-.
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S0 3 AR
BREERL SR

1 [ELC®IZ

FEPERR X KRR R OG R E N R ICIEET L2 & T
T8, W EEmM b AIRKE S, R TIE,
A [E| B BEAIF U e o B M 9 A8 R S 75 Y R A AP 423 12 &
LRRMERNAEERAE IS L, TTNOBEERREZ1T-> T
AV

Alal, SFI3FE3H29H B FI443 H28 H £ ToM,
B R 3 3REE KA T (R XS H) & dhdi 7 & (RRIK
HEBE) D21 CEAMERT (Rl aE) SRAZ1T o 7o RIC
ONWTHRET A,

R R R
[ J
B ¥ & L
it ot
1 FRA A

2 MREAE

2.1 TS

PR XAEINE, ARl HLE HEFEKI3 kmIZATE L,
PAEHISIC BT 5. FEAA130 mIC[EE202 54 A%@E Y,
I IE~ v a VNS EBLIATNS.

#8208, AT OHLE2 D EE~FI13 km, 2L
JI BB OB BEIEEFI170 m#t SIS hriE L, i kX
WICET 5. FMEM300 mIZ[EE263 5 238 5 TV A28,
I LR D & a8l R 7e o,

2.2 BRHERAERUSHAE

PR O BEIE, AR C I 10 L B R R B i
FHR KBS & (NVEREHERUS-330H) 2 fVCTIT - 72,
MWEHEENE, BKE, pH, EXEEE (BEC) KO 4
R4y (SO427, NOs—, CI°, NHy ™, Na¥, K¥, Ca®™,

i ] 7 D P P R A A R

REAHSY

Mg®™) Thb.
B L 723U, Bk EA %, WHtEE=42
YU FGEE (R Y ITHET THIE - AT LTz,

3 HRRUEBE

3.1 SMIEEREHRE

BRI QR XA T O AR R 2 TS, g A
DOFRARE R A2 F2URT. pHE NERUEE RO IFHHEIL,
ST L7 ok EOMEBEEIC IV EH L., A4
BT BIE, BA A RGICR L, AT L7z BEK
AU CHEM Lz, 728, WRXEINI4HASA~4H12
H, 44190 ~4H26H, 5SH6H~5H10H, 6H21H~6
H28H, TH1I9H~7H26H, 9H27H~10A11H, 10A25
A~11H8H, 1A31A~2A7H, 2H21H~2H28 A %13
HTH~3H 1402, s MF4H5SH~4H12H, 4719
H~4H26H, 5H6H~5H10H, 10H4H~10711H, 10
H25H~11A1H, 1H31H8~2A7H, 2H21H~2H28H
KOBHTHE~3A14B 2, DIRO DR EIp o7 F Tz,
8H11H~16HIE, 21 & BIZRKWIZ L 54— =71
=D, WHXAEFOBKEIXT A XA (f@E) 0,
AT &7 A D R K BT B & o OKGE ) R RO BE K R
ERELE.

MERIRE K ERIE, BRI KT C1946.9 mm, HigH % AT
25393 mmTH Y, L LADFNRELI o7, pHIE,
A XA T C1X3.85~5.93 D C, - FH)E235.08 TH -
7=, Fiz, #iEZ A TIE412~5. 720 T, 4EEHIMHE
MN5.08Td o 7. BREEE D4 F24E B ek i AR R
( https://www.env.go.jp/air/acidrain/monitoring/r02/index.ht
ml) OEEOEFEIES.01 L ik LT, WEEXEdr, ih
WHELEBIZ, HFEWVETH ST,

SR KA T K ORI 47 8 D A A v R4y 0 AR R E A
i, MBSk E B X BN BNaT, CloRE-o T, Eiz,
A F Sy ORISR, NH, " 2RV Tl & 20
SR KA FTOME L 0 b s o7z,

3.2 SHIFEERALE

BRIBELED A BOMEKE, pHE OCEBEXURER % K212
TR YR KA & i & A DK R, EZBLE T
FEOEEZRL, mbEN->7ZDE8H T00 mm#E H
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ZTCWe, —F, &AZF T 7 < FEIES0 mmEL T Th -
7o, QMR O TIE, 14EZ @ U TP & A DRk
DR XA T OB KR L Y S MEM Ch o7z, pHIZ2HE
L BIZAFITRME 2R L, SEER&EFTIX12H 5 X
U2 A, i Z 23120 B b IR oo, ERUBERIT2
S E BIZERIEL, KENPOAFICH WEMZ R L
THRY, WERXEIIZILA, g 22128 Db En

STz

Wetkpk sy (nss- S04, NOy ) M UMERAMER (NHL T,

nss- Ca®") O HRILERAZK3IZRT. nss- SO, % TEA
B, NO; EH&H &M Unss- Ca? " PbE BE1%, B & L0308
FEXAEAT L 0 EVME T o 7=

BRI i 4y B OV MR RR 45 0 F FEIN B 2350 1 B oD % A
BAb & KA. EEERRSy, IR & BICE IR
<, AFCEWEEZ 7R Uz, SER&FIE, 44 £12
AMEOHIZHARTEL, 44 1T#H L L L muvEz
RL, NOs #B< i CIEICRBITABEESMTH - 7.
M & 20, BEERRSYy, HEEMERRSY &b IC12A R L E
Mmooz,

BRIt 5 4y e OVER JEMERR 45 D S5 Bt I He D% A 25 b &
K5IRd. BRMER 0 (NOs /nss- SO427) I, 4H M
NO; OEIGB R L /NEL, TARNO,  OEENRH K
o 7o HEEEMERR Syt (NH, T/nss- Ca? ™) 1E, FBEIZ
BT, NHLTOFER/NE o7z,
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£ 1 IR XA GQRMEEEY)
FRIYI [k e p H R TR fifi Hitm TrE |[TRITUA| AVTL [ ALVTL| wTx KF#E
fREsR A4 A Ay A Ay =Uh A A A4 A A UL A A
A F A Fv
mm mS/m mmol/m’ mmol/m’ mmol/m’ mmol/m” mmol/m” mmol/m” mmol/m’ mmol/m” mmol/m”

3/29 - 4/5 7.6 5.01 1.6 0.16 0.14 0.21 0.29 0.18 0.02 0.05 0.02 0.07
4/5 - 4/12 0.0 - - - - - - - - - - -

4/12 - 4/19 13.5 5.89 1.4 0.33 0.25 0.27 0.52 0.21 0.02 0.22 0.05 0.02
4/19 - 426 0.0 - - - - - - - - - - -

4/26 - 5/6 529 5.93 0.8 0.41 0.57 1.16 0.68 0.96 0.04 0.46 0.14 0.06
5/6 - 5/10 0.0 - - - - - - - - - - -

5/10 - 5/17 38.2 4.90 1.1 0.38 0.68 0.15 0.70 0.13 0.02 0.12 0.04 0.48
5/17 - 5/24 72.0 5.61 0.3 0.19 0.33 0.13 0.49 0.13 0.03 0.04 0.04 0.18
5/24 - 5/31 21.0 5.34 0.4 0.11 0.12 0.03 0.19 0.03 0.01 0.03 0.01 0.10
5/31-6/7 66.1 539 0.4 0.23 0.46 0.13 0.57 0.11 0.03 0.05 0.04 0.27
6/7 - 6/14 10.8 5.89 0.8 0.07 0.22 0.16 0.37 0.10 0.01 0.04 0.01 0.01
6/14 - 6/21 48.7 4.85 0.9 0.44 0.46 0.25 0.70 0.13 0.02 0.07 0.03 0.70
6/21 - 6/28 0.2 - - - - - - - - - - -

