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ARAMBEVR FOVFOLRERMUKLSMICKSEBREMEYD
5 5 2EE 3th 1) 31| 335 D Bl 5%

ARE O OEICL bR 2 EIE RN IR B2 %R thzir? fmot HER
HOJR3, PR —HR G
MORITA Mifumi, NAKAMURA Satoru, TAKASHIMA Yasuharu, KAWAI Kiyoaki,
GOTOU Yunosuke, FUKUMOTO Masayo, SHIN Ki-Cheol, TAYASU Ichiro

E-3 5

MEREEE Y (R T, ORI, ME T L. BT L) 1o\ T, iEIKR A hr v
F 7 I (Sr) ZEERNAREE*53HTIC X 2 JFUBHE RE HHI B O M Et 24T o 7=, EREHE AN FURE O H 2
Pt (LLF TEREREE & adl, [AMEESUEH BIRER) 60 R OVWMEEREL 50 M (HEFER
BF49 S, ZAFEREILE) ZUUEL., 26 D OBREUEHI O\ T 22 JEHEDOEEE KON Sr Z27E
AL 2 JE LT, Sr 2 E RN LI E EERUR & AN ERERE T i N E e > 7o 7o [ERERE
EHMERESELOHIBIE TNV & ST RIEE DI % O CTHEE L=, BT T AUAERICH O =30 )
IR (B PEM OFEZ B L <HIE L72EIE) 13, EESUEE 100 %, SEFEREF 98 % & 72 1 |
[ pE — AME PRI 23 72 HIBIMERE D & 2 B T L 3 BTz,

* AR AT TIL 87Sr/88Sr D AT A2 IV TN D DT, 88Sr/88Sr Ol & XI5 72 0 |2 BT % filche AL i
AR & RFLT D2 &b o DN, thoFEMIEEHE & DS - MetE a4 B8 L CLERNMA
tERFL LI,

1. [XC®IC

—EHIN TG & L COMEEDED OFTICH > Tk, Bindrit CERR 25 FEIEAE 70 5
ICHS B FOREE CERR 27 ENBEIFAE 10 B) ICBWTAKHEDIE), BN TR L
DILFRHRPE- O F RN FHATT v, FUBHFEERIZ DV CI R, E R A 68 L 72 dnic
o TUIEHETH L FE, MAREAZMEH LIfEincd > CIRERS 2 £7x LT 672
AN

ik 30 AE O HEFHBLE O AR 1359 5,606 oV TH Y EREASLITITE (99.7 %) THD,
Fo, EHEMIIK U CONEREMITLRIZ CTh D Z & 72 EN O EMBENRE SN TEBY, )
PEMIF R OB M 2 MR T 5 12D OB ZEMRE D HIENKLETH -1, BWKEN L 2E Tt
vH— (LLF TFAMIC) &9, ) Tid, AfEBREORPEMHBNEEZ A X, v a v l@m
FEIA SN TWDMBZGE LT, RO Sr ZERMAKL I 2O TR L&/ 2
S Zh b ORI, BRI ORE (LEOKESE) OBEWEREDTOTLERES St BE
AR KT 5 2 & 2RI H L CTAFBHIRE T 5 HETH 5, St ZERMARKIZ, W<

LIRSEATBOE N R OKPET B 22 B o 2 — AR
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DINDEFEMIZ I W TCEE LANEFEOHBFRE L L THITH D 9,

HiE 2 PEIE N D JE 3R 3 ATIC K 2 JFURHEEHPE]BIVEIL FAMIC (2388 W) TR 16 IR D L7
23, Fndk L B EE DAAL O FEEFUEHE O FIBIN TE 2N & /M (T - HHEHEERT S EOR 2
%) ITEAMEITHDLZ LD, ZbESE LHBIENRD ST,

T ZCARBIETIL, JERHT L O St ERINAR L /34T & RV K BE WD) O JFURHI E Hi 2 HE
ET D7D DB IEERF L,

2. RERAE

2.1 &H#

ERERCEHT, IR "W OIS CE 29~30 EDV-H)) 2B E I —HEHTE NS EEYR A
2, EEAKRORGERER 28 C T 18 R b 60 8 UME9 mzEle) 2. SEEMRHE, —fkth
MVE AN REEDRER S, BEEE R OA——EO/ NFEE 2B U CEI L OBALE D CER
304F) OFEIISCTHEEL R UMES Rzaly) RO AELRENELL (ED .

K1 KABDOAR

" BT T LA S H N 7 B A
PRI 2E SAEL AU VETE (%)
Rk L 28(4) 69. 5
S 2 6.0
—“H 2 2.1
E¥ 2(1) 2.0
RE 2 1.9
A 2 1.7
Bk 1 1.6
& 2 1.4
jé& 5(3) 1.4
[l PE BE 1 1.3
Koy 2 1.3
£, [it] 2(1) 1.3
Kbk 2 1.3
rey =t 2 1.1
H R 2 —
A= 1 —
= 1 0.8
i 1 —
= 60(9) 94. 7
A B T LA S g A B E A
AR SR (%)
o [E 49 (5) 99. 7
A\ [E pE A A 1 —
2t 50 (5) 99. 7

O 13D S5k (WD
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2.2 HEFE

ARFFRIZIT, B ELEEE (Milli-Q Element A10, A /L7 2 UART) THE L7-#8HAk (B
PUE 18MQ - ecm LA k) ZfEH L7z, UBIOBRSARIZIE. 61%MMEE (mifiEE LM, BARL
) T 68 %hKiE (TAMAPURE-AA-100, ZEE(L - T.3) | 70 %t &2 (TAMAPURE-AA-100,
LR T 3E) V48 %7 v {kKFERE (Ultrapure-100, BAH(LE:) & V=, JTHEEERIE M O
R IR O RE IR T, BT HR A (ICP 04T H) 2 E AR L G L7, Sr okgilic
I%. Srresin (50-100 um, Eichrom Technologies) % FV 7z, JIE L7zt Sr Z2E RN b % 4
ET 5720 OEMEYE L L CGRIMEREY)E SRMI87 (National Institute of Standards and Technology)
Z Tz,

2.3 EE
TLHEREOMEITIT, FERE T 7 A~BHa'EoPrEEE (ICP-MS)  (820MS, Varian (Hi Agilent
Technologies) ) X OFEEREE 7 7 A~ 300t aHrdkiE (ICP-OES) (725-ES. Varian (i Agilent
Technologies) ) % AW 7z, Sr & ERNAREL ORIET I, K52 [FF A BIVE AN N B SUUATT FErts
WA HERBRBE ST NI A T2 _ENAR -~V Fa Ly X —FEEE T T XA~ g &0t
(MC-ICP-MS)  (Neptune Plus, Thermo Fisher Scientific) # v 7z,

2.4 HEEm

BRI L. T AR I L. o~ — TR T 2T L7, B0 L
D % BREE L. I TUEE L= b D&~ — Tl TRl < B L T, BB oaE (B
T BetEl 2 n,) L

2.5 BofR

JEFRPEEERE K O Sr ZE RN AT S, MofslkbiS 1.0 g iR — 2 7 e —h —
WZERE L, 61 %fiHf2 10 mL Z iz CRIAEERERIIL C.572 4 LT 120 °C DA > 7 L — K = THN
LT, BEODOHANREET DLW E - 72 ITA L, 70 %iE R 2.0mL 200 %,
Bex IZIRE % EIF 7235 180~230 °C O TIEV L, ik 2B D Mo F 72 13O Al
2% FETHME LTz, RFRHILZ 4 LK 230 °C TR S 7212, 1 %HEE 5 mL FRECEe— 0 —
N ODOFEREY 2 ViR L CNEEYRE L LT In & 250 ng 2. 7- 50 mL BRI AR T T 2 2B+ #/E
Z 3D IR LTz, 1%AHE2 T 50mL IZESR L, o EERIE H & O Sr &€ [RNLAR L4 F 0 43
FRVAIR & LTz,

2.6 HBH

Sr 2 E [RINLAR L 34T F O 0 il : . E 2 FHLE 3% Rb ZBR%ET 25 HBYT Srresin 2 7z
WL AIT>7-, Srresin 2477 LEICHHE L, 8mol/lL e Ca T 4 a=r T &2{To72, KRIZ
Sr 73 250 ng & £ 5w D St E RINAR L 34T o0 it A2 150 °C TARIEHCIE L7z, Mumtk, 61
%fiIE 0.5 mL X TN 48 %7 v {b/KFKEEE 0.1 mL Z 1%, 100 °C T 30 /3 I L7=%, ZRFEHaE L7z,
R % 8 mol/L e 6 mL (2% L. Srresin (& faf L7=, 8 mol/L ifi& 3 mL Z ¥ L T Srresin
Z Ve U721, 0.05 mol/L A% 2 mL T Sr 2 S 72, Z O¥ % 65 °C FRE TARE I T
P8 % 3 %hHEE 2 mL IZIEfR L, ZivE S E RN HANE HEUEHAR & LT,
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2.7 TERERY Sr RERGALLDAIE

BT T O TR L, ICP-OES & OV ICP-MS (In I X A NEEHEE) £ VT 2 OHIES
TECHIE LTz, Sr Z2ERALRIEZ. MC-ICP-MS % VT3 3 ORIESMETRIE Lz, JIEIC X
DRSNSt ZERNAKEEOMIEF O S KT FEROMITEICIE 2 OMIER OEE A
77

2 [CP-MS R U ICP-OES mifllzE &

A E S ICP-MS ICP-OES
RF/$T — 1.3 kW 1.20 kW
TITRTHAT o — 15.5 L/min 15.0 L/min
WiBhH A 7w — 1.55 L/min 1.50 L/min

AT TAYF =T AT r— 0.95 L/min
FTTAF—HRES 200 kPa
N TR g 5 rpm 15 rpm

& 3 NC-ICP-MS @ BIE &%

RF/X T — 1.2 kw

TITRATHAT B — 15 L/min

MY A 71— 0.7 L/min
Y TNH AT — 0.80-1.00 L/min

83(L3), 84(L2), 85(L1)
M EREE m/2z (cup)
86(C), 87(H1), 88(H2)
ME7T oy 7 1

HIEY A 7 ik 50

2.8 HIBETILOHWE

HBIET N OBERIT, RS MO FIEICHE T T, T AREIOMREE TR E O % A xt
BAEMALEEE LT, PR — 7 X —~< > (SVM) ICLVHBIET VEREE LT, ME L
HIBIE T L ORIMFABHT T 2B =%, HIBIE T UREEE HRE Z 72 Leave-one-out cross
validation (LOOCV) (Z &V sl L7z,

3. MRRUER

3.1 TRRE
[EEERE 60 /7L, SMEEERUEL 50 MDA TTHR DR R EE AR 4 1R,
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4 ETLRHEOETEOREREDERE (ng/ke)

[E £ (n=60) Li Na Mg P K Ca Mn Fe Co Ni Cu
T fiE 6.0x107 1.1x10"  5.4%x10° 1.1X10° 1.4Xx10°> 1.0x10° 4.8 1.4X10  5.7x10% 3.3X10" 3.6
Y 72 1.2X102% 9.0X10°  3.0x10° 5.8X10° 8.6x10° 4. 7X10° 2.8 5.8 6.9x10% 2.3X10" 1.9
Zn Rb Sr Y Mo cd Cs Ba La Nd T1

) 1.6X10 2.0 3.4 L1X107 3.1X10"  4.4X10° 1.1x10° 2.0 1.9X10° 8.6x10" 1.6x10"

U 72 9.7 2.4 2.4 2.5X10° 2.0x10" 3.0x10° 1.2x10° 1.5 4.1X10° 1.8X10° 1.5%x10*
S E P (n=50) Li Na Mg p K Ca Mn Fe Co Ni Cu
S5 fiE 3.1X107%  9.1X10°  2.3X10°  3.6X10°  3.2X10*°  1.4x10° 2.4 L.3X10  4.1X102% 2.1x10" 1.2

Y ffg 72 5.7X107% 4.6X10°  1.6X10° 3.1X10° 3.2X10°  4.4X10° 2.3 8.2 4.0X10% 1.6X10" 9.0x10"
Zn Rb Sr Y Mo Cd Cs Ba La Nd T1

I 5.6 1.9 7.4 1.5X10% 4.2x10% 8.5X10" 2.5%x10° 5.0 3.2X107% 1.5X10°% 4.3x10"

Y 7 5.1 2.1 2.9 1.2X10% 4.1X10% 5.2x10" 2.8x107° 5.0 2.2X10% 1.1X10% 2.3x10"*

3.2 Sr RERBIAL

[E PERREL 60 s, AMEPEREN 50 £ Sr 2 E RN AR 2 3 5 MO 112777,

S AEYE RS L. EPEREHT 0.7085 £ 0.0010, #MEEREHE 0.7098 + 0.0022 T - 72, F+
FEPEREE 50 O H T 37 MBS EFEREL DA & He > TR Y, Sr ZERNLIAR L CEPEE & 44 E
PERELE HIBIT D Z L IXREECTH - 72,

x5 TETFILRABO Sr RERBBLIKLL (*Sr/%Sr)

S E 1 AR 7= i /IME I RAE
[ PE 7L (n=60) 0. 7085 0.0010 0.7051 0.7099
S EPEFUEE (n=50) 0. 7098 0.0022 0.7081 0. 7235

0.724
0.722
0.720
0.718
0.716
0.714
0.712
0.710
0.708
0.706
0.704

87Sr/%6Sr

D@D O

EE SHEPE
(n=60) (n=50)

1 ETFNLRMD Sr RERGLAL C'Sr/%Sr) D #E
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3.3 THRIREICK DG DEE
EFERE (n=60) KOSMEFERE (n=50) OMFEUEN TR RE 2 HWC, EFE— S EFEH
BT NG L=, SVM ICX Y 8 IiHEA AW IBE O k2 AL &+ 2 45EF
IVINE BTz,

LOOCV (2 X v o= HBfEmo e A 7T AL —F VEEHEEOFREREZX 2 (2R3,
WG RPEEELL EOSGE X EE, REEREOGAIIINEE L HT 2 L & L, £ DHEHEE
0 & LA, ZoOEE-NEEHRITT TIE, CHBET UVERICHWZRED S b [FHiE
D 100 % (60/60) | FMEFEFED 98 % (49/50) Z1E L MBI L7,

HHIMERD L% TRl i/ & 7 4RI EE M CHIRITGA-1.40) DAL, FREJE) 99.94 %,
JREENS 786 % & 72 v | EHRERE & AMERERBIOHIBIE T L & U T RAFIRIEE DR RGBT,

] EE (n = 60)

20 - "
18 i\ s 51 (7 = 50)
I = EED-RILEE
16 1 [ - SEE R L EE
14 - ,'
12 1
—p 7 [}
il ]
# 10 !
= ]
)
¥ o8 h
!
6 1 ]
(]
4 I
2 -

HBIE =

E2 mHRBRECEDIHINETILOHER

4, £LO
ARG TIL, TERIEE KO Sr ZE RINLAR L 2 Rl U 72K 2 EEMIE Y O PE B 2 /gt L=,
TERBEICOWTIE, 8 THEE HAWRE L O AR A2 A E S & 3 2B T v intg b,
BT VR HREI O FRI, [EE 100%, SMEFE 8N TH 70, £7-. Sr ZEFRNAIKLET

[ERERUR & AMERERUEN 2 53 5 2 LT TH - 7,
B

AW RS DI HT 0 . MEREMTED ORI T /1 iz i2nic — kit HiE N E YR
EHRR I LET,
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TR K DT Hh I TIEEHDOREIRE M B %O REE

A L I FE?, HE EES
NAKAMURA Satoru, YAMAKAWA Yoshimasa, TANAKA Masumi

E-3 5

W B EMOKEEE 22— (LUF TFAMIC) W9, ) IZBWTHRE LT v T
135 B DD JFEBHEEHHEREIC OWT, HTlGABHT X D MGEEE T o 7o, £ ORIER, TRIRED
A 3 ORI BT T /ARG R & TTIGREI CR e > T D Z E MR SN T, Z OB Z K
T DI, FEEfT & 0%E CE#ETH 0 528) 1212 T, Adversarial validation (2 1 2 /FEZ 1TV,
HRE T AAREE B & HGEE O T 7 12 DWW Tl 2k RS S D HIBIE T L A LT,

1. [XL®IC

TERIITZ L D7 I TIEHHODJFEEHREHHIIL, FAMIC (23U TIT AL 27 FIC[EFE—
HEFEDHBNEAHE LIz D, 7o, Tk 29 FI I N AV —EZ BN L CHBIE T L % P
L7z 2, ZNHORERICAVLNIZREOZ S ITERANAEZB L TAFTLE LD TH 720, E
BRICHTAR S AL TV DRSS & B LT, BRIREDM DR > TV DLIGENRH D, DX 9 725&t:
TCIE, EHESNEEOHBNCB W TR A i Z T rREER S 5, THAHOLSOBIE L
T, AFIZBWTERIRAS 7T RAERK & LT iR R ESAOEWEZEH L TR 3, Hhler
DEEDTZDIEHENT & 0% CEEETSH VD FE) Z28M L TWD, BIRAA T 2 & ERJRIKA &
L7 B T RS HURE (BEAEA) & iiiEEE CRAMEAR) OROSAE DOEWIIE &L 7
K EBIEEND M), HERY T b ~ORbGE Ui, #0ff & LM AR O R 5 FE O L

(BE) @ 0~1 Fl2ih U CRHERFOERAEET 2 HIENFET 208 ), EEOEELL 25
B2 DRSS TERVE WS BN S D, —J7. 2016 FEITHME = >~ KaggledIZF1 C,
Adversarial validation & FEIZI 5 FIERBE SN0, ZOFEER, WEEY 7 FBABAELTND
SAE T IR T AAREE R & TBRGURE S 2T & 088 (im0 738 THIBIFTRETH D |
Z OHBIET AEER R — TTBGEEL O HIBNZF S L TV DB Z RN T D EOXILEITH T &
T, EBRD T~ (EHE-SNEPE) OHRI~DEBELZRBT LN 6D THL, 7T TIEH
HODYGE, BRERINT 2 LMEHTE2EHPBOTRONTLED LW RMENH D0,
Adversarial validation OFE RN SEELLAHEE T 2 Z LIXREZR O T, T IOt RIFOEAL L
47 Z LINTIREL £ 2 b5, Adversarial validation 12l & AT 5 2 Lnh, BHE
DYHEMTEDELVOES THDL LV BIind 5,

AGETIX, 7 H T TIEBHOOHRIET MR & TG ORI T RIRE DL E &
T ERFELTWDENE I DEIHRTH L & BT, TOREBELKET 5 HEICOWTHRE LzD
THET 5,

VIRSTATBOE NRMOKEHE a2 7 —M R 2 —

PMSIATBUE NRMOKEIN B it o 2 —AE (AR RNZERZ B2 FH R - &)
EUS &Y

SMRSTATEOE NEMOKEETH & & i v 2 — AR



TEMIZE BT N LT 553D DB BREHIRE DRI

2. REFE

2.1 =H#

HRET MAEERREOT — 21X BER VR THER LT o T IEb A -0T — 2 ([EPE 107 A,
ERE 70 55, N AV —FE18 M) AW, 72721, 25 KN 2.6 DIEHERTENS DFHEDOEHE
b BB 2 SOHTOEE i< 18z LT —% & L,

EPE & FoRr SN HBGREHT, B 2 EE KOS 34EFEIC FAMIC THRELZT ¥ 7TiEbH
HORRAT R 84 sl 2,

SMEPE & FoR S TERGREHE. B 3 I NRIEN DA LT 7 o T3 bAoA ate
49 p (MEPE3L S, N BV —PELU R, AXVTHE2R, AV RELR, V—< =T 1)
Z HW Tz,

2.2 EE

TR D TEFAATIC I, BRI BELEEE  (Milli-Q Element AL0, A /L2 X VKT XE Milli-Q
Integral, A/L7 X UART) THRIME LMK (CLEBUE 18MQ - cm BLE) % vz, sEtofgsy
i, 61%AHER (Ml LM, B L) MO 70 %K% (TAMAPURE-AA-100, %
B T3E) 2, SR oOmERHREAEERKRIL, HooREERii (Mg, P, K, Ca,
Mn, Rb &t Sr, ICP Z3#7H. SCP SCIENCE. Merck } O AccuStandard) % 3 B4R L Calidd L
72 E£72. In (ICP 43#7/H. SCP SCIENCE. Merck } U} AccuStandard) % PNAEHEIAG & LT,
R R B AR R M OSBHA R i L 7=,

2.3 ¥E

TIREEFOREIZIE, FFEREG 7 7 A~vE&oirk®E (ICP-MS)  (820MS, Varian (Bl Agilent
Technologies) & O* Agilent 7800 ICP-MS, Agilent Technologies) K& ONEERES 77 X~ FH0 50
Hri&i&E (ICP-OES) ) (725-ES. Varian (Bl Agilent Technologies) } U iCAP 6300 Duo, Thermo Fisher
Scientific) % v 7z,

2.4 TRH/H

TERIHTIIRESR VICHEC 7=, T720 5, MIEEHY 1.0 g ZMER e —% 7 L e —h —ITHEL
L. 619%fHfEE 10 mL 200 2 CRIIGRIISFIL C5722 L, Ay 7' L— h ET120°C (2B L 7=,
oD T AMNFEAET DI WIS E - 72 % 2 Hs L, 70 %t 35 E 2.5 mL 20z, #x (2R
FEZ BT 72785 200 °C £ THENL . oA B, DA SUTE WA D £ THfR LT,
gt L& 4h L, #9230 °C CHOMRIR & 2R FE R S 72, fHiEfl e — & 7L B — 1 —I2 1 %HEfEz 10
mLEEZNZ, E— I —NOEBWZARy 7 L— b ETMEL - 5% L, 50 mL 26428~
TABETEEL 3RV IR L7z, BHERAEE T 7 A2k, WIEREL LTCTIn &2 5 pg/l & 72
XTI, 1 %AHEET 50 mL IZERE ., JoHRIEENEHREHAKR & Lz, SBHRIRF DIk
REEIL, ICP-MS % AW CNEESE: (PEEYE < In) 12X Y Mn, Rb 2 O¥Sr %, ICP-OES % T
REMIEIZLY Mg, P, K& Ca 2 JIE L7z, 25 K1TN2.6 OFBEICHWD T —X1T, £k
DTN ORERNS L REHMH L b o x vz,

2.5 HHEHHEHEIC L DUHET LORE
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HEN & EIEBER NCHE LTz, T2 5, T T AREENREHZ W T i =
AfERIC K O MIE L7eagZ=r hr e —, filGAEHC DWW TiT= o e B —%23H L, Z 0T
HRMETHE I NTL=a—F %y NT—27 Ot 24T > 12, FHic & PEOFE RS |
HBIET MZE D D Z LN ARERTIGUR 23 L, 2D 2 HBIE T UAEE AR & A A b
W7z BT A & %R L0 ERE —SVERE MR S HBE T VAR LT,

BhAT & SBUIBEH NHE L=, T2bb, HEffE oI IV G SZHET LD
W2, BEOBERHENSNDLE T BRI X0 HBE SO A FE Lok, HRES DL
B o T — R VEFEHEE DX FiiE % Sheather & Jones @ Direct Plug-in £ N2 X W FHHE L, N>
R O H g fil 2 AV CHIBIS SO ELEN & I — R NVEEREE 21T o T2, 7272 L, T hnm
EORITEEIEL 10000 & L, ATL==2—F /b3y N —27 OFREIFER Lo -7, £z, H5
R DO—HIZDONWTIE, MOX E DLEED =0, HIBIFF S D B — R VEEREE 21T - 12,

PLEDFREIZY 7= - Tid, Leave-one-out cross-validation (LOOCV) #1717z,

FHEIZIZIR4.1.2, 420 K1V 4.2109% W=, £7-. RD/Nv/r—3 MASS7.3-54, 7.3-55, 7.3-
57 X1 7.3-58.1, 1071 1.7-9 Fx OV 1.7-11 W CNZ nnet 7.3-16 & T 7.3-17 & 7=,

2.6 Adversarial validation 2k Z¥IBIETILO#EKE

[ PE K UMEPE D N EFUT DN T, RIS T /UREZE R O IGR B O 7 — & 2 H\W T
B ESBIC KV HERIET VERBE LT, 2O OHBIFERN G &3lBHT L CHBIE RO
T —FVEEOEEOEAFRE L, HR1E T AR 2 FH CERE — SMEFE 2513 2
MET N ERET DB — R VEEHEEOFRICEE D 05 X1 FITHF] L7 EA A 0#H
L7, Zhift&E3EIT 25 2L, F/2, 21IRLET — X OZEFITEV, BER 2045
TINCONWTED TEHEAEITo T2 (BED 0 FOFFEIZHY) .