6/28 -7/5 9.8 4.97 1.0 0.09 0.18 0.11 0.24 0.09 0.01 0.03 0.01 0.11
7/5-7/12 32.5 5.04 0.9 0.18 0.49 0.45 0.50 0.41 0.02 0.05 0.05 0.30
712 -7/19 93 4.54 2.5 0.14 0.61 0.09 0.33 0.07 0.01 0.11 0.02 0.27
7/19 - 726 0.1 - - - - - - - - - - -

726 - 8/2 30.5 5.04 0.9 0.18 0.61 0.21 0.69 0.15 0.01 0.03 0.02 0.28
8/2-8/11 180.3 4.89 1.5 221 1.78 8.05 325 6.98 0.19 0.31 0.76 233
8/11-8/16 488.0 5.72 0.2 0.56 1.02 0.66 0.90 0.65 0.16 0.22 0.23 0.92
8/16 - 8/23 168.2 538 0.3 0.32 0.55 0.91 0.55 0.79 0.07 0.09 0.12 0.70
8/23 - 8/30 32.0 4.96 0.9 0.18 0.45 0.47 0.38 0.41 0.02 0.04 0.05 0.35
8/30 - 9/6 182.8 5.27 0.4 0.52 0.99 1.15 1.03 0.98 0.07 0.15 0.14 0.99
9/6 - 9/13 162 4.84 12 0.18 0.25 0.14 031 0.12 0.01 0.02 0.02 0.24
9/13 - 9/21 49.9 5.02 1.7 0.46 0.42 3.94 0.41 3.43 0.07 0.10 0.36 0.47
9/21-9/27 27 5.07 12 0.03 0.06 0.07 0.10 0.04 0.00 0.01 0.01 0.02
9/27 - 10/4 0.0 - - - - - - - - - - -

10/4 - 10/11 0.0 - - - - - - - - - - -

10/11 - 10/18 244 5.19 2.8 0.30 0.21 4.30 0.30 3.74 0.07 0.10 0.40 0.16
10/18 - 1025 26.8 5.00 4.8 0.55 0.49 7.83 0.41 6.94 0.14 0.21 0.77 0.27
1025 -11/1 0.0 - - - - - - - - - - -

1/1-11/8 0.0 - - - - - - - - - - -

11/8 - 11/15 90.6 4.86 5.5 2.48 2.92 28.29 2.94 24.90 0.53 0.75 2.78 1.26
11/15-11/22 30.9 4.76 1.1 0.35 0.25 0.36 0.31 0.31 0.02 0.07 0.04 0.54
1122 - 1129 1.0 5.43 15.1 0.08 0.08 1.04 0.10 0.88 0.02 0.04 0.09 0.00
1129 - 12/6 43 4.85 29 0.64 1.09 5.71 1.06 5.09 0.11 0.18 0.55 0.59
12/6 - 12/13 11.1 4.42 4.1 0.27 0.39 1.57 0.31 1.36 0.03 0.06 0.15 0.42
12/13 - 1220 24.4 4.60 2.7 0.46 0.60 2.04 0.48 1.78 0.04 0.17 0.20 0.62
1220 - 12/27 1.2 3.85 10.2 0.12 0.15 0.12 0.12 0.10 0.01 0.03 0.02 0.16
12/27 - 1/4 1.6 4.33 43 0.05 0.16 0.11 0.14 0.11 0.00 0.02 0.01 0.07
1/4- 111 13.7 4.72 23 0.23 0.57 0.64 0.71 0.56 0.02 0.05 0.06 0.26
1/11-1/17 2.0 4.07 12.0 0.14 0.43 0.81 0.31 0.77 0.02 0.05 0.08 0.17
117 - 124 30.7 4.73 1.5 0.39 0.30 0.94 0.33 0.89 0.02 0.05 0.10 0.58
1/24 - 1/31 4.6 4.36 4.1 0.12 0.24 0.52 0.19 0.44 0.02 0.03 0.05 0.20
1/31-2/7 0.9 - - - - - - - - - - -

2/7-2/14 10.7 4.27 3.1 0.23 0.38 0.45 0.30 0.18 0.01 0.07 0.03 0.57
2/14 - 2/21 11.4 4.85 1.5 0.14 0.12 0.55 0.14 0.48 0.01 0.03 0.05 0.16
2/21-2/28 0.0 - - - - - - - - - - -

2/28 -3/7 6.8 4.92 1.8 0.16 0.17 0.14 0.35 0.11 0.01 0.03 0.01 0.08
3/7-3/14 0.7 - - - - - - - - - - -

3/14 -3/22 70.4 4.94 1.4 0.81 0.97 2.96 0.90 2.63 0.07 0.47 0.31 0.80
3/22 - 3/28 7.5 5.58 0.6 0.05 0.08 0.07 0.08 0.06 0.01 0.04 0.01 0.02
&8 1946.9 - 101.9 14.96 20.24 7722 22.69 67.43 2.01 4.68 7.89 15.80
S - 5.08 - 0.37 0.51 1.93 0.57 1.69 0.05 0.12 0.20 0.40
T KAl 488.0 5.93 15.1 2.48 292 28.29 3.25 24.90 0.53 0.75 2.78 233
fe/ Ml 0.0 3.85 0.2 0.03 0.06 0.03 0.08 0.03 0.00 0.01 0.01 0.00
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#*2

e & o GRS Y))

EREUIH] [k B pH X Tk ik Htm T UE FrITA| AV TLA [rvona| wrx 3
fRER A A A A A F =0 A A A A A A A AN A A
A A A A
mm mS/m mmol/m” mmol/m” mmol/m’ mmol/m” mmol/m” mmol/m” mmol/m’ mmol/m” mmol/m”

3/29 - 4/5 48.0 5.19 35 0.81 0.41 10.06 0.54 8.53 0.23 0.32 0.98 0.31
4/5 - 4/12 0.0 - - - - - - - - - - -

4/12 - 4/19 235 5.12 1.4 0.47 0.30 0.64 0.46 0.53 0.11 0.22 0.09 0.18
4/19 - 4126 0.0 - - - - - - - - - - -

4/26 - 5/6 59.4 5.71 0.7 0.50 0.60 1.01 0.50 0.84 0.07 0.51 0.16 0.12
5/6 - 5/10 0.0 - - - - - - - - - - -