PLEDOFHEIZY 72 - CTl, Leave-one-out cross-validation (LOOCV) #1T7-7-,

FHEICITR 4.1.2, 420 X 1V4.21 #H\Wi=, £7=. RD/3y/r— MASS 7.3-54, 7.3-55, 7.3-
57 k11 7.3-58.1, €10711.7-9 }x TN 1.7-11 W TNZ nnet 7.3-16 & 1) 7.3-17 &= 7=,

3. HWRRUEE

3.1 ERFROBESHRUVBAEDHANETILOHAERS

FILHIRED Mg BELLOF AXEONGAEK 1R T, /2, BH 20TV (HiHHE
%) X DHBIESSAA A 2 1R T, K1 RO 2 005, HBIE T AR ARE & R C
SANGERIZEH L > TEHT | EHIT & OEABOENTITRHAN AN 2N Enn, Ty T
IEHAHOTIIHEE Y 7 FBFELTEY, HHNIHEL TWD 2 ERER SN, BEH Tl
P T RAEFASEDHRA L L CTREMUEDIR Y | 4F - ZFEIZE), SEOMR AR 2 F & LT
FF TN, THITIEBEHROOBREF=T W TUNDEDIRANES HLEEL TV D A]
REMER B B,
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80 ——m——m———————————————————
— E ) B E T L
0 WEREHE (n=107)
— 5} E E R E T
60 F IVIEREE (n = 88)
o EETH G R o

(n=84) S8

50 [ =—sEEnREE G

(n=49) &

B | —erumerL

HEmRY § 3

30 b ——HEEHAET : [l
LERRE

----- EEmRRE

=2 0 2 4 6
HIRE R

B2 B OOFHFETIL (BIER)
[C&BHBERD

3.2 IHERTEHER Y Adversarial validation IZ& BHBIETFTIL

[ PE T R S O] E T BREURE O 23T+ & 43501 L 2 B 7 L ORI S 5540 2 B 3
O 412737, AT & 55 R ORI & 3 OME I L 2 ERE— SMEEOHR]E T L OH
BS540 2 X 5 12579, Adversarial validation 1= & 2 H8I& 5 LRSS 508 — m ke oo B &
FOOHIBIFFS A 2K 6 KON 712, BHEHO 0.5 TR OV 1 FIZHB| L= EA 26 L7 EHE
—SEFEDHIBIE TN OHBIFE S Z K 8 KO 9 12xd, £z, EE—SEEOHBIET L
BT, HIBIEA 0 2RI EHE & LTe & & OHRIE T RS RER L O BGREr oR =R (IE
BHOENE) #FLIRT,

P Z PBEORER, A 2 U 7 ETIRGEE ORGSR EEOEIZT NS O L le o223, )
BIE T IABERREHIA X U THEREEN TN &0 BEEIZ LD O TIEAn &L,
LI DHIBNCE O -, RSO THIGREHZ DUV TIZOD T 00 & Ak 0 JFURHEURE 1 0> ) Bl 45 i O
M & —H L7,

Adversarial validation D5, HIBIE T ARG AR & i GUE RS RO SIS TR AET
TN EnG, HEES T FPRELTWD Z ERfER I, £ 1LOWFETIIWT ORI
ETABIFERETH LN, Kakiwd 5L, @miEotn (K2) Lo bEEHR 05 % (X8)
L1 F (K9) OEGAITHBIET ARG R O GBI B R0 T — R VS FE O — L
EITE L e oty D=, A0 Adversarial validation K OV E ELIZ K 2 EADEIEOM A IS
FoT, HEEY T FOREERH LI HBIE T AMEETE TR, AR & 5%k OFeh
fPEBOMAYE (X5) ERZELEICHBITETWD Z BRI, 7272, BELRD 13
DOEEITHBE T WAEE AR L O RERE OHBE RO A N7 MIENELTLEI -
B, BT VRSB O T IRGRE O [ 5 12 W CEENHIBIT 5 12iE, BEK D 0.5 Fi
WL ERIneEz 5N,

TG A3 5 R A L TV 5384 0 Adversarial validation ~D 2T Hh 578, LR 7 |k
DIFE L2V T2 BNCER D & B 0.5 313 Adversarial validation o511 45 S 23 A% 5H 2
D AT DAV TRBIZIENT 225, HRIET MABEHFEHI B £ 5 250 & [ CHIBIRG A & e
DRI TE 2 DI N LG BEED 0.5 FIZHH] LI EAE AW SA IR OFEIC
XD SN D Z L1272 D (K10) , ZD7=s, KREITHEEL RN LZ2WR Y | Adversarial
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HLTWDEHDEIN LA DED LWV TG BEIZ R D EEZEZXBND,
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— E R E L m— [E 3 A E T
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A0 - EENRET L = AEEHRET
BRI (0 = 99 60 1 i JUHBE K (7 = 88
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o EEHHETIL = EEHE T
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FAWIC L DT I TIZBHOOFENFEEHMHIBNII T, HIBIE T /U R & et

ORI e BBEOSADZE (FHEES T M) NbDHZEPMRINT-, HEES 7 ORI~

/.
D

I

BRI T 5 7= 60 . NHRERAT & 4508 ) O Adversarial validation |2 X A E 21TV, WD F
BT HHBI~D B LK T 5 2 LN [RETH - 7=, Adversarial validation (2 & 5 HB€ T

VOB EEENMT E LT 5 L BG THL Z &b, ERET T ML 784N FE
LB BT 21T 09 < R 0 Z eI a2,

1)

2)

3)
4)
5)
6)
7)
8)

9

10)

Xk

— GRS, TP, SRR ZOC R ERE TS K 27 0 T IE D B0 D JFUBHE EE B,
AARREY L5862 (5) , 257-262 (2015)

BHIEER, MERT, AHEN, 8AMET I XbHODR ha T 7 AL ERNIR ST
(2 & 2 IUBHI RE HUEI BITE DR, RMOKPETH Y il o 7 — /i BAGR SE R A T JE s,
41, 22-30 (2017)

PR TR K D2 R FOJFREHER]~ = = 7LV ORGE, RMOKEEEZ et ¥
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R, EEMEE], SEIER 0 TR Y O REHHR] OB RIE O FRET, RMOKEERZ
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BEARRERMUALEITRURRSTICESIZAIZLLD
JRA L& D IR E b B iE DR RS

HH &9
Il Yusuke

E-3 5

BT L2 E RINAREL A HT R OTCHESHTIT L D Z AT 2 < DJFEER & O 5 REHHIBITE O MEt 217
ST TFNARELE LTEHEDOFEWS Z AW Z i< (BUF TEERE) &), (4 E
FERREE BREER) (AZAIRSS KPR IAICSL) EWSEERE (AZAIKSKDTERIA
2% <) ZWSHHETHE L., TRENOOHHEIC X DR G OJFREH O HBIET L& ERL L
7o RSB MOEEF OBITHR L ERNARL 0T (EERE 23 M. SMEERE 54 &) CTIXRFRE 75
%, JBE 67% Thol, —FHT6mHRITLDeHFEmbr (EFEFE 19 [, SMERE 27 &) Tk
FLRE92 %, E 84N ThH T,

1. [XL®IC

BT 2R RIE, B ERIE (CEAR 25 FRIEHEE 70 5) ([ZHES MR IENE (CFk 27 44
WNEIFS 5 10 5) [ZB W TABEOIE), EN TR L7 b OIREHEERO ZR N #EM T 5
. FEHEREHZ DWW CIERAL, EFERE Z#H LfEimicdh > QIEETH L 52, BARE
R L72pECH > CIFPEESA 2 Ror L d iz b v, ZAlze IFARLA Tz
AT W DOFFEMA % AM CIIFPEEA 2R R TDH2 L ER>TND,

ZHAZRLSDERTHL Z A<y (BT THEEWS ) Lo, ) 1, EEOSFTE~
BF0 3 AEPED R OULHE RS 55,667 kY T, ERFEHMIIFEBRCTH O INHERED 94 %% 5D 5
D, A (BSFtE~DMIEDTY) 12X d e, FEWE G RO 2 &) 1T
125 ho BRIy r~v— (84%) . HE (10%) . 1~ FxT T (5%) ENbAINTND, F
7o Z AT < BAIE 13,167 R U3 HIE (86%) . HHEE (9%) . A KR T (4%) HEDDHEEA
STV D,

ZOEITFEENE RN Al < BIE, —EEOBWMAND D, EHFEIZLASMEED TR
MiCTH Y., FEINS T 2 FREOEZENSH D 3, Ko TEli7RAMEEDFEN G 2 75
AlSOA E TR S A7 B O RURHREFEHI R R & [EE & 35 REIERTROBENR S HT2H, AU
2 < OJFEHFFEHH BT OBARE D MEMER B D LN X D,

EEEMSE O FEMHRNEICHAWD FiE L LT, BURZERMELSCITRIRE DGR H T Hi
%M, 2O DOFIEIC R DREMOPERARBIOBRENE, ZIVE THRWKERRZ2ENE % —
THRE SN TEY, RO TITEBROLE O, KD, = U9 Tryal) =9 &k
LB RNLAR L AT CId /N EIN T 1945 o 5P 3l K OVECEHEE O MBI B 2 M 21T > T
Do AR TIHERGARKOBILRLZERMAKLSITIZ LD Z AR S HEADZ AT <
DFEHPHEHFIE B HE SN TND W,

MNTATBHE NEMOKPEIRE R et o 7 — K BiEt s 2 —)
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BARTERMALIHRUVOARDICE D CAICH S DEFM D QR EMHIBIRE LD

ZDTH, ABFFETIE, BEfR W% 2 2B TR uRLE RN K OTEE oI £ 5 Z Al
2 < DR b O IR EE AR TE D ATRENE 2 RS L 72,
iky - BB TR, AT A AL, HRSEZLO
KRR - - - TR, KR LUBRRICLIZbO

2. REFE

2.1 ETILHHEFOINE

BT AR DT T VB E LTI AR ZINE LT, WET D ZACSLIFAZ
M (JFME DR K OB OH DS D) TR A< (R B RER, 1Ee OV%E
BHIOHZDE D) & Uiz, TFTARED 5 B EFEREHIFEM O A FEMRE KO A < OAFEM
BPHEF 2D RAF L (AZAICRL TR, BZAIC2< 18 7) o BEOHIE, 16 mIZoW
TIZFEH DB ERFIRA DS S0 ikBl 2 AF L2 (BEBR (15 4) MOERR 1 4) ) . 7D
DYEDIL 8 FIFEHOEEFRANAHATH Y, 0 O 1 AIFEEOBEONEBREE > T
7o AMEPERE (FRHEPEHAIMNE O O L IIAETRE SN2 0) X2 Az < O
A K OINEIEENLAEFF60 REZATLE (HZAWK2< 498, BRI Az < 11 8) , PEE
2B L XUV —EN 3 RTHY ., BHORMARIZHDLZEEORENI v~ —EIXIT &
NEWRETE 0o T,

2.2 EnRRERAKLIH
2.2.1 HHORLE
T ANC R OREZBHAK TR YRS L, 5 g2 BRI LFSEDRICH L. Zha222ic v,

2.2.2 RERRUVERORERCIIALDEIE
RB R OA SR E & @B 7R VBRI L. IRIMS (ZE RN &0 4EE)  (Delta
V Advantage, Agilent Technologies) 2 &V | [RFE KX OWEHR DL ERMARL Z2HIE LT, ZERAL
TRELE BT 2E1E 0D 72 D O AL AL E (T I L R R L E RN R L BT ClIoe R EiE 4 . B2 T
[FINL AR LAY AT CUEBA Y BT T dE @ 2 V2 CEE R OIESFIERLID L B0)
=®1 BRI ERLMAKLSHTORIESHE

&S fi %
&g h 7
ME # (97.5 %Ll L) &R (99.99 %LL 1)
B (mm) | &S (mm) 5.9 3.3, 5
OB EUE mg 0.89~0.99 0.45~0.54
IR/MS
L " JLH T E By R B e 3 oy T
AL 28 3 FlashEA2000 TC/EA
XX VT AR ml/b4y 100 80
FOSIRE (°C) BBE 1000 By fi 1400
It 750
715 MREE (C) 60 90
T LE (m) 3 1.2
BT A DOMmIRE (%) 90 36
BT Delta V Advantage Delta V Advantage
)& 7 7/ /VIXLUDT SWISSH:, RiALER%L & K OVE &y A7 % & 1L Thermo Fisher Scientific
tHtThH s,

HIE LB e REERNAREOEZ . BFEEYEORERICEVHEL, § HA2 M- CEEE
MBI DZEDTHHE (%) & LTFRDOEBYRDT-,
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80X = Ratp/Rapsimmemmr — 1

T TXIFIRB R OREDOZINEIUTHOWTBC K DMOEZ K L, Rl TilB O, Rupsmmemm L [E
BERE DI LR L ERNMARLE (8C/r2Ct L < 1F80/M0) Th D, EBAEMEYE L, RFELZEFNL
{REEIZ-DU T lidVienna PeeDee Belemnite (VPDB) | &3 % € RN HLIZ DUV TlXVienna Standard
Mean Ocean Water (VSMOW) & L7z,