5/10 - 5/17 54.1 4.71 1.1 0.52 0.83 0.36 0.67 0.31 0.04 0.11 0.06 0.91
5/17-5/24 121.1 5.44 0.3 0.29 0.40 0.16 0.44 0.15 0.05 0.05 0.06 0.44
5/24 - 5/31 21.9 5.52 0.3 0.07 0.07 0.02 0.10 0.02 0.01 0.02 0.01 0.07
5/31-6/7 494 537 0.4 0.15 0.26 0.04 0.28 0.04 0.03 0.04 0.03 0.21
6/7 - 6/14 6.0 572 0.7 0.03 0.11 0.08 0.12 0.05 0.01 0.03 0.01 0.01
6/14 - 6/21 50.6 4.75 1.0 0.46 0.43 0.21 0.46 0.10 0.03 0.05 0.03 0.91
6/21 - 6/28 1.3 4.80 3.4 0.06 0.10 0.02 0.12 0.02 0.01 0.02 0.01 0.02
6/28 -7/5 13.4 4.74 1.8 0.17 0.41 0.45 0.33 0.42 0.03 0.06 0.05 0.25
7/5-7/12 31.2 4.98 1.0 0.21 0.46 0.69 0.41 0.62 0.03 0.06 0.07 0.32
712 -7/19 31.0 4.86 1.0 0.23 0.60 0.17 0.52 0.17 0.02 0.07 0.03 0.42
719 -17/26 4.0 5.06 0.8 0.05 0.03 0.01 0.08 0.00 0.01 0.00 0.00 0.03
7/26 - 8/2 27.7 5.14 0.8 0.14 0.47 0.14 0.57 0.10 0.02 0.03 0.02 0.20
8/2-8/11 202.5 5.20 0.8 1.45 1.05 4.62 1.87 4.10 0.16 0.24 0.46 1.29
8/11-8/16 590.5 5.68 0.2 0.68 1.10 0.84 0.81 0.91 0.21 0.33 0.31 1.25
8/16 - 8/23 237.1 5.41 0.3 0.43 0.63 1.10 0.50 0.95 0.10 0.14 0.16 0.92
8/23 - 8/30 56.5 5.02 1.1 0.38 0.64 1.52 0.57 1.28 0.05 0.08 0.14 0.54
8/30 - 9/6 173.5 5.12 0.6 0.63 1.11 1.86 1.00 1.63 0.09 0.11 0.20 1.33
9/6 - 9/13 12.3 4.73 1.3 0.16 0.14 0.07 0.19 0.06 0.01 0.01 0.01 0.23
9/13 - 9/21 118.3 4.99 2.1 1.13 0.70 13.60 0.53 11.86 0.26 0.27 1.29 1.20
9/21-9/27 2.8 5.18 0.7 0.01 0.04 0.04 0.03 0.02 0.02 0.01 0.01 0.02
9/27 - 10/4 22 4.48 5.1 0.10 0.16 0.31 0.12 0.31 0.02 0.04 0.04 0.07
10/4 - 10/11 0.0 - - - - - - - - - - -

10/11-10/18 85.5 5.17 0.8 0.38 0.55 235 0.53 2.18 0.06 0.09 0.22 0.57
10/18 - 10/25 222 4.97 35 0.33 0.32 4.53 0.18 3.99 0.07 0.11 0.44 0.24
10/25 - 11/1 0.0 - - - - - - - - - - -

11/1-11/8 12 4.47 9.5 0.09 0.33 0.25 0.28 0.25 0.01 0.05 0.04 0.04
11/8 - 11/15 87.6 4.75 4.8 2.06 2.65 22.44 2.19 19.57 0.42 0.59 2.18 1.57
11/15-11/22 40.6 4.92 0.8 0.32 0.33 0.37 0.30 0.33 0.02 0.08 0.05 0.49
1122 - 1129 16.6 4.98 5.2 0.45 0.39 5.14 0.44 4.53 0.10 0.15 0.50 0.17
11/29 - 12/6 52.2 4.83 2.1 0.65 0.87 4.62 0.84 4.03 0.10 0.15 0.44 0.77
12/6 - 12/13 114 4.50 3.6 0.26 0.40 1.47 0.31 1.29 0.04 0.05 0.14 0.36
12/13 - 12/20 36.1 4.62 33 0.85 1.54 3.67 1.27 3.21 0.09 0.39 0.37 0.86
12/20 - 12/27 1.7 4.16 6.3 0.11 0.16 0.13 0.11 0.12 0.01 0.04 0.02 0.12
12/27 - 1/4 1.1 4.15 5.1 0.04 0.12 0.09 0.07 0.10 0.00 0.01 0.01 0.08
1/4-1/11 14.4 4.67 2.1 0.23 0.60 0.40 0.68 0.34 0.02 0.04 0.04 0.31
1/11-1/17 6.7 4.12 12.0 0.49 1.04 3.16 0.79 3.00 0.08 0.13 0.32 0.50
1/17 - 124 36.2 4.82 22 0.55 0.48 2.89 0.38 2.62 0.06 0.28 0.29 0.55
1/24 - 1/31 2.0 4.63 32 0.04 0.11 0.18 0.06 0.18 0.01 0.02 0.02 0.05
1/31-2/7 0.7 - - - - - - - - - - -

2/7-2/14 12.6 4.34 2.8 0.28 0.38 0.34 0.25 0.21 0.01 0.07 0.03 0.57
2/14 - 2/21 16.4 4.95 1.9 0.22 0.17 1.25 0.15 1.13 0.03 0.06 0.12 0.18
2/21 -2/28 0.0 - - - - - - - - - - -

2/28 - 3/7 7.7 5.18 1.4 0.17 0.16 0.14 0.41 0.10 0.03 0.03 0.02 0.05
3/7-3/14 0.4 - - - - - - - - - - -

3/14 -3/22 117.1 5.01 2.0 1.46 1.40 11.26 1.36 10.00 0.22 0.71 1.10 1.14
3/22-3/28 30.8 541 0.4 0.14 0.14 0.16 0.13 0.16 0.07 0.06 0.03 0.12
it 2539.3 - 103.0 18.26 23.19 102.91 21.94 90.39 3.05 5.91 10.59 19.98
I - 5.08 - 0.41 0.53 2.34 0.50 2.05 0.07 0.13 0.24 0.45
B KAl 590.5 5.72 12.0 2.06 2.65 22.44 2.19 19.57 0.42 0.71 2.18 1.57
fe /Ml 0.0 4.12 0.2 0.01 0.03 0.01 0.03 0.00 0.00 0.00 0.00 0.01
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] T3 1) 2 BV ER TR IS F Ot (45 Fn 3 4)
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fET T, BVHEXMR AR AIICHEE L, THROE
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ATz

2 Ak

BxE T — 2 (3@ TE R DR 2T, K&k
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B i LR B 0D B B 1 R R

IREEREFR MY

1 [FLEHIC

BHFRAERCL, JREREHOTZD, EEROEMHND
BEHHEREORENEETH DD, ST CIEELE, %
FITIS CTo s A LT 2728, 2 OYE(FEIC
R AZZE L TV 5D,

ZIT, YFTCTHEEE TS LR WTLERTR
B, WRIREMERIGE, BRE T U A RO Y Ty = @ % %
U, BER A N Y T — 2 Y A 7 v A (Tryptic Soy
Broth, LAF, [TSBJ &9 5. ) XIFFEM~T Rk

(Buffered peptone water, LLF, [BPW] &32%. ) |
=T DI DDRFTEAT IO THET L.

-
(-

2 Ak

2.1 ERAE®%

WERIZIX, Salmonella enterica subsp. enterica serovar
Abony (ATCC BAA-2162) , Escherichia coli (ATCC
8739) , Vibrio parahaemolyticus (ATCC 17802) MK ¥
Clostridium perfringens (ATCC 13124) Z{HEH L7z,

2.2 (EFEH

W HOEEREIZIE, TSB (7 b T g vF Y
V) KON BPW (A7 R UKRT) AW £, &
B O E I, ISy, YLER T BEICIT
BPW, KIG@IZIZ mEC 7'« 3> (LLF, [mEC) &
%) (M) , BRET U AIT Il UPERT
Fook (BUF, TAPW] &9°%. ) (HAKRIE) | v=x
N aEIZIET A7) aL— s (LU, TGC) &
T4, ) (HAKEIE #Hnk.