2.3 ETESH
2.3.1 HHOES R

209D Z Az < ZPFAE —F —IZERIL L., 61%mEE (B T¥EM. B/l #10mLinz T
PFARFEHIL CT572% L, 120°C TME LT, 8D T ANRIET DI LW SIS E - 72172126
L. 60 %R e (U0t B, B b)) 225mLinz T, fRx ITIREL BT 7236 230
°C ETHENL ., SRR EY, HOMEIIEOERIZ/ D THff Lz, Rtz L, 8
200 °C THfifi % 78 HoE S 7=, PFAY—Hh —IZ 1 %msEE 10 mL F2EZMx, E—h—N
DEEWE Ry b7 L — N ECHRML, fIEREE Y 7 X 22T 2 BEZ 3RV K Lz, £
BT AL, SOICHEREL LTIngSug/l L7225 K212, 1%EEE T 50mL IZER L.
233 BRI & L=,

2.3.2 HHoOBEESEE
89D Z AT X< T /LI MLICERIR L, @Rz T100 °CCLORFM UL iz S, #olERltE o
BEXID ZAZR L DEES (%) 2RO,

2.3.3 TREEDRE

231D EHARIZE FN D LR OE L, Li. Mn, Co, Ni, Cu, Zn, Ga, Rb, Sr. Y. Mo,
Cd. Cs. Ba. La. Pr. Nd. Sm. Gd. Dy& OTHZ D\ TIXICP-MS (FBifs A 7 5 X~ B mohris
i&) (Agilent 7800 ICP-MS. Agilent Technologies) % 7= NAZHEE (PEEYE : In) 125V, Na,
P, KK UFelZ DWW CILICP-0ES (FBEREH 7 7 A~3tm /&)  (iICAP 6300 Duo, Thermo
Fisher Scientific) % HW\/-MEMEIC LV AIE Lz GUESRMITFR20 £ 50) , ICP-OESHIEIC
&> TIT231DREHEI 2 1 WiHFE TS HIZ10fFIZAM LI b O &2t Lz, #amothic LV ke
BN IRIE T O TR O L GUEHE (BOMICEE L7 RICEEDZFEL-H0) 12X, &
FORBIPORE L FRH LT,

=2 ICP-MSK U ICP-O0ES® I E & 4

% TCP-MS ICP-0ES
A Agilent 7800 ICP-MS iCAP 6300 Duo
RE/S D — kW 1.55 1.15
TITR AT v — L/%y 15 13
WA A 71— L/%y 0.9 0.5
X TTAPF—=H AT a— L/4 1.07 0.5
R T rpm 6 6
ICP-MSiXAgilent Technologiesfl, ICP-OESiZThermo Fisher Scientific
tTh s,

2.4 HBETILOER
22 KON 2.3 TH LN TT R L ERNAS LW K OTE BT OFERIZ OV TENZE TR S
DIFE 185 4 LB T VA2 ER L, R N OUERE 2R 7=,
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BXRRERMALIN R VTR E S ZAIZ < QEH NS DREBHFIREEDRE
3. HRRUBE

3.1 BRRRERMELAWICLSIETILAHOAEHER SHANETILOERK

EBTVRELE UTIUE L2 Z AT % < DR FE K OWEH L ERNARL 2 00E L, EE23 & (3
ZAZRL 6 R BIAICR L 17 K) KOSMNERE 54 S (A2 A< 45 5 B2 A< 9 R)
ZHIE LTz, ZAICRL, FRHDIBEDAIAICSL DAKRTERZ UIZo L DHOFERE2FHR 3

IR,
K3 ETFTLEHOCAICL DRERVBRRERMAKAL

Bk BE n R 2 TE RN (%) I 38 22 E R AR e (%0)
Y EHEA BRE ) AR 2 BUE
Z A< (= PE 23 -26. 08 0. 46 24. 60 0.84
S [E FE 54 -26. 32 0.79 23.18 1.19
HZ Al HiE 6 -26. 43 0. 40 ab 25.61 0.76 a
S [E FE 45 -26. 21 0.70 a 23.25 1.17 b
BZAlL»< HE 17 -25. 96 0.42 a 24. 25 0.53 c
o [H 9 -26. 88 0.98 b 22.81 1.29 b
MEEFT a—F— -7 L—~—0DOREOHERLTH D, HE/SMEEMETAIAICSL/RIA

o< BICONT, AT A= T ORERFTote, BRBT AT 7y bETRELMEICAH S
MBOH BT (FHEAEE 5%),

[ PE/SMERER] CIRR B L E RIS TR Z A < T, BBELERMARL TIZA Z AL
ERZ IR L Ol CEEMEICHBENRD HiLlz (RS TITHEEKEL 5 %ET5, LT
L),

B2 A% ATITVERER R ME T ST\ B 72, MEREHY R OB 5T 3222 (8 [RINAR Eb ~ D 528808
Ezxonl=Z Enn, EHERE EAEERE CENTNA AR LRI AL B L
fEA, EEREHIM R LERNRIIZI N T, ANEREREH IR R L E RN I B W CREEEIC
AEEDRDOLNT), Z2OZENHLHAIAICS L LRI AT oI THRIET VEERT 5

ZEnmEEZ SN, EERBIOREEN D72 EAMEERE S B AIC < ORE
N Dip N2 EMS AEITAIAICR L RIS ZHbET-—2o0¥BIE T LA ER L
77

PERR L7 IR T B8V CL RIS 0 LLEA[ERE, 0 RiASMEFE L HRI+TEZ L L Lz
Bt FREEEIXT75% | L 67T % Th o7z, FREIOHRINESADOSMIIK LI DO LB Th D,
T VB O FERL O EARITEFEREHI B W TIE 70 % (16/23) | AAEFEREHI B VT 69 %
(37/54) ThH o7z,

18 - AR (n=23)
w— A EFERE OB (n=54)
16 1 = == [EFEREID B — R
14 - === SMEPEREL O A — VB
e 12
"jl, 10 "‘s‘
K g

6 5 -4 3 210 1 2 3 45
FBIAF AR

1 BRRIERMALEIMNICEDHFNETIVICE T HHHOHAERDO2H

BESR DCIRHIBNCIRB R OEBEZOLERNAIRE R ONEHEEZFIH LTS, BHZ AL T
WIRFENEGEN T D RAKIEE 23%) IZR LT, EBRENREGENTWAHZAUESEE (0.1 %)
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I 720, Ko TERLERNARLOWE T, BESWIEE TR R VT ABEEZGDL 20D
2. RFEOYE (0.89~0.99 mg) L VHEEZZ LT IMENDH LS, ZAUT LV ATLEREERE T
D ICHEINTEBDO A T F A (RUSE O OBENENT L2 L0, EMmEZERE
UANIZE TIR IR M OS2 2 E [RNAR L 2 IE LT

3.2 TEAMICKDIETIEHDAEHER & HIHETILOER

TTAREE LTIEE L7 ZAIZ % < D 25 SR DOIEE A ICP-MS KUY ICP-OES (2 LV #llE L
Too EPEREF 21 B (HZ A< 7T A, B A%< 14 58) KOS ERERE 29 8 (BHZAIC®
KBA, BIAZR 23R ZHEL, ZAZRL, ENH6DIHDOAZ AR DHRKUER
TR DIHDRERER 4 1TRT,

F4 EFTLHBOAICOCDTRRE

EXC PE Hh Li Na p
n_ FYE FERE BE n_ SEY)E FERE  BRE n EYE EHEREE  BRE
Z izl = pE 21 0.137  0.054 21 727 379 21 1524 213
SREPFE 29 0.179  0.204 29 405 256 28 1195 449
HZAeL [HE 7 0.116  0.079 a T 472 430 ab 7 1543 242 ab
SREEE 23 0.174  0.227 a 23 415 283 a 22 1150 476 a
BIAlcs<  HE 14 0.148  0.036 a 14 855 287 b 14 1514 207 b
S} [E pE 6 0.197  0.074 a 6 370 102 ab 6 1357 310 ab
B E Hh K Mn Fe
n_ FYE FERE BE n EHE EERE  BRE n EYE EEREE  BRE
Z el [ pE 20 10120 6299 21 7.4 1.8 21 78 49
SREPFE 29 1398 1924 29 13.0 6.6 24 13 65
HI A< HEHE 6 7522 6828 a 7 6.9 1.9 a 7 32 19 a
SERE 23 656 597 b 23 11.6 5.7 abc 20 50 19 a
BRIAlze< HE 14 11233 5967 a 14 7.7 1.8 ab 14 101 43 b
S [E 6 4238 2635 a 6 18.3 7.5 c 4 190 91 b
B FE H# Co Ni Cu
n SEHE RS BRE n EYE ERERE BE n EYE ERERE BE
Z Az = g 21 0.051 0.023 21 0.53 0.29 21 2.71 2.82
SREPE 28 0.041  0.046 28 0.24 0.23 28 1.18 1.06
HZ A< HiE 7 0.033 0.016 a 7 0.36 0.18 a 7 1.64 0. 60 a
S EE 23 0.023  0.008 a 23 0.14 0.05 b 23 0.74 0.48 b
Bz EHE 14 0.059  0.022 b 14 0.61 0.31 ac 14  3.25 3.34 a
o1 [ PE 5 0.125  0.056 c 5 0.68 0.19 c 5 3.16 0.59 a
BN BE Zn Ga Rb
n FYE BEEREE BOE n FHE R BE n FHE R BE
Z il = pE 19 17.0 2.6 21 0.032 0.014 21 5.2 3.1
SREPE 28 21.5 15.1 29 0.037 0.025 29 1.2 1.8
HZASL [HE 6 16.8 3.4 a 7 0.021 0.013 a 7 3.6 2.8 a
SERE 22 21.5 16. 8 a 23 0.027  0.009 ab 23 0.4 0.2 b
BRIz HE 13 17.1 2.4 a 14 0.037 0.011 b 14 6.0 3.1 a
S} [E PE 6 21.5 7.3 a 6 0.077  0.024 c 6 4.4 1.6 a
ENEs PE Hh Sr Y Mo
n_ FEYE BEEREE  BUE n_ FEYE EEREE  BE n_ FEYE EEREE  BE
Az [E FE 21 67.4 27.9 21 0.33 0.14 21 0.133  0.057
SEPE 29 28.7 22.2 29 0.29 0.12 29  0.063  0.075
HIAle<L HiE 7  38.4 20.0 a 7 0.30 0.21 a 7 0.128 0.049 a
ShEEE 23 18.7 10.0 b 23 0.27 0.12 ab 23 0.058  0.081 b
Bl HE 14 81.9 18.3 c 14 0.35 0.10 b 14 0.136  0.062 a
44 [E PE 6 67.2 8.2 ab 6 0.38 0.08 ab 6 0.079  0.050 ab

S K O MR 22 1 Emg / kg TH D, MEIXT 2 —F— - J L —~v—DOREOHKRETH S, HE/SEEMEOAZALIZS
K/BZARRRKIZONT, BV =7 OREZIT-o7c REMOFENEE M) o B2237 07 7~y M TR
FEMEICHEEZNBO LN (AEAKHE 5%, LRIZE > TEI—HORE CHEMN RICHERBOONTHAERH Y |
IS FEHEFEOF L, BE. HHETVOERITITAN R0 D H B Tal Rl > TV HERH D,
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BRARRERMALSHRUVITRSFICE S SAIC S DRERBVE QREMPIFIREEZDIRES
x4 HE)

EWE BE M cd Cs Ba
n_ FEYE EUERGE BE n SEHE EMEREE BE n_ OFYE EUERE R
1% < [ P 21 0.141  0.063 21 0.011  0.008 21 3.1 1.9
SREFE 29 0.111  0.105 29 0.010 0.012 29 6.9 6.9
HZ A< [= P 7 0.073  0.047 a 7 0.005  0.004 a 7 1.4 1.2 a
SREPE 23 0.062  0.023 a 23 0.005 0.003 a 23 5.5 5.8 b
B ol [ FE 14 0.176  0.035 c 14 0.014  0.007 b 14 3.9 1.7 b
SNEPE 6 0.301  0.071 b 6 0.030 0.013 b 6 12.4 8.6 c
ENEE JE Hb La Pr Nd
n_ PHME WA BRE n FRE EEEE BRE n_ P ERE  RE
Zhiw< [ P 21 0.117 0.047 21 0.019  0.008 21 0.083  0.034
SREPE 28 0.140 0.062 28 0.024  0.013 28 0.100  0.050
HZ A%< [E] pE 7 0.095 0.064 a 7 0.014  0.009 a 7 0.063 0.041 a
SNEPE 22 0.114 0.038 b 22 0.018  0.006 b 22 0.078  0.025 ab
- SalV.ViTeE ¢ [ P 14 0.128 0.033 b 14 0.021  0.006 be 14 0.092  0.025 be
SREPE 6 0.234  0.033 b 6 0.044  0.009 c 6 0.180  0.034 c
EXES PE 1 Sm Gd
n CEXE EHERAE BRE o FRHE EREZE RE n_ FHfE Jﬁ%“ﬁfﬁ% T
ESRY [ P 21 0.017  0.007 21 0.024 0.010 21 0.024  0.010
SREPE 28 0.020  0.010 28 0.026 0.011 29 0.024  0.010
B2 A< [ FE 7 0.014  0.009 a 7 0.020 0.013 a 7 0.020 0.013 a
SRNEPE 22 0.015  0.005 ab 22 0.021 0.007 ab 23 0.020  0.007 ab
Sl TeE SR ¢ [ FE 14 0.019  0.005 be 14 0.026 0.007 be 14 0.026  0.007 b
SNEPE 6 0.036  0.007 c 6 0.042 0.005 c 6 0.038 0.005 b
el PE i T1
n_ EYE ZMERE BUE
Z A< [E 7E 21 0.039 0.014
SAEFE 25 0.007  0.010
HZAlls< [E PE 7 0.028 0.015 a
SREPE 21 0.004  0.002 b
Sl e SR ¢ [E P 14 0.044 0.010 a
SAEPE 4 0.025  0.016 a

EPESMEPER CHEEMEZ LR L& 2 A, BHZ A< OATIE 10 t#E (K, Ni, Cu, Rb,
Sr, Mo, Ba, La, Pr XU'Tl) T, BRI A< DATIE5EFE (Mn, Co, Ga, Cd XU Ba) (&
BWTHEZEZDRD LI,

B IZIFMEEHRDER SN TV A 728, 3.1 REICHERER KO T RIEE~DOFEN
EBZoND, BIAUICRLKITEENDIWEMRDOITTRENP BRI I OLRBEITEEL RITT
AIREMER B 2 b Tc Z E0nh | EHEREEAEEREB TENRENA AR LRI AL %
%@Lk#% EpEECIX 13 £#% (Fe, Co, Ga, Y, Cd, Cs, Ba, La, Pr, Nd, Sm, Gd, X
W Dy) ([ZBWT, FEFEFECTIX 16 5£% (K, Fe, Co, Ni, Cu, Ga, Rb, Sr, Cd, Cs, Ba, Pr,
Nd. Sm, Gd/SzUTI) IBWT, HAZAIZR LK LRI O TEIEICHEEENRD LI
e (F44) , ZOZENLAIACR L ERIACR TG T THRIET VEIERT 5 2 &A%
GleEB 2N, WERBEN VRN, SEITAZAICSS LRI bbb —
OOD%J%IJ%%“/I/%VEEJ‘Z@“ZQ it Lf:o ZIZITHIAI®LK ERZAIZR L OEWHBIET V

\CBEE RIET 2 ERBET D702, R—FEHANTIEAZAICRS S LRI L TEHEICE
f%hm@%m@#otxﬁéﬁ kkb #4 X 6% (Li., Na. P, Mn, Zn %O} Mo)
RV, 20 6 uHEOWERFACHIED e o 7o EPESUEE 19 1, SMNEFEREL 27 SO EE O
ﬁ%ﬁﬁ@@%%ﬁ&bt%%%rw%wmbto

PERR L7 BT sV €, SIS 0 LLEZERE, 0 KA EELHRITL 2L Lz
Srtr. FREEEIX92% | L84 % TH o7z, FREIOHRINFRDOSMIEIK 2 D LB TH D,
ET VB O PERL O FARITEPEREHZ B W TIX 95 % (18/19) . AEREREHI I VT 81 %

(22127) ThH o7z,

-21-



BaBERERENRRE Vol 46(2023)

0 e mstnors (=19
O 1 sEERBIOESE  (1=27)
8 1 —oc EERBON—IAEE .
7 —m= sEEREO I — A ( \‘
A 6 - , |' \‘
‘*;l’ 5 - 4 ‘\ |' 1
E{— ’ \ ! “‘
5 4 ! \ H \
3 / v \
’ ‘\ ’ “
21 / - \
1 S ’ N \‘
0 ‘_4{ J ¥ I ~ \N
7 65 4-3-2-1012 3 4°5
H B A
K2 FTERAWIZEBDHNETIVIZEFSRBOHNEADS T
4, F&OH

BT R ERNARLE T R O T E DT LD Z Az (AZ AR EPERIAICRL) ©
PEHPEIRINE DR 21T o T, IR T AERRL D T2 O IZ8R TR 2 E RINAR B A3 AT e DT 44T 1E &
0 ERERE R O EFERB ZE L2, WTFROSHI TH R ICL o TIHAZAICSLS LRI A
2% < M CRI—E#MNICE W TESEICABRZENRD DL, AZAICSS LRIAILSLLTE
DHBIET VOIERA Y] & B 2 b, WERBEN D 2N AEITA ZAlce LR
ML bl —20DHBIET NV EERM LT, BT T /LR EIXE T B2 E RN AR 54T
CIIHRFELL 67 R OEE 75 % Th 0 . JeHEOHT TITFFRE 2%, 84 % Th o7,

HHEF

AFRAENIEDFE I D70 . ABHEIC 2 TRV -2 E#H G A, 2EZ A<
wFM A E S ORERK, A Bk, HYERKORASBEIREE OR L Z RIS BLE L L
£9. ELBILHELERARL I H T2 TS TEW TR A BB PE O H H AR I IS L
L EFES,

it
1

Xk

1) TEMcEE, BEAOKER, 2020-04-10, <https://www.maff.go.jp/j/tokei/kouhyou/sakumotu/index.ht
mi>

2) EH#Er, ME4E, 2020-4-10, <https://www.customs.go.jp/toukei/srch/index.htm?M=29&P=0>

3) —MEEAEARZAICSLSHES : TZACe<IZBET 5k , p.56 (2020)

4) ZIFE R OERHIRIEIRORY, fRfATHERS, 50, 191-197 (2009)

5) RS BEITRLTE RN AT S OB e R 0TI L D &S D EEHIR, 4T b7,
68, 671-682 (2019)

6) FNUBEENE, B RO TR K D WO U & OJFUBHEEEHUEIBIE D BRFE, RARKEETH
Folr it o 2 — R BREF AT JE A, 44, 1-7 (2020)

7) WIERIE, AT, AIHEAN LRSI L DK OFFERHIBNEOB R, BKENEZ
it o 7 — R EREF AR EE, 44, 8-15 (2020)

8) RHEth AT, NIFEH, PIEGE, PR RS iR R OETREERMAELESITICL =0
> OREMEIBNE D%, RRKENEZ 2N v ¥ — R BEREREI TR, 44, 16-25
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9)

10)

11)

12)

13)

14)

(2020)

G, B2 TR L D7 1y 2 U —DJREMHIBINEDBYE, REMOKEEE
e o2 — & PR ETR AN SRR S, 45, 8-14 (2021)

FHE, —@BEHS : [RFLEFNAREE DT X D/ OJFE INE O JUE ] B3 o
RS, RMOKEEH R 2 it o F — & PR EMR AT R, 45, 24-32 (2021)
SMLBEE—, FiHEZ 0 AR <R AT <IN L OEMEE L, Fiirsh 7054516
5, 2022-4-6

AT, EEMEE], BHIER SR U OFFERHB]OREHENE O FRG, BRKENEZL
BN 2 —ENSE#RE, 37, 1-10 (2013)

R - SR K2 1 FOJFEHR]~ = = 7 )V ORRGE, BMOKEHE L2t %
— & in PR EFR AN SRR, 43, 1-11 (2019)

H AR SAEHER 7 3% 2020 AERR O\ET) , SCHIEFFAE, 2022-10-3, <https://www.mext.go.jp/
a_menu/syokuhinseibun/mext_01110.html >
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DNA 53411 & 5 K= 00T & O [ 445 2 3th ) Bl ik D 4R &

DNA 3 #7 1= & % K= 00 T & 00 R4 I 2E 3t ) ) ik D 4R B

B OE#L Ll A2 R MRS
TOYODA Masatoshi, YAMAZAKI Mio, KISHINE Masahiro

E-3 5

REMTAOEEE 72 2 BARKGIEENTREREDS < Z8AKEITEFE L TR0, FUEHFE M
FRORERGEERENEEN TV D, 2 TAIFETIX, KEDFEMF RS [EHE] Tbh
DA ERIG L LT, ARKERTORAEIGHEE FiEE LT 57202, U7 V%A L5 PCR %M
W2 TE B ECRHEEHHIBIE 2 /T Uiz, GmTfll a1 D% 1 A > ha U NIFET Dat 6 Lo
FEARKICE D KRG % aBl L b AU HET D DNA ~—h—ZFIH L Ca BUSH BRI 2B & |
WA BT DR Z [FIRFICHEIE 35 Z & C a MRE DM EREEITo T2, TOME., ATRE
5 RIS 2 FA R E BB OREHERRRL & LTV T, dEKEEIC S RbN D a BIRT ORAEIS
ZIREAIEL N AACHED &6 5 THIERHEET 5 Z LTk LT,

1. [XL®HIC

HARDOEBETFIZRDERWEE, e, AZ, L 2OFEOREMLHOEEE R BEHAKRKE
X, ENEEREOZ L ZAKTICEF LTV D, Pk 28 FE~5F 2 F£EICB T2 RBAKE
OENFEEITFEMTY 1013 T hThotz, —J, RHEIZELENTICHW DR EEKRE
DORITEREH) 220 5 b AT E o720, £, EEKRGORS KL, FI4E, BAKE XL
DEMETHE L, KRBEREORBECLDEERDOWMDITHMEEAIRELS LB TLI L H D

1)

o

ZOX DR oN, GEOMEEZFEL LT, TEERGMH] FoRRE L THWLHREMLT
MG TE L A bNS, 7, BiFIRIE (FRR 25 5SS 70 5) 1I2ES< Al Fr L (OF
B 27 SENPERFAE5 10 5) ICB W TAREDOIZ), EHN TS L7z b OEHFPE O R R A 58
BT A, FBHEEMIC DWW CIERAI, EERE Z#EH L-pEaichb o CUXEETH L B4
i NJFOR 2 L 72 in s & > TIRBEEA 2 For L2 T 72 e,

INT A5 OJFEHRPEHN R R O B IEME 2 72T 5 72 DT RN ZRIGEE N LB CTh 5, DT,
EMOKENELZ2EME 2 — (BLF TFAMIC] &9, ) Tik, DNA o871, SRR, R~
FLERNRL T, A b F U LAZERMARLSITEO FiEE AW REREZ #®]E L TnD
255), KEMLAAZ DN T S, FRHFPEM RO B IEME 2 #5872 RHEMIRGEHES LT & ST
%

IRNETIC, KEOEMARIES LT, FAMIC & [ESZAFZERTIE N - A& N E SRR S
JEHERE DL IEIC L0 . R OER HIRMHEE RO LBIETFThHDH GmTll OF 1 A ke
NAFAET DA « KIK%E DNA ~— I — LT 5 HERHEINTND O, ZoJikIL, DNA 4
Bric X 0 RESFEOERE - SMNEFE CREEL O T XE) ##HETE L5 FETH D,

VIRSTATBOE NRMOK EEIH R 22 2B & o 7 — AR B
POMSIATEOE N EMOKBETH B L e ilifr e o 2 — A
O EISLAFFERR JEIE NS - R dnPESEBANHE B W FERSAE R dn i ZE T Y
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KEMTEOFEHFRFERHBNC Y 72 > TiE, AAEFERGCORANESGEHETE L FENREEN
TW5, BABIGEHETET D Z & T, HEFERENPERICIEA SN OB BRFET 2B
OFIEELE 220155, L L0 n, BER OFfEko>y RARA > b PCR IZEViThh Tk
D, KREMTAE~O#EASC a K EORABGHEE TR ST,

T TARMEIZEWTIR, 77 2 X B O RAFRRABIGHEL "25E L LT, VT X
A L PCR Z M5 Z & CREMLEOEEFEEFEEMHBNEDH N 2 BfRT 2 & L, &
7o, BEHERUEHZIZ, AFERESRTIROMTELREHNS Z & & LT,

A CTIIEB 2 REMLAMOET IV E L, KEOFEMFERN [EE] Th U E XI5

BERER O AACHHEIZ X D MFt 21T o oD THRET 2,

2. EBAE

2.1 KRV DNA #iH

EFERTIE, BEBRMEAENPOAFLE g HEE) | . BT (FHR) .