2.3 FlEEER

FHERE U R EEIEOK (B h T AR S
IR L7z (LLF,  TER) &75. ) &V Umig
FAEPERIEK TAR L, 2.2 [T HE— H L O o
BEEHINZ 1 mL 7208 10tcfu 725 X H53MLT
35°CIFRSRNTET (7w 2 HOH— A T A
ST TEHERRZITV, 24 WiE# L. 2B, I’
INEELDOPEIZONTIE, VTR T REEOKBEIC
DWTIIHEER R M A, ke 7 U A% 3%k b

- 163 -

U (Ft) IIEEYESE R A 2, 7oLy 2 13 CW
FERFEM CGRUMEE) 2V, BihfERafaet ) o6t
WV, i L7,

2.4 KRZEE&
241 HIILEXRSEE, KBERUBXETUA
KR E ) CIEREE AR RO TR L, -AED
L OB BEET I 1 mL H720 10 cfu AN &b KD
24 4 RITIRIN L C, 35°CAFR S T CRIFEESE 21T\,
1 RIZDOWTIE 6 RERIRT % OB A, 720 3 RIZHON
Tl 24 FEE BB O B4 2 JIE LSSl 2 3R D 7= s
BB D548 1% OB ORI EIZ DWW T, 2.3 12T Hik
& RBRIZ 320 L 7=,
242 I AHE
Wik % U R EARAEK CHIRL, H—HEO®
] OFEFEEHIZ 1 mL 3729 1.2x10%cfu, 1.2x10"cfu,
1.2x10%fu & 7225 k212K 2 ARICIHIML T, H—HOH
BEE T 35 CHFRSRIE T, TGC 1L 35°CiFR STz T
FHERER ATV, 24 WFRIBER % OB R 2 i L7z,
7P, WIEBOMERIZOWTIE, 23 1077 HikLFH
BRI e L 7.

3 R

BEOWEREREAR 1~4 1R P LEX T BELD
KB IZ DWW TIE TSB, BPW O WU IBW T H 6 E
BERAITIT 107 cfu/mL FREEICEEL, 24 WRIRFRMAICIT
108cfu/mL IZ2EL7=.

WIT, BRE T U FICHONTIE, 6 Rk % D TSB
DFH 10 cfu/mL TH-7-H DD, BPW X APW (230
TIX 10°%cfu/mL & 720, 24 BEERIZRIZIIWT o8
BWTH 107 cfw/mL BLEICE L.

ULy 2 BT OV TIE, TR FEBR TR R
TOMEZMHR TR o 72728, BEOAREMEDH
72— S ONL e O s B B RN L, SN2 &
HEEROMBREMRRELZEZ A, TGC 1E 1.2x101
cfu/mL ¥A1C, TSB & 1.2x10%cfu/mL ¥ CTHIE 23580
HA7273, BPW Tl 1.2x10 % cfu/mL HHNC & HETH 1 THERR
TX otz
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#1

PR T R OB FERE R

@4 (cfw/mL)

P B B2
ne Oh 6h 24h
TSB 1.0x10" 1.4x10* 7.8x10°8
BPW 1.0x10" 1.1x10* 7.3x10°8
K2 ORI OHEREE
. E % (cfu/mL)
PN
S Oh 6h 24h
TSB 9.2x10° 3.1x10* 6.4x10°
BPW 9.2x10° 1.6x10* 5.3x10°
mEC 9.2x10° 3.0x10° 6.1x10°
#F3 R ET Y AOHIE SR
. E % (cfu/mL)
PN
s Oh 6h 24h
TSB 5.9x10° 1.5x10" 1.1x10°%
BPW 5.9x10° 1.5x10° 8.2x10’
APW 5.9x10° 6.9x10° 6.1x107
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3.1 REETRELI-BFESH
311 H=E
RERCHEZWRE LB 74K OREE 744D 5 5
FEVE 25 403, BAERICEICEBEOERE R L.
BOA =2 —|ZF P ROBEERH ST,
3.1.2 #H#
el LTt Sh7= NonrazoRs CLT, b
B ET50) 1RIE (K1), 3Riios 72T
O FFROIEIRORIEEZ 1T, 3B LD T A TOHE
& LTt A Ik LIEIRE L T\ e b R0 b2 8
(AT, TR &350 ) 3k, (RERTHRE
ENTOWEMEOF DT ¢ L (LI, TEEREER)
ET B ) 1 RIEKORERBREIZ SO 7 4 LEMG LT
RIS FES TV o7 o v (LT, s
RAFdh] &35, ) 2RIEOF 7 HRiE
3.1.3 A ERUER
WETORAE EMEREEEEICRASE, SRE> AR
RIE &S L, CE-PDA Z# W Tk 22 I &R ELT-.
TOFRER, B A Z I UM ERERL DD 850 ppm R S 4,
REEHEAL 3 A2 HIXFE 241 1,200 ppm, 900 ppm, 720
ppm, FEEREELD DI 1,600 ppm M S iz, £7z,
BEAERTER 2 REP O 2% I 20TV
EE TFRME (50 ppm) HKiTh - 7.
3.1.4 &=
bERZIUahEEARTOE A I UREDRBRIC
DOWNWTHE, BEFOERAZ I UPREEH 100~200 ppm




R LOGEICETEIHFEIND ARRENREL D &M@
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WO —TH D LRI

PREEATIC L 2 RGERTRA C, EaNCRGE L 72RO
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N7 g AFEERIEICE Y S XTIV —H —FEF D
LRI — R TE O R PR RR
PREERERR i b H Y

1 [EC®IZ

& T AR BR BT 2T T, S R T T4 —F —HD
ARk D 5 5, ICP-MS 12 & % R E AN AT RE 72 15
¥I10HE (Av# B) , AMiizves (Zah (Cr) &
LT), v~~#H¥ (Mn) , #1 (Cu) , F (As) , EL
> (Se), #RIUL (Cd) , TvFET (Sb) , Y
7 (Ba) KO (Pb) ) IZOW IRl EnskBris ) (oY
Clz—FlBRiEY L oM E2EmL TV D.

SF0 3 4 6 H 29 BN EAEEE KEEREFRRAE -
BEEFRERND XY, SFTLYF— 4 —HHIT
BT DKM 7 7 AORSEFE 2 0.05 mg/L LLF225 0.02
mg/L LA FIZHE & iz, & 2T, FEEICRS Lic—7F
REBRIEICHWIEL, HA FTA P S E, RRiEDZ
MPEZ R L= THET 5.

2 A&

2.1 #HEZE

T Age B b ORIE G e RO M K R ~DK
BHEPI<TD, R L OB R ORI HER T 5
BT ITR_RTRY T I 70t T Lo £23RY
TrElrrEll L, WL EEE (2—100) EIRIC—
LA FIIER MK TR LIz b &R L.

2.2 REZH

K - AL 48 PURELAB flex (2 & 0 $li& L7
Ho (HEHPT>18.2MQ + cm, TOC<S5 ppb) .

fiEffe « BA b8 i 1.42, Ultrapur-100

e (1—100) &R : &8O BHAICHER 10mL 20
Z, MK TI1,000mL & L7z,

B A S OV N AR - BE (LA h A e (B,
Cr, Mn, Cu, As, Se, Cd, Sb, Ba, Pb (5 1,000 mg/L) )
PNEBIEENR - B b A U (U U 7 A (Be)
a9k (Co) , WU DL (Ga) , A>T 7L (In)
ZYTN (T, £ VUL (Y) (4% 1,000mg/L) )

2.3 BREBRBROFE

WA OEAERIRIE, S 7 v A OFEHELIEIZ A

B OFTREEEZLZ 10 5016 1 fFIZEEL, ZUTED
T Cr OREFFHAE 0.25~5ng/mL 7> 5 1~20ng/mL |2
EHE LT, £z, BREOHRERICBO TRREZTIEDL
DENILLNTTZ®, BEFIFHZ 2.5~50 ng/mL 75 25
~500 ng/mL [ZZEHL, £1DLED 5 EEOEE LR
NETp D X OB LT,

WEMERMER L, B IREAEICH DY Be #EZL 100
ng/mL 7°5 1,000 ng/mL [ZE®E L7=. ZDIED, Co 10
ng/mL, GalOng/mL, Y Ing/mL, In1ng/mL, Tl110ng/mL
LD oMU,

£ 1 RS AR

G722 = /AN 725 B V2N 75 S 2N 72 S 2N 7 S 2N T
B 25 50 100 250 500
Cr 1 2 4 10 20
Mn 0.25 0.5 1 25 5
Cu 0.5 1 2 5 10
As 0.5 1 2 5 10
Se 0.5 1 2 5 10
Cd 0.25 0.5 1 2.5 5
Sb 0.25 0.5 1 2.5 5
Ba 0.5 1 2 5 10
Pb 0.25 0.5 1 2.5 5

HAf7 : ng/mL

2.4 HABRBARDFH

BEH? o LB Rl L sBigik 2z, 28 Lizhai
REHECTERTELL I 20 LBVFHIRL, ICP-MS
HEC L 7=,

2.5 EERUVAESRHE

ICP-MS iCAP RQ (Thermo Fisher Scientific #L#) % i
AL, £30OKMTHE L. HENSITHE L OIS
DR R OE B AR 4 1T T.

2.6 ZUMHEROAE

A RTA IS & YRR % Fh L 7=, 733,
FEEERER D T2 O DE Iy D AVEBRGHEIL, £S5 DEBY I
W#H 4432 BIZH0 1 A2 M7 CRFs BT 52
e
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2 ABRIEIE O ARG
AR A ECRNERS
Cr 115
As 1%
Se 1%
Cd 1%
Sb 1%
B 10 f5
Pb 10 fi%
Mn 100 fi5
Cu 100 fi%
Ba 100 fi%

# 3  ICP-MS &5

Rl

ICP-MS iCAP RQ (Thermo
Fisher Scientific #1:%4)

ATV —F ¥ /N — VA=)

AT A (Ar) V& 0.8 L/min

X7 AW —H A (Ar)  1.08 L/'min

i

CCTI # A (He) i 4.83 L/min

e R ) 1,550 W

WEE— R He-KED
F 4 JERBICHE L ONEERE T3 OB R
POE ST BEk WEEESE B
B 11 Be 9
Cr 52
M s Co 59
Cu 65 Ga 71
As 75
Se 78 Y 5
Cd 111
Sb 121 In 115
Ba 137
Pb 208 TI 205

#5 NIRRT
A 1HH 2HH 2HH 2HH 2HH
STE A A B C D
3 HERUER
31 BRER

2.3 K25 Ok koo FHE,

WELZEZA, BT

DOFRER TUERE (R?) 0.999 DL o> BAE/Z2 ERE 2R
L7z,

3.2 ER

23, 24 ROV2S5 IR VFRE, WELZE A, 7T
7SRO TR B e R OB K O(F B IR IE, A
WZEWMUITZBEIOEFEFHBED 10 50 1 KETHY,
HA KT A NZFEH O BEE A 572 LTz,

3.3 HEE

BRI % B < YRR ORE B2 32 6 1SR, FEAmRE
FEL R L7- BT 94~102% TH Y, HA KTA D
FIEHIPH CTH D 90~110%% it/ L T\ 7z,

3.4 HE

K6 TEBY, PMTHEIX0.6~3.4 RSD%, EWN
FEEEIE 2.6~5.0 RSD% CTH Y, HA K74 > O HIEFHA
T D 15RSDY% AT & il 72 LTV -, @RV, EFE LW
FEEDORER D, REBRIEDO YD R Sz

F 6 TMVEMEERAE B

PEAEgEEE FE OMTRIE =R

AR H )
(mg/L) (%) (RSD%) (RSD%)

B 5 99 3.4 5.0 A
Cr 0.02 98 1.1 33 A
Mn 04 99 0.9 3.1 A
Cu 1 98 0.8 3.5 A
As 0.01 97 1.6 4.1 A
Se 0.01 94 2.2 3.8 A
cd 0.003 96 1.7 3.0 A
Sb 0.005 102 0.6 3.7 A
Ba 1 98 1.4 2.6 A
Pb 0.05 98 1.1 3.1 A
SR 90~110 15 15

4 FeEOD

BF3ED I FTNT 5 —F —FDO R OSIE?
AT, WY LRI R TN — X — P OTH
B FRBRIE O VMR 2 i L7z, S, B
Uﬁf%%mbtﬁ%,M#ﬂ%ﬁ%F?%Vﬂ%éh

HIEE A 7= LTk Y, ARRBIEDOZYMENTHR SN
7=.
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3R

1) JEAGEE AR AR AR AR 1222
Fa TG RECBKE O R EEO — ORI R 53
BRiZIZHOWT, 265412 A 22 H

2) REERFRR A LY OB B T A IR TV
¥ — Z —FAP O LA — A ABRIE D 2 Y MR,
& ol TR BR LA S0P 3, 44, 166~168, 2018

3) EAEGHIE KEE FBAERE - 802 2R EE A

4)
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AERIE0629%4 5 - Adh, WIS OB ILHED —H
ZUOET 220 T GERECEIK D BURS D —
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3 Sl S 996 [ 67 N Hik sk %
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RE DT R RHRAC

PRAERL R
1 [FLC&IC

KREOEBEERO—FRBRIETIX, KEE2miELE0
Bl 10 g 125k LK 20 mL &2 002 30 43 kiEs%, 7t b
= RUAEMAZRE DT A X5 2 L THitikZ2 R4
5. T%?%%fﬁwéﬁm,@ﬂﬁﬁ%f%éGoMs

CEcRESO -FRABRE (BED)
( https://www.mhlw.go.jp/stf/seisakunitsuite/bunya/00000754
97.htm) TIEEI[AWARA I N TS, —JF, FEVS
4f%®kgﬁﬂ%mg%ﬁ(5@A)fﬁ%%@bt
CAHBEED R ARTE I 0D, ABsREEN D
WHRABEIT O T E N TENITERIEO RIS HITE S
no. 22T, BRBIEOHFEILOBEB LT DD, RKE%x
FAWT, GC-MS/MS T X 2758 BEREICK T 24 T
BTOWS| A E ARSIl E OB EIT > -0 THES
5.

2 oWAE

2.1 B

KT %, BHPHEIZT 2,000 pm T 20 B#E%, £
28 1mm LA FIZ725 X9 10,000 rpm T 20 kL, #—
fLL7=bo.

2.2 HE

FEVERUR - RSB AR, MOMESE T3 (BR) PL2005
GC/MS MixI~VIE T 7 (20 mg/L 7 & k&R & iz,
ER O SRR Y, SRR REAEELZ 10~30 mg
OFPATHERL, 1,000mg/L £725 X578 U TERL
7-.

AR YEITIR - A IRIR AR YE S R OE DR E S A R A

L, lmg/L LB LT KRR p~F Y (1:1)
IR AR LT,

IRAEHERIK - IRAEERIK 1 mgL 27 & b kW n-
~FHP o (1:1) BETHIRL 0.01, 0.02, 0.05, 0.1, 0.2,
0.5 mg/L DIRAIEERIR A TR LT,

e~ N Y v 7 ARIMBAIEERIR: KRG 777
RENRIRE T AA Y — MIEEST L, BH/S—VI2

TIRARRLE T, sy EUE L RIEORAEERKEZEAL,
0.01, 0.02, 0.05, 0.1, 0.2, 0.5mg/L O~ kY v 27 A
IRAEERR TR LT,

BT AH1H TR CO A 85040 g

TR AT Y

72 = MUV BRI () BosE
777 4 —HEHHLE.