TROFIEZA AR | TEkAHS5& (kg J . Thaaxx (gE) |, (77
a2 (FEEE) J . T=%k~L (tfE) | KO TV a2vdky CEFR) 1 2H0is,

KEFEKXR QA FHpE (LLF THekiE) Lo, ) K, Bt b AT Lz 85kl & Az,
KEFEZX, AV JAMPE, AT 4 TFMPE, d A FME, I HINER NI 3 ZMPES
LB 2 W, B AR, A2 U AINEE 2 3B R OV = 70 150k & -V T2,

PR L FLAURE S O ERR A SR RURHT, JINE DS OO FIEICHEIL L CfERL L 72, BER AT
FLAREHZ, BEHF OJLKER G 2B OBEREILTE0%E 25 L ICRALTERLEZ (FED |
EERT L ACKEREOMmE 25k e U CHOWBERA G RENL, B oLk E K E 2 2
KLOBEEL TS5 %, 10 %, 50 %L 725 K HITIRAE L TER L (£2) . 725, ERICAHWS 2
BIEEITEF 129 & L7,

HIREEFENT, JFOBHEREHISR RS T X 37 AV B Litdicshe TOAEE ] 13
B2 /NERE THEA LT,

Kk DNA #iH2 %, GM quicker (= v A8 > ¥ — ) X% DNeasy Plant Mini Kit (QIAGEN)
M=, Z® 9% DNeasy Plant Mini Kit 12 X 28, TEEFT ORISR X RPEY Ot
W T REVEFEER S OBE TR BHORESTE) N> TIT->72, GM quicker (2 X %l
AR AR A2 — A LT T o7, BB G E B o DNA fili 2%, GM quicker4 (=
Ry v—r) MW, fi DNA %K OB ERIE 21X, NanoDrop™ ND-1000 (Thermo Fisher
Scientific) % 7z, HIAREEREILISZA O DNA ¥EIRIE. #EK T 10 ng/ul ICAIRL7=H 0
Z T A L PCR OFFH DNA & L7z, MillRGEREIOHE DNA iklL, WEAKTET 16
ng/uL IZFHBRL L, S5 ZRE K TA4E (Anglul) . 16 f% (1ng/ul) . 64 1% (0.25 ng/uL)
AR L2, ZOFmIRRYNE U T IVZ A L PCRICEIT 2 MEHRIENRH O DNA & L=,

2.2 )7IJ)L24LPCR

TIA 7=, RIITRTHDOEZFESIIHEL TER L, T XTHMED 7 2B R-L %M
VT2,

PCR tnfgid 4% 20 upL & L. 10 pL @ PowerUP™ SYBR® Green Master Mix (Thermo Fisher
Scientific) . 1 uL @ 20x7°7 A ~—Mix (& 3 &) K9 uL O DNA ZiEA L7-, PCR X
JSRIE 3 S DT L, PCR 7L — D 3 U= /WZE L, 2B, 20774 ~—
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DNA 4712 &k % K A0 T & O R R 2 th ¥ BlE DR &
Mix X, 74T —= KRRV NR—=RT T A4 <—DIBEMN 0.5 umol/L & 725 X H IR L 7=,

U T %A 2 PCRZEE (L, Applied Biosystems™ 7500 U 77 /L % A . PCR 3 A7 . (Thermo Fisher
Scientific) % MV 7z, PCRIZ, UNG LB L L T50 °C 2 53 M NI DEEEL LT 95 °C 253 C
TREFtE, 95°C 158D, 60°C 134 LA 7 L& LTA0 YA 7 VDG TITo72, PCR#E T,
Ct fii (DNA DOHIEIZ VNS 2 90N RIEICE L 2ROV A 7 4 8) 20 =V 2 IR
H U7z, HOETREEDRBIME (Threshold line) 1% 0.2 ICRRE L=, £72. AJS%LIL SYBRGreen 43 %
HAWicA v 2 =1L —F2—1ETh 5725, PCRZITITFEMEEIAR DT 21TV, HHIFROFIRS Tm fi

(NEIZ LV 2 A8 DNA O30 1 ARBICHEES 5 L S DIE) b, 794 ~v—F A ~—%
D IR B IR PEM TR T D800 A M L TR WW I E D Al LTz,

® 1 FRLUBREEAZILEANM
JRERE (R 9

B Egd

EFE (b ) kE (a )
TN-1 LrArox 50 % HFE (x| 50 %
TN-2 e N 50 % HFE (x| 50 %
TN-3 Vavky 50 % HFE (x| 50 %
TN-4 A=Y ] 50 % HFE (x| 50 %
TN-5 BRTT 50 % HFE (x| 50 %
TN-6 NER$ 50 % B (A& AN 1 50 %
TN-7 HDIZIFZH 50 % HFE (x| 50 %
TN-8 LA 50 % HFE (x| 50 %
TN-9 LA 50 % KE (£ F 4T 50 %
TN-10 S 50 % KE (oA ) 50 %
TN-11 LA 50 % KE (2 H AN 50 %
TN-12 LA 50 % KE (VU A 50 %
TN-13 LA 50 % KE (X3 ZI) 50 %
TN-14 T LA 50 % HFE (Fr2 U FMN) 2 50 %
TN-15 LA 50 % B (T 7 ) 50 %
a) EPERENEI M4 &7, AKERBHIE A K U&7 T,
= 2 FRL-EEEATEEA
e FEbRE. (E&L)
i EE (b 1) Tk ()
TFO Ty AR 100 % —
TF5-1 LA 95 % HFE (T 7)) 5%
TF5-2 Vavky 95 % HFE (Fr2 U FN) 2 5%
TF10-1 T LA 90 % HFE (T 7)) 10 %
TF10-2 Vavky 90 % HFE (F2 U FN) 2 10 %
TF50-1 LA 50 % HFE (T 7 H) 50 %
TF50-2 A=Y 50 % KE (X3 FI) 50 %
TF50-3 HDIZIF 2 I 50 % KE (VU A 50 %
TF50-4 e e 50 % KE (T 1 7 FM) 50 %
TF50-5 Vagky 50 % HFE (F2 U FN) 2 50 %
TF100 — KE (LU AM) 100 %

a) EEREHIMTES 2R T, AKRERABHIEMA e OB 2773,
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RIFALETSA<T—

S/ HEE

2 o - :
- TFL1-a-F GAAAAAACTTAAGCTGTTGCCAGTG 05 68
- TFL1-R GACATACCGTGTGACCATGATTAC 05
b TFL1-b-F AAGAGAAGATTTTTTTTTGCCAGTGTG 05 68
- TFL1-R GACATACCGTGTGACCATGATTAC 05
Gm-C-F CACACGGTATGTCTCTTTTATTGGAG 05
el 74
Gm-CR CCGAAAAAGGGGGACATTTGC 05
TFL1-a-F .
ak! 1 GGGAAAAAAAAAGAGAAAAAACTTAAGCTGTTGCCAGTGTGTTTCTTTGT 50
TFL1-b-F .
b 1 GGGAAAAAAA- - GAGAAGATTTTT----TTTTGCCAGTGTGTTTCTTTGT 50
Gm-C-F
a’il 51 TATTTTCTGTAATCATGGTCACACGGTATGTCTCTTTTATTGGAGTTTTC 100
TFL1-R Gm-C-F
b 51 TATTTTCTQTAATCATGGTCACACGGTATGTCTCTTTTATTGGAGTTTTC 100
TFL1-R
al! 101 TTTACAAATACTGAATCATTAAGCAAATGTCCCCCTTTTTCGGTGCAGAT 150
Gm-C-R
b% 101 TTTACAAATACTGAATCATTAAQCAAATGTCCCCCTTTTTCGGTGCAGAT 150
Gm-C-R

B 1 Gl EBEFETIAPOVOEA - READGEDEDES & TS5 4 T —DEKE

3. BRRUEE

3.1 BWENRDXAE

HIBNZHWD DNA ~— I —I21%, BE#H O & RBRIC KRGO GmTfll B +DH 1 A > ha U Ilq7
fﬁé%ﬂ-k%%ﬁ%ﬂ%bkoﬁﬁb% 1A b i 6 D KRR W E R

affl, RENSHBEE A DAL L, 7ol BEROICBWT, EEREO FELHEITIZIES
THRLHTHY | JLKERTDOL T aBITHDH I EXNRIN TV,

YT WE A LPCRICK DENRICIL, a A fE+ 5% (LLF TaBlfEsEn) Lo ,), bRk
T 5% (LT o B Eno ), miEodk@ils) (V77 Lo AES) Zmid 2% (LI
MHEELAIREN] LD ,) D3 ODREMESTHZ L L L, 22T, GmTfll B 1+DHE 114~
ceroEFIEHR (K1) 1I2ESNT, KIIRT T 74 ~v—%HK5 Lz, a MRAIZB W TIE
DNA ~— I —DIFAFEIR EIC 7 4+ U — R T4 ~—%@&E Lz, FERIC, bR wfm
DNA v —H —DRKFEE LICT7 TV — R T T ~—% aﬁbko)A—x774v—iﬁ@ﬂﬁ
WZBWTHED b DEE LT,

HWESIRIADO T T A ~—1X, 772X WEGED ”@@A%A%E%”%%%&Lf 1
A REGEBRDEAZITGRET LT, Hamid i, )7»&4AMR ZBWTHX ERETT 2%
BICHAEE D) 77 L ZABBFORAIZHEYT 26D THL, 1B, MIﬁm?iiLﬁ@
INBSOIESFIZ X o T DNA OWTR{EA T o # M Z 572 19, A48Tk PCR FEEM O HEIE R
Z75bp LLF &35 2 & T DNA WA LR AZ M2 7-,
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DNA 3471 & B A B00 T & 0D 4B 72 h ) Bl s D A 5

INHDTTA~v—E B ODFIEIC LY s T H & el L- KE O fh DNA iR % Fv T
U7 NEALPCR ZITV, 774 ~—DOFFBEMEZHER LT, ZORE, a O KEIT, a BRI
B THEPIEAI A A 7 5 A, b B CTIEEEIE Y B S5 7220 % PCR #&4% (Ct il 35 LA L)
RS b7, — . bARIORTIE, b ARRANC W THEBIERI 28R L S, a R En
IR AL H A2V X PCR #&8 (CtfE 35 LA L) IZHEN Loz, S olc, I@EsIf %
WZEWTIE, alOKE & b BIOKEOWE I W CHRERIEMZRBIEN R b, /-, V7
4 A L PCR % OFMFE BRI OFER, WITHOBERITBWNTE | RO R 6723 BHZ DWW T
DO —7 0AMELNTZ, S5, REME DY = VO Tm EOZERIT 1.0 °C KifTh
ST, 72, Ctfii 35 1%, #%ikd 2 MEME CIIMmER O L 72D,

PLEDOFERN S CHED 35 LLEDOSGAIIARIE, 35 KoL &ERmeE 3562 & TREt L
KT TA~—DORREMEICHEIT R, T T4 ~v—F A ~—SOIEFFROLHERITE S T vk
2T,

3.2 dXREXEAHDECTFRRER

AW L7 K EER TR (R 1) OBEB RN aMOZLTH L0 E 5 EiGE LTz, BE
OB NWTILKRERGTDZ 1T a BOBEFETH-72MN, b BOKEHVHRHGER ST D
(57 #B 13U 2 &6 3.1 TRREF L7z a B L O b AR A &2 -V TR TR 2 sl L7,
Z DMEFBIZB W TIERERE S GM quicker 2 IV T DNA Z i L, WHifRER & HI Ct R
5SRO EE ) & LCHE L,

ZORER, AW L2 Ak E RGBT, 2 ToRBHZB W T a oA amE L, b A
AL 72 hole, 2012, Ziu b OREHIMEHR A EILHVE L OBERA B EED a BRE
JFEE LTI T 2 &Ik L7z,

3.3 MREMRZEALIZEREORKRIT

AT ICHBNT, EERB ARG ICAFTELZLIFEETHD, £2C, 7722 0GE
DOERGFEREAFSHEEDZZE TR EE A FERR e LTHEHTE 2008 9 D ERGEE LT,

JFORHEGEM S T F 20T AV B ERREINTHREEREHZ OV T, DNA ZfiH L, a
BURFN R O b BRA O AR Z W CEE PR AR LR, a MoALZRAm L, Z07k
B, YRR RENT a T 100 % T D5 LM L, LA R ORGEETT > 72,

Z OB B O Rl DNA SR OA RS (3R 4) 2 VT a B & O3 @Bl o
REARZ VB L, ELARME & O PCR OHEIER 2 MGE L 72, MEipid, ftfhz Ct i, Ak 2 0% DNA
BEOWHA R E UTER L (K 2), f%f DNA f£if, FRR50 2 HEEDOKWE DN BIEIC
1, 4, 16, 64 & L7=,