0.5 mol/L U »EEfRENR (pH7.0) : V2 BAKFE AV v
LS2Tg kO T AKFEAY T L3022 EVERD, K

wik7 v~

#9500 mL IZ¥AfE L, 1 mol/L/AKERILT MU 7 A% 1 mol/L
W2 W CpH % 70 I L%, K&EMxTILE
LEborEMH L.

CIS H—FVU v P T L :GL YA = A (Bk) B InertSep
CI8/DRY (1 g3 ¢g/12mL) #7 & h=hr U/ 10mL T=
Tava=r T LEbOEMHLE.

GC/NH2 #— RV v PH T4 GL A =& (k) #
InertSep GC/NH2 (1 g/1 g/20mL) 27 & h=hF UL T* b
Axy (3:1) BEIOmML TarF4a=r 27 LiEbo
EEH L.

F O OF AL - R R A

T DO DOTIE TR B STk b

KRB KBS LS CALB L7 Kk 2 LTz

2.3 KiE-#HEF

T T AHHE AR : ADVANTEC® HEEIEHE (BR) # GA200
Ak ADVANTECPHVFEIEME (k) B EEAMSHA
R K BLE AL . ADVANTEC® (KR) FEPESU/EAT Y
RFD240NC

Wi . Ty —F— AT T v (B H
774 Iy A GM 200

WEl Ay b HTRATFNE—E AT

777 Afe— k
GC-MS/MS: GC #; (B) BEREFTR GC-2010 Plus,

MS & (BK) EHEUEITR  TQ8050
2.4 BIEEH
GC-MS/MS DRIESMEEFR 112, WEA AL 2R 21
R
#1 GC-MS/MS OHE M
FEAN LR 250 °C
A B —T = — ARE 280 °C
HTH T SH-Rxi-5Sil MS
(0.25 mmi.d.x30 m, 0.25 um)
75 BIREE 105 °C (3 min) — 10 °C/min— 130 °C —
4°C/min—200 °C —8 °C/min— 290 °C (6 min)
—290 °C (6 min)— 10 °C/min— 300 °C (3 min)
1T LiE 1.4 mL/min
EAR 2 uL (A7 Yy VA 1min)
A A AE—F (EBHF)  EI(70eV)
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#F2 GC-MS/MS OHIEA A

RT ERA*Y BRI+ RT  EEA4Y BRI+ RT ERA*Y BRI+
ftaha ) ftaha ) ftaha )
(min)  Q1m/2)>Q3(m/z) QL(m/z)>Q3(m/z) (min) Q1(m/2)>Q3(m/z) QL(m/2)>Q3(m/z) (min)  Q1(m/2)>Q3(m/z) QL(m/2)>Q3(m/2)
11,15 900-2,2-6 2(4-1807220)147 269 167.1>1521 167.1>128.1 73 ynmiy7 7 Fh 311 256.1>120.1 357.1>256.1 145 7z7h1-h 24.1 2739>1250 273.9>246.0
2 2-(1-473M)Fe83F 208 141.1>1151 185.1>141.1 74 Y 70838 229 239.1>167.1 239.1>72.0 146 7270 bb-b-1,2 348 2251>119.1 2251>147.1
3 BHC-alpha 152 180.9>1449 218.9>1829 75 ¥ 71/ -0-1,2 355 323.0>265.0 265.0>139.0 147 7277 347 b 330 129.1>102.1 129.1>78.0
4 BHC-beta - 164 180.9>1449 2189>1829 76 y700)7-1,2,3,4 333 163.1>127.1 226.1>206.1 148 7277 ' M)y 302 181.1>152.1 265.1>210.1
5 BHC-delta - 181 180.9>1449 2189>1829 77 97 034 -h-1,2 268 2221>125.1 222.1>82.0 149 7177 At &7 224 1281>110.1 128.1>84.0
6 BHC-gamma - ()77 7) 16.7 180.9>1449 218.9>1829 78 9707 b 234 2241>208.1 224.1>197.1 150 7 49m-h 252 176.1>147.1 188.1>160.1
7 DDD-pp'- 274 235.0>199.0 237.0>202.0 79 9N WAN7-1,2,3,4 335 1631>127.1 163.1>109.1 151 7432 254 286.1>202.1 200.1>65.0
8 DDE-p,p'- 26.0 246.0>211.0 317.9>283.0 80 %377 164 201.1>173.1 201.1>186.1 152 7't Ud-p 264 2731>108.1 2731>193.1
9 DDT-0,p"- 274 237.0>199.0 237.0>202.0 81 ¥ MAN)y 238 2121>1221 212.1>94.0 153 77 071y’ v 263 1721>57.0  175.1>132.1
10 DDT-p,p'- 285 235.0>199.0 237.0>199.0 82 v ¥FIk /2-EZ 218 294.9>109.0 296.9>109.0 154 7347 097" 40 262 230.0>170.0 276.1>105.0
11 EPN 299 169.1>140.9 156.9>77.0 83 ¥ LA b-b 242 1451>112.1 145.1>69.1 155 7937 b 16.2 262.0>220.0 220.0>82.0
12 XMC 120 107.1>77.0 122.1>770 84 2t nHYY 20.1 100.1>580 100.1>72.0 156 78779t Y 279 3201>183.1 352.1>188.1
13 PHU$MY-1,2 313 1811>1521 181.1>127.1 85 2t n 213 100.1>58.0 100.1>72.0 157 70737 b 326 340.0>298.0 340.0>313.0
14 74 347 -0 26.4 172.9>1450 216.9>145.0 86 /3 29.3 187.0>159.0 258.1>187.0 158 705" 15720 258 248.0>127.0 248.0>154.0
15 79 ViRsFh 308 160.1>1321 160.1>77.0 87/ H3 KiH 24.4 187.0>159.0 242.0>214.0 159 7hyh)3--1,2 340 157.1>107.1 199.1>107.1
16 7459 7 16.6 2151>580 215.1>173.1 88 447 /v 17.7 3041>179.1 179.1>137.1 160 7037 -h 263 233.1>165.1 206.1>151.1
17 72042 303 226.1>157.0 226.1>184.0 89 4 47b-p-1,2 155 2341>150.0 234.1>192.1 161 70574y baFh 379 403.0>56.0  403.0>84.0
18 TAMY 205 2271>1701 212.1>122.1 90 FAn" V4T 219 257.1>100.0 125.0>89.0 162 7030 25.7 2811>1730 173.0>125.0
19 73900 201 188.1>160.1 188.1>132.1 91 #7043 262 448.9>4289 446.9>426.9 163 7WM)7H-1 253 219.1>1231 219.1>95.0
20 75v4M-1,2,34 26.6 185.0>63.0  185.0>59.0 92 7 M7 4770 16.0 181.1>122.1 181.1>109.1 164 700" Y3-p-1,2 34.8 250.1>55.0  250.1>200.0
21 447 #2 18.2 257.0>162.0 257.0>119.0 93 FHIYRME 7R 25.0 328.9>109.0 330.9>109.0 165 70727t hIfh 273 408.0>345.0 408.0>321.0
22 V44V 7171Fh 281 2941>204.0 204.0>177.0 94 FH5317 -1 226 336.0>204.0 336.0>218.0 166 70344y ¥ 346 287.1>259.1 354.1>326.1
23 (U447t 26.7 177.1>130.1 3131>177.1 95 7h57 47 305 226.9>199.0 355.9>159.0 167 7W39R399N v3b 359 423.1>3181 308.1>280.1
24 471783 239 2131>1210 213.1>185.1 96 F=hn-I 28.7 288.1>1411 141.1>126.1 168 7 BY3h v 243 283.0>96.0  285.0>96.0
25 {)72s834%07 225 201.0>121.0 229.1>121.0 97 77 347 -0 28.8 250.1>1251 125.1>89.0 169 7' nFt#A 25.7 266.9>238.9 309.0>238.9
26 477 npn7’ 114 121.0>103.0 121.0>93.0 98 77 7ok 3 303 333.1>1711 333.1>276.1 170 7780 ¥y 16.7 125.0>89.0  125.0>99.0
21 477 nft5y 258 231.1>189.0 290.1>118.0 99 F7hbyy 185 177.0>137.1 197.0>1411 171 7' A zp 19.6 217.0>161.0 160.9>99.0
28 47 BN ViR 18.7 2040>91.0  204.0>122.0 100 7 Abv-S-¥#h (AF4¥ Abv) 134 141.9>79.0 141.9>1120 172 7 v #2 249 3041>220.1 304.1>140.1
29 43 X4 VT #F1-12 254 187.0>144.0 256.1>187.0 101 77 M 212 2412>185.1 241.2>170.1 173 7 a0 0¥ 9h-1.2 290 1351>107.1 1351>77.0
30 TANIH3Y7 143 276.0>202.0 316.1>2760 102 M7y #/-b-12 245 168.1>70.0 128.1>100.1 174 7 1€ 347 -1-1,2 286 259.0>69.0  259.0>173.0
31 19ty 274 153.0>97.0 2309>1290 103 MY % 224 208.1>181.0 208.1>111.0 175 7' 0L ¥ 3 17.4 172.9>109.0 254.9>225.9
32 1F {71k 282 310.0>109.0 310.0>109.0 104 ML~k 18.4 268.1>184.0 270.1>186.0 176 7 m72/42 259 338.9>2689 336.9>266.9
33 IhHY - 30.1 359.1>187.1 330.1>300.1 105 M7K3Y - 245 206.1>179.1 2781>73.0 177 7 0F %20 132 1521>110.1 110.1>92.0
34 1h7277 My9A 339 163.1>950 163.1>95.0 106 M7837 -MREH 16.8 236.0>167.1 221.0>201.0 178 7 Wy 215 204.9>187.9 206.9>189.9
35 147 nfA 13.7 200.0>158.0 158.0>97.0 107 78397 14.7 306.1>264.1 264.1>160.1 179 7 0¥7° At b-p 299 340.9>1829 340.9>184.9
36 TMLiA 184 181.1>153.1 292.1>181.1 108 Mj7n¢vakat’ 284 2221>1901 222.1>130.1 180 7 nE#a 228 330.9>3159 3289>3139
37 1/ W777-alpha- 250 194.9>160.0 194.9>125.0 109 MHIRFAAFH 19.9 264.9>249.9 264.9>93.0 181 7' DERALFN 24.7 302.9>284.9 358.9>330.9
38 1K 2W777-beta- 27.0 1949>160.0 1949>1250 110 M7t 51 365 3831>171.1 211.1>91.0 182 A¥Ya1Y b 256 214.0>159.0 214.0>172.0
39 #44Y 7U Y 262 258.0>175.0 302.0>175.0 11147 @3V 255 1281>720 100.0>72.0 183 A4 /7 286 171.1>850 128.1>83.0
40 1Y 40 273 163.1>1321 1321>117.1 112 =pa4-MU7 0K b 229 236.1>1480 254.1>212.0 184 N 1540 28.1 1481>105.1 1481>79.1
41 $47MN 7y 264 252.0>196.0 361.0>300.0 113 w407 b5V - 249 236.1>1250 236.1>167.0 185 N J443-I 188 176.0>120.0 259.0>120.0
42 97 42 150 158.9>97.0  126.9>99.0 114 1 5517 223 291.1>109.0 291.1>137.0 186 A7 47mn 200 271.8>2369 273.8>238.9
43 h7272b0-0 329 188.1>119.1 188.1>820 115 I 5F1v450 19.9 263.0>109.0 263.0>246.0 187 A7 49b-endo-1# $¥b  23.6 352.8>253.0 354.8>253.0
44 3072757 VIFh 282 340.1>3121 312.1>151.1 116 MH7177 0993 33.6 263.0>117.0 263.0>235.0 188 A7 4Mb-exo-If #7F  23.4 352.8>262.9 354.8>264.9
45 £fIR 241 1461>910  157.1>129.0 117 £ 472y 30.0 376.1>239.1 238.1>145.1 189 A WAby-cis 324 1831>153.1 183.1>168.1
46 %7471y 283 237.1>2081 307.1>237.1 118 & 7h4/-1-1,2 322 1701>141.1 170.1>115.1 190 A WAb)s-trans 325 1831>153.1 163.1>127.1
47 %1933 214 207.0>172.0 172.0>89.0 119 t' 72/992 30.3 340.9>309.9 340.9>188.9 191 A" 734 -0 237 2481>157.1 159.1>123.1
48 UMy 165 264.8>236.8 294.8>2368 120 t'7aM)y 299 1811>179.1 181.1>153.1 192 N 78 4087 14.7 166.1>151.1 166.1>126.1
49 JVIEYAIFI 265 206.1>131.1 206.1>116.1 121 b A pzb7” Mob 292 176.1>131.1 176.1>117.1 193 N 75 44407 234 2521>162.1 252.1>191.1
50 Jn3y° v 16.6 204.1>107.0 204.1>78.0 122 €' N W3 299 3201>1221 140.1>98.0 194 A" 7037 14.9 292.1>264.0 292.1>160.0
51 JMIIbHR 133 153.0>97.0  153.0>1250 123 t 3/mia 319 194.0>138.0 360.1>194.0 195 A" 77bt-h 19.3 256.1>163.1 163.1>121.1
52 JRMA-IY" ¥Fh 221 298.9>220.9 300.9>222.9 124 € 570727180 286 412.0>349.0 412.0>289.0 196 #4av 30.7 182.0>102.0 367.0>182.0
53 JAIF v-cis 250 374.8>2659 372.8>263.9 125 £ 9% 7ovity 296 340.0>199.1 199.1>92.0 197 # zpYK 335 3421>140.1 140.1>85.0
54 4abF s-trans 244 3748>2659 372.8>263.9 126 £ YNy 325 147.1>119.1 364.1>147.1 198 #AF7¢ -b-1,2 23.0 195.0>103.0 195.0>60.0
55 40bE U2 219 3139>257.9 313.9>2859 127 t Y7/v9%-E 249 262.0>91.0 262.0>227.0 199 #2773k -1 176 127.1>109.1 264.1>127.1
56 JAE VkRAFH 19.7 2859>93.0  287.9>93.0 128 ¢ Y71/99%-Z 238 262.0>91.0 262.0>227.0 200 #2773 -2 194 127.1>109.1 264.1>127.1
57 JAh717)y 256 301.9>1750 301.9>111.0 129 t' Y7 747 295 1811>1081 181.1>93.0 201 #2h7h 29.7 160.0>105.0 316.9>160.0
58 JmN7avt’ ViR -E 235 323.0>267.0 267.0>159.0 130 t Y7 m¥y7ry 310 136.1>78.0 136.1>96.0 202 #b-b 151 260.0>75.0  231.0>129.0
59 JmN7avt’ V-2 239 323.0>267.0 267.0>159.0 131t YN 9)4F-E 285 3021>230.1 330.1>254.1 203 ¥571v 218 1731>99.0  173.1>127.0
60 JA17" 774 16.7 223.1>53.0  223.1>171.0 132 £ YN vhfi-Z 272 3021>230.1 302.1>83.0 204 907" 42h 262 1791>1250 179.1>152.0
61 s’ yb 246 1250>99.0 127.0>89.0 133 £ Y30 212 290.1>1250 290.1>233.1 205 #hn 4 241 329.0>131.1 329.0>159.1
62 mIA" " b-p 271 139.0>85.0  251.0>75.0 134 b Yp4zh 17.7 198.1>183.1 198.1>118.1 206 #5417 246 145.0>580  125.0>45.0
63 JAn37’ 107 206.0>141.0 193.0>113.0 135 ¢ v4my Yy 19.9 212.0>172.0 285.0>212.0 207 *p4von-h 300 227.1>2121 2741>239.1
64 Y772 17.1 243.0>109.0 125.0>47.0 136 71132 256 303.1>1951 288.1>260.1 208 #7 vy 248 1912>1351 191.2>121.1
65 ¥ Ih7vhNT 223 2251>1681 267.1>225.1 137 7280 314 251.0>139.0 330.0>139.0 209 #h3/akAt" v-E 258 238.1>210.1 191.0>133.0
66 ¥ Jnk4a 145 127.1>109.0 127.1>95.0 138 7:zbnty 212 277.0>260.0 277.0>109.1 210 #7:ttyb 310 192.0>109.0 148.0>120.0
67 ¥ ym7sity 19.4 279.0>2509 222.9>1589 139 7w/44 269 189.0>125.0 293.1>155.0 211 #707 WY 1M 29.4 253.0>189.0 299.0>253.0
68 ¥ Jnfy7 A0 29.0 340.0>2530 253.0>162.0 140 71/FthN7 251 160.1>72.0  160.1>106.1 212 4700 279 269.1>1191 269.1>227.1
69 ¥ yn37 158 206.0>176.0 176.0>148.0 141 7/Mr-12 305 183.1>1531 183.1>168.1 213 £/98M2 15.0 127.1>109.0 127.1>95.0
70 ¥ 3-M4%5i% (DCBP) 225 250.0>139.0 250.0>215.0 142 71/7 W7 131 121.1>103.1 121.1>93.0 214 VasN)y-1,2 293 1711>1431 1711>128.1
719 2ukky 180 153.0>1250 186.0>153.0 143 Ju/ib v 301 238.1>1031 268.1>180.1
72 Y AERVANEY 250 213.0>153.1 213.0>97.0 144 7279RKE3 204 284.9>269.9 286.9>271.9
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3) EBMb AW Ve — 1 (ICSCs)
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NEE LTEDIL T DILEM DR & £ DA - I
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(2021.3.25 1'%&)
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— HN— IR KD KE RS LR E O ek
IFTEORRYE, B, 21 (1), 35~48, 2011