T ORER, BEARMER O PCR OMIERE & HICHEZ2 N2 E D3GR STz, a B & O 4@y
B E HICHREROMEEE (R2) 120999 Tho7= (£5), MEROMEEMSFHE SIS PCR
OEMERIL, a BB TIX 1.975, HERYIFETIZ 1.999 TH Y . WFNHHEGHED 2 1ICITVWVE
ThHoHEELIZ, MBREROEIERITFZIFCTHD Z E2oRENT- (FS), —&kiZ, VT X
A L PCR Z W THHRER 21T O FIEIZIE, BEHRIE S AACHIEDH D, AACHIEIR, 2 DD7UE}
DOEMEHHR 2 L L, W O CtEDZEN 1 OYE . BERANIIHIEF T 2 ffE D72 (CtiED
R n OEA, P EROE) BN DHZ L EFHLEFETHD, AACHIEITRERZ 5] < BN
<D LWHESHFETH 5723, PCR OHEIMEIEN 2 IZFR Y 72 IEWKERH 5, S RIORERIT,
2 —7y @B LU 7y LA Gh@Edsign) OMEEREN 2 12U HEIERENF%ETH
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L0, EHLLOFETHHRUEREZEETERE L LT a MO EENRETH D Z &
DIRIE X iz,

& 4 SEHH DNA D FRRS

YR 1 VAR 2 TR 3 TR 4
DNA i 0.25 ng/uL 1 ng/pL 4 ng/uL 16 ng/uL
%5 DNA £ 1 4 16 64
FAxt DNA % (logio) 0 0.602 1.204 1.806

30 ¢ . 30 :
- . S A B S
i Vit
25 | . s | Wi 2 -
= jEagie . - T3
5 wis 5 Visina
20 20 |
15 1 L L L J 15 L L L L )
05 00 05 10 15 20 05 00 05 10 15 20
FAIDNA® (logo) FHXIDNA®: (logyo)

2 SEJE4HH DNA DFHRRINIC K HBRER

= 5 PCR g%

a BRI BB S
RO X -3.38 333
IR OFBEFRE (R?) 0.999 0.999
PCR DHiIE=E 1.975 1.999

3.4 aMKREDHTEEAEDRIL
AR T A TR & LW TR E AT 2 5 ATREMED R S 720, MR A T I
AR (R D) ROWHERRATERE (F2) #ER L, a MKEHERARORGEEZIT T2,
HEEIRARIL, B O GmTfl Bia 25D 5 a OB RO =, BRI, FRoim
0. O EfRZ AWz HERTOAACHIETHRI Lz, AACtIEDOFHRIZYS 72> TiX, 3 V= /L® Ct
EOEYEE AW, F7o, MERREIO a BB S EIEHRA G DN WA T, HEERAE
Z0%E L7,

(B BB L D HEEIR AR OB E)
1. fEYERCEE (0.25ng/ul. 1ng/uL, 4ng/pL. 16 ng/pl) OMIEME 2 AW THREMZAER T2 (3.3

%ﬁlﬁ'\g\)o
2. BN OEEID a T & ARSI O Z N Z IOV THXE DNA &2 §t5H 7
60
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DNA D #rIc K A REMIT ZOREREMFIREDE ST
3. XMEHAEIOHETEIRAREZFHET D,
HEEIRAER (%) =100 x (a BREIOFH%F DNA & / H@EYHE O % DNA &)

(AACHIEIZ K D HEETR AR O R 1)

1. FEYERUEE (16 ng/ul) & RGERAELD E AT DOV T ACt 23R T 5.
ACt=Ct_a Bk — Ct_ImEd s 0

2. AACt ZEHET 5,
AACt = ACt_ %k — ACt fEHERUE}

3. MGHEEIOHTIRBAFEZHET D,
HEEIRAFE (%) =100 x 2724

ZOFETHHINHERARLE, EBOKRGCOEREL THEAE LIZBEBAREZ KT 5720,
F, BERATALRBNC X2 THMGE AT - 72, B AL KEER T2 Bk D H BT 50 % &
75 EOITIRA L TERLUZRE (1) & B ULEERE 2 VT, IBAT 500 - B o
WIT & DHETEIRARAD BN L OFLE H D D) Wk Lz,

b BIREICEE 8 Ml Z VY, a KEICHE—FE (BFH - A FUAMED) 2 HTER
L 72 R A LB OHEEIR AR A 2K 6 | T, MEMRIE TR L 72 HEEIR AR OEE)EIL 52.0
%. f/IMEIE 473 %, HKAEIE 56.5 % ThH o7, AACt ETHEM LIZHEEIRA RO 52.7
%. F/IMEIE 479 %, BAMEIL 573 % THho7,

TR EIFWIT, b BIRGICEE 1 &R (= bAa) 2RV, a BKEICALKE 8 30k 2 VW CTE
B AR AT IR OHEEIR AR A K 7 1R T, BERIE CTHEE LI HECREBARO I
50.0 %. F/IMEIT 45.1 %, RKRAEIE 52.6 % Th 7=, AACt HETEM L7-H#HEEIRAROLEIL
49.5 %, fH/IMEIL 44.5 %, HKMEIL 522 % ThH o7,

ZOXEHT, IBRET DM - REHZ X o THEERARICETOENR S H OO, Bt EEA
GHEHERFOIRAFETH D 50 %IIEVWVERF LT, Fo, MERIES AACHEDE L L%
RAWTHERRRMER GO, 2D &b, ARG L7c FiER, JREEKE O MR D&
WWZEE D BT, EREIMICKDBAREHET HT-OICHFHATHD Z LRB SNz, £450H
L 72 IR G S URH I E TRk & LTV D 2 & 3 ATRE &Il L7,

FERHR A EILREHT X 2 TG CRGRERDE O N0, WIC, HEHRA T RN R
T OHEEIRAREZMGE LTz, £ 2 (R LICBHEHRA G RE L AR MERE 2 W T U 7L Z A A
PCR 4T\, a RIKEOHEEIRARZFHE LIohER AR 8 1T, RO F %X 3, PCR £
D AR MRS AT D 2 K 4 (2R,

WFIOREHZ B W T S, HEERAR EGEHERIFD a R GIRGRITIFEVELZ R L, AHF5E
TR LT FERAGITH D Z R antz, £/-, BEERAGILREIOSLE L RKIC, RER
BE ANCLIED EH L ERWCTHREERMENS DIz, AACt IEIX, BREMIER D=9 D DNA Fi
PERINZPE T DRER RN, REOETMEDOBLEN O L HNTH D,

AMIECTIIEE 2RISR L Licns, ARG LIzamRZ2 o 2 & T, ftho RGN 2 x4
ELT a RIRGIRBAROHEE L AREE 72D L5 2 HbD, MLEMITM T HEIZEL > T DNA O
Wr AALRREE AN 22 28 10 A ARG L7 ARIE, a BURE & @Bl s o $EiE5 AT A3 R b C
TN & HEENTSbp LR EENZ LD, MOMBIZBWTHAITHDL EEZX LD,
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K6 aBMKEZ50 WESL-EREATLSAMOEERAR OREXEICEHE S RBEEMA)

a KT k4 b o HEEIRAE

RAHE FOEbRE. REARA AACt
50 % TN-1 LiBmosx 53.0 % 53.7 %
50 % TN-2 ¥R~ L 53.7 % 54.5%
50 % TN-3 Uauky 54.9 % 55.6 %
50 % TN-4 A=Y ] 47.7 % 48.2 %
50 % TN-5 BBI47 51.5 % 52.1 %
50 % TN-6 NEPN S 56.5 % 57.3 %
50 % TN-7 Y EIE T 51.5% 52.1%
50 % TN-8 LA 473 % 47.9 %

a) aflRTITIE, T4 - A2 U AIME 1 2,

& TaRKXEE50 WESL-EEREAZLSHOBERAER (@BXREITHKESHMEFER)

aBl kT HE4A a o HEEIRAE

RA = JFEFRE RERRA AACt ¥
50 % TN-8 HFE (A2 AINE) 1 50.5 %" 50.0 %"
50 % TN-9 KE (£ F 4T FHM) 51.7 % 51.3%
50 % TN-10 KE (FoNA ) 51.0 % 50.5 %
50 % TN-11 KE (2 H ) 51.8 % 51.3%
50 % TN-12 KE (VU AP 50.6 % 50.0 %
50 % TN-13 KE (3 ZI) 46.6 % 46.1 %
50 % TN-14 HFE (A2 VAN 2 52.6 % 52.2 %
50 % TN-15 HFE (T 7 ) 45.1% 44.5 %

a) bMKREITIX, =LA ZHWE, b) £6 D TN-8 LIIHI0BICHIE L=, fhH DNA BEKIZE—TH 5,

% 8 EEEATERHEORERAR

a B R4 HEEIRAE
RA EAE AACt 1%
0% TFO 0.0 % 0.0 %
5% TF5-1 3.8% 3.5%
5% TF5-2 5.9% 5.6 %
10 % TF10-1 8.2 % 7.8 %
10 % TF10-2 10.5 % 10.1 %
50 % TF50-1 42.5 % 41.8 %
50 % TF50-2 45.4 % 44.7 %
50 % TF50-3 50.0 % 49.2 %
50 % TF50-4 50.0 % 49.3 %
50 % TF50-5 48.7 % 48.0 %
100 % TF100 95.4 % 95.0 %
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DNA 53411 & 5 K= 00T & O [ 445 2 3th ) Bl ik D 4R &

= TF10-2
|| (EKEKXFZ10 %)

=

H@EeS
— afl&%n

%( 0.1 [ ]
;H'“% ‘ Threshold |ine
?[61 0.013
0.001 i
0.0001 ‘i - - \ - - ~ - - + v - - - > 3
’ ’ ’ ’ ’ ) :COYCIQ “ “ B B N - : N N
HAILE
| & - TF50-3 :
|| GeREXRES0 %) gﬁ@aa’u
= ~— a®iRAn
M 0.1 Y
e :
%R% Threshold line
{'ﬂ 0.01
0.0001 * 2 ‘ - o4 ‘; - s 2 2 éoy(:le ps ” m = = P )‘ ),5 ;]
Y4 ILE

3 YT ILAR A L PCR[Z &k BEiERAHR
X AR A G R TF10-2 (AEKRER T 10 %iRES
TR AR A G R TF50-3 (AEKERE. 50 %iRkE
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HIEE S
0
N

[ E:]

Derivative Reporter (-Rn)

08

BALIL/BREXI

04

85.0 700 750 80.0 85.0 000 950

Temperature (°C)

mE

4 PCR & DRAAZERER AT

4 FEOH

AFIETIX, KREOFFEMNEE TH I BRRINTEEHE LG E LT, ALKERTORANE
BEHET D7D, VTV H A L PCR % FW 72 8 R AFURHF PE B 2 Bt U 7o, GmTAl &
BADFENA 2 N AAFET HEF 6 LD - RKIZEI Y KEZ ail e b BT/ T 5 DNA
~—H—ZFA L, a IR RAZRES) & W ICIE T SRS A [RRHZHEET 2 2 & Ta i RE
DX EREIT oIz, ZO/MFE. AFREL 2 TR EE 2 FXE EEOEREREL E L THWT,
JEKFEIZZ ROND a REDRAFIGEZREHFIER N AACLIEOEL L THHEET S Z L1
P LT, IBAET DM - SEHZ Lo THEEIR ARICE TOZER D b OO0, i, HERALT
JEFEHERIFF O BB HIC X D IRARITITWVVERE S T,

PLEDOFER NS, KEDOFFEMMNEECTH L BERINTZEE 2RISR E LiZJLKERTORA
BIG OHEE 71L& ML LT,

AR TIIEE R L LIzn, SREGFH LERERL T T4 ~—2HAN5 2 LT, ok
OINTEZERGE L aIKREIRAEOHE L /REL D B IS,

&

AW E RS DI2HTZ 0 . RBORMBIZ TH AW ZE T LERERFEMA, MttosRIC
DRV L EFET,
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DNA 53411 & 5 K= 00T & O [ 445 2 3th ) Bl ik D 4R &

1)

2)

3)

4)

5)

6)

7)

8)

9

X #®

JEMOKEEY « REZO<LHFE (FM4FE12HR) , 2023-01-17, <https://www.maff.go.jp/j/

seisan/ryutu/daizu/attach/pdf/index-13.pdf>

FBHEET, 0, REFKE  DNADHHIZ L 500 OJFFEREBIEORE, EMHKENE

LR v 7 — & S BRI AT e, 38, 16-22 (2014)