6) Bt 7 4 L AFDEMEKASE HP R - B E
KRB IR R R
https://labchem-wako.fujifilm.com/jp/
product/search/pesticides.html (2021.3.25 [4%)

https://www.ilo.org
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Lo U R (LLF, [CERJ &7%. ) OfiE CHiE
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BERE%R, 7= NV LTHEMREL, 7 R=h
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TS 2357 LT, T v — 2RI LY R EHE

- 187 -



FRFRBR 2217 o 7o 2R, 6 Ryff3E2E U723kl 25 CER %
B FRETH o 7.

2) GEREMXERE 015:H1 Z2RRET HE
hEE A

WEEEE - WA - PEPRSE - KA - REE
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fEDOIFERIER 2R T RIBE CTH Y, MIEEIX O15:HI1
Tholo. HEEMEERE T RARLEZHERLILE 2
%, EAggEC D 40% 13 RA T 5 & S D EASTI mH %
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D, MR PR BRI CTRIR K T O MR A2 1T - 1=
FHNEZ MOV TIE, Z<ORBEVAMETSH D /
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3) ¥RHFH Unicapsula seriolae DS M
RONLEAFESSH - BES
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BEELNDEMAEFFNFEELIZDOT, TOMEL
WA Ui, KEHICHE, B3AMEH LAY EZEE L,
12 44 23 I [ O IR I ] 2 AR EIR 2 22 L T
BY, ZFT7TCR2ERFICHEE LTV LR
LUIIR IR O J o 3F, FU RIEO Y —F >,
MBGRED A T ORI F R EEN TV, FIREHEMY,
BIEHE, PEFE ML ORTEH OAH LA AT
(LLF, H) 05 & 0RO RN 04 i
e & L T R R EM PCR I T Kudoa
septempunctata , K. hexapunctata, K. iwatai, U.
seriolae TNENDBIETOAEMmEZRE L. O
R, MIEBRAICENT, BhEEEIREShihoTe
W, FEAELORIOOESTH DI _FEOH

HRORBEELNTONEMOSE & VBRENS U
seriolae FFHLMEAR T- & Mt L7z, U. seriolae D FMEIX
FEFEH I TR WD, DU XTOARITHED HIE
HAEEH & U seriolae & O RIZBI M 23 RIEB X 40T
D EMG, RERFIX U seriolae DWIRIRWE TdH 5 Af
RERE X bz,

4) Parent and alkylated PAHs profiles in 11
petroleum fuels and [ubricants:
Application for oil spill accidents in the
environment
Yuta Goto * Keiko Nakamuta « Haruhiko Nakata

Ecotoxicology and Environmental Safety
Eleven types of petroleum fuels and lubricants including

regular gasoline, premium gasoline, jet fuel, kerosene,

light oil, bunker A, bunker A—white, bunker A—low sulfur,
bunker C, quench oil and lubricant samples were analyzed
for parent and alkylated polycyclic aromatic hydrocarbons

(PAHs). Naphthalene was the predominant compound in

gasolines, jet fuel and kerosene, constituting > 95% of the

parent PAHs, whereas dibenzothiophene and other high

molecular weight PAHs were predominant in bunker A

and bunker C. PAH compositions in petroleum fuels differ

because of differences in their refining temperatures and
the boiling points of individual PAHs. Principal
component analysis classified into four groups of
petroleum fuels. Further, oil samples were clearly
separated into five groups based on their ratios of select
(CO/(CO+C1) and  C4/(C2+C4)
‘light oil” ‘bunker oils’

alkyl  homologs
naphthalenes): ‘gasolines’
‘kerosene’ and ‘quench oil’. A wide variety and detailed
profiles of PAHs in petroleum fuels and lubricants in this
study can be used for baseline data in oil fingerprinting
analyses to identify the potential source of oil spill

accidents in the environment.

5) Complete Genome Sequence of
Campylobacter co/i Bacteriophage CAM-P21

Hung-Hsin Huang © Yu Zhang + Nanami Asoshima,
Hoang Minh Duc * Jun Sato * Yoshimitsu Masuda *
Ken-ichi Honjoh + Takahisa Miyamoto

Microbiology Resource Announcements

Bacteriophage CAM-P21, isolated from a beef mince

sample in Japan wusing Campylobacter coli, has a

12,587-bp genome encoding 18 putative coding sequences

with an average GC content of 31.19%.
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