B RENE, MEPRIA @ TR TS K DO U & O JFURHE EE R BITE OB S, MK E

Tz ot o & — R BERER A TS, 44, 1-7 (2020)

FHETT, —@EEHS : RFBLERNRHTIC K D/ T O UL INE O 5 P Hr ] Bik

DR, BWKEEE 2 v 2 — R ARSI R, 45, 24-32 (2021)

#@Wﬁ,&%%ZN,E#WA HJLTRL, FEZE—BR © A b a v F U NEERNLARIHT
2K DU T RIROFEHREHHIBNEDOBRSE, BMOKEEE LIt v ¥ — &0 ER%EH

HWFFEHRA, 42, 1-9 (2018)

AR, EARAEZE, MRHE-, EEIER, EEET, MBS  DIEEFEBIZESL S

A XAOEFE - SNEFEHRIRAIEOBR, AARELE T TR0, 68, 235-241 (2021)
BHIEE, EEET, BYLEHE, ARER, FRHEZ  DNADHTIC X A EEO MFENREE
INT=H A ZNNLEICEBT DIRAFIGHEEILE ORI, BHWKENEZEEINE ¥ —&Mh

BAMREFR AR s, 44, 35-41 (2020)

JIMEE TR, JEMIEAS, FmhiZR, mEEL, P o SN TEEFR o =D o &

REAEIZ KD GEHEREFE, s E U ERZENTEE o % —2010F AR F R (2010)

HEET LT REMEIZONT CERR274:3H 30 A (T THRFRFL39 5 HEF T IR K@

H) BRI [ZeVERAER A OBEHEZ BMOMRE 1L (REWIE20214F9A15H) |

10) Mano, J.; Nishitsuji, Y.; Kikuchi, Y.; Fukudome, S.; Hayashida, T.; Kawakami, H.; Kurimoto, Y_;

Noguchi, A.; Kondo, K.; Teshima, R.; Takabatake, R.; Kitta, K.: Quantification of DNA

fragmentation in processed foods using real-time PCR. Food Chemistry, 226, 149-155 (2017).
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YASO1—RFQTAL T UBEEEDELMEER

YASS 2a—RAhO 7O 7O UBERERIDR YRS

W% WL MR B2 ME MR ER Bz
YAMATA Seiko, KOBAYASHI Hiroko, KADOKURA Masashi, SHOJI Toshihiko

E-3 5

WAZY 2—2AROT a7 =V VEHOERST HIEZ B AREMKER (LT TJTAS) &), )
L LTHIEST 2720, ENZAMZERIEIENRZE -« B ERATR G e R L A 35 17
BT =V DG HTTER O AT A (FrFH 6508741 5) V) (BUF TRFFHTIE) &0
Vo ) HEMEL LT HIEO RS MR EZ T o7, WAZA ML — bV a—REx45 L L
T, H—RBRECORFEL O 11 REREIC L 2 =MERRBREIT o 72, HERBROMER, 7o 7
=V O EH R 8.5%10 mg/kg~2.4x102 mg/kg DOFH T, P TAAGEAER 22 RSD, K& OV
B XL (R 22 RSDR IZZAVZE AL 1.1 %~2.6 %% 11 9.9 %~12.6 %, HorRat(R)i% 1.2~1.8 £ 721 |
AOMHIEOERFHMETZE TH D Ll SNz, 2O OBEITERSRICESTEHLE
D3, BEHLIZB W TS -V OEEEERRTDHIENZ, ZOZEND, KEY7=V D
GHEICKT DILERMENS U (=2) 2HE LT, ZOME UL, Tev 7 =V HORES
AEpIZH L T0244p mg/L EHEE STz, ZOFHHIET, BRKERIZE > TIAS0024 & L
THIE STz,

1. [FLC®IC

DAZIE, EERFETIFHOENELZ LD (Bf24) 2, TOZEMITIERECETRRTH
% D, FERBHEEE O ESEER TH S, HEREOTFBEIIRE S Eb LT, EHEEIT
HWIMEMIZSH 5 2, VAT Y 2—A%, TE. B, BE5EO7 27 flsZ PO 237 o4,
AN 3 AEDOEMEHEIX 2,945 P L ERL 28 4ED 1,356 P LV BRI 22 ML TR Y D, A
B L@ ORMNRRIAEN D,

DA ZOERRSCINTRERCEENDE Ty T =V IR 7= ) —LO—FET I T F 2,
TENTXD2BERU EOBESEOKRITHDL, WATHK T o v 7 =2 FHITmBLEAS
bt b ONIEIEN 285 TS ORREMEN B 5 & Wb T D 90, Z ORI 5 HEE DML
I, VAZTHRT v o7 =V ARG &3 D RRENMER R B O 8 H XA RE S & OV L
Bt (B 7U A FERS) IZBWTC, Sf4F8 ABEI LY, A% bNNTHEIND,

ZOX IR By E LCELREE > TS WA ZTHEKR T e U7 =V U HIE, ElENE
DEWVERSHTITERRD LT, ZHE TR FEILED b T I R2h ol
F7-. WEkoE#REIE 7 v~ 2757 (LLF THPLC) W9, ) ZHWESHTHFETIE, ey
TEUVHEERBEAES LSO L CERET 720, BT RIS EAEL O 3 A NORE IR 2 3
THEVWIHELHoTe, A, EREORRLZ /a7 =V U EEIZIZ I DO —27 L LT

VIRSTATBOE NRMOKEHE a2 7 —M R 2 —

POMSIATEBOE NEMOKEETH B L i o 2 —AE (BURMOKEES)
SOMSIATEOE NEMOKEETH B L e ilifr e o 2 — A

HENZATZERASEIE NS « RAMPERDATIE AT 7 R ARIIERDMT R dn fREAR RERT ZE AR
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HPLC THiH, &I DE 2o HiE%E JAS 95 2 L2k - T, ilBRE oA 2K L CTH
SlOMEbER S &L b, wmttEICR L, EHED A ZORBREMMEZ R TS OIR D
Hig L7,

FI. PRICEITE, 2o, BILEAEHEZR D ATV 2 — R EXG L LTz JAS OflE % HEE
&L, FHFRF CHIE FTREZR AP oATiE 2 i & U CRIEEAERR U, 24 MEreRd i & 550 L 72
DTHET D,

2. REBRAZE

2.1 HERUHRR

Ty T =V UHOBERELE LT, T TR D 2 BEATHL S n T =Y B2 (ME
(HPLC) 297 %. & L7 A /L AFEHMiEE) 2 Mo, L(H)-7 A v e v, 7' b, BEgIE,
ZIEILIIS K 9502, JIS K 8034, JIS K 8355 \ZHIET 2 Rk & V72, 7KiX, JIS K 0557 I[ZHLE
THA LU LEOFEEETDHLOER W, £72, T =RV LKA HZ /) —/LiTHPLC %
=,

EEESy NEOERE T T A3, ISR3S505ICHETDHZ 7 AADLDOEHAWE, 2,
BHEHE D HI8IIZ PTFE A 75 7 ¢ v 2 — (FL£L 045 um, ADVANTEC) % fW/=, 7¢
B, BHNENNGUER O FURRR & O OFHEIZ 1T JISK 0970 IZHET D AIERBEEOE R kv
ARy &RV,

1;4\_\

2.2 FHhnEURERER
2.2.1 &#H

HIRDOVAZA ML — P a—2 (Fay 7=V HEaAER 100mg/L) ZHlEREE L, I’
Inal EER 2 FhE L 7=,

TuT 7=y B2 & UH)- T AANEUBERT B N OKERRIRAGIE (T b KR OEE
e 70 : 29.5 : 0.5 ((AFELL) TIRA LEE 1 L MS7Z 02 L(H)-T AL R 0.5 g R LT
t D, PUF ARSI V), ) THR L, 400 pg/mL (ZFRB L 7= b 02 IRINEKR E L
oo ZOWHERE 2.5 mL EHIERE 11 mL &2 K<EA L OZEMREE Uiz, s IREE
L LT, BEHESRIRAHEA 25 mL ERIERE 11 mL 2 L<KBEALELOEZHE L, W
BE RGBS B2 6 T 2Z AW T FORBREZITo 72,

2.2.2 #hH

2.2.1 OFIFEL L O HREE 2mL 228Xy FZ2HWTENRZEN 10mL BLET 7 A 3T
IEMVEY . T b TmL 2R 72, IRWT L(H)-7 A2V E VEREHEERRKIAER (K1 L %7
DIZHERE SOmL KON L(H)-T A2V E U Seg 2R LT-b D, ) HERETMATERL, Th
IR VB b O EHIHK E Le, U 1.5mL 24 L, 2 adhtm e LT
HPLC |Z X eIt L7z,

2.2.3 HPLCIC K BAIE
2.2.3.1 EEBROFH

Tav T =V B2 HAEERR ARG CHRAE L T 100 pg/mL OFEMERE 2 FHR L7-, FEYER
R S OITEEARARSIE CAIR L, 3RE (10, 30 XON50 ug/mL) Ok Efp A HERR 2 R 5
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L7z,

2.2.3.2 AIE

AREHRHMTT O 7 07 =P U EEORPEICIE, HPLC (LC-20AD, BEHLUERT) % Fv 7=, HPLC
@@i%#i§1@kk@o@k\ﬁ7Aiﬁﬁ%m&®ﬁﬁl¢m(/W~wm>@ﬁ£én
7= Inertsil® WP300 Diol (GL %A =2 &) ZfiH L7,

Z ORPNEGMTH D AVAEREFTE K ORI O 7 v~ 877 A& IRT, SERERO
Tuy T =Yy B2 OREICK LT — 7 miEE —kEYE L CRER A ERR L7, 1Fk L&
FRIT, TOEMMEEZ BRIZ L > CTHEGRT 25 & & b, FHREREDY 0995 LI ETH D = & 2l L
EHH PO T e v T =D UVHOBREREBICH W, 2oL &, BERHORGII, RO
LR, BB 7 v~ R 77 AICHBT 2 —2 D55, FERO 7 u~ M 7T LI
HELT 278y 7 =Y B2 B3RO E— 7 ORI & —E L7z v — 27 KOSk LBl —#
DE—r 2 B5bEELDE L, ZALO—HOE—VHEE BB OO THL a7
=V UHORE R FIR LTz,

= 1 HPLC BIE &4
BEMH A : 78 b= U V/EERRIE AR (98 : 2, IKFELL)

s BEMH B : A2 ) —)VIOK/BFRRIRGR (95 : 3 : 2, {ARELL)
BEME O 1.0 mL/min
B Inertsil® WP300 Diol
T A
(N£2 4.6 mm, £ 250 mm, K -£& 5 um)
717 IO E IR 35 C
JnEL I & 230 nm
HOER R 321 nm
EAE 5uL
I =7 —lE 4 °C
XY —FE 0.5 mL
B () BEIMH A B EhH B
(R H%) (R H%)
7T VT NERIE 0~1.5 93 7
1.5~10 2 98
10~20 93 7
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4500 800 L

4000 A 200 3 B
350 1 —~ 600
2 o 2
E g 500
2500
400
X' 2000 X
300
J} 1500 o’}
b 1000 R 2
N N 100
N 500 AN
0 _J 0

PRFFFEM (min) PrffRE#E] (min)
l1: 7y 7=V B2
2. ATHRUN(FIE I T H
3: 7 mv T =V

M1 RERERRZR A RUEHHALEY B) o/nT TS5 L4

2.2.4 ENRFEOEHEHE
X1 IZ L > THRIMEESUT RGN O RFEL -0 o7 o T =Y VO SR & p ZRHHE L.
e 6 TR B EZFE N Lz, 20%, R 212K > THIUGE R, ZFHE L7z,

xV
_%/ ........................ (1)
ZZ T, p o B IRt O 7 e o7 = VAR & (mg/l)
ps i REHEIH® T O T 0 T =D U OEE (ug/mL)
Vs ARBRAHBEMHERGE (mL) . ZORERTIE 2
Vo o ERE (mL) . ZOREBRTIE 10
R (%) :pf_pu 10O« * o « o o o o o o s o o o o 0 . (ﬁz)
Pa
T, pr s WMREIO 7 v o7 =V U HEE A BEVHE (mg/L)

pu: KREBIO T B T =V HEH ETYE (mg/L)
pa: WINEAR (mgLl) . Z OFRBR T 400x2.5/(11+2.5)

2.3 EMHERRER
2.3.1 &HH

DAZHEZT YT =V 8T 1 BY729 110 mg UL EEfGAICER L- & & NI O
KRR S D ESINTND O, ZOHLZEDHYE~YNERELZ Y 2 — A TERT 255 %
HE L, SROEMIEFRRBTHOLHEOEHEE 150 mg/L~250 mg/L 2 L 38 E Lo, IN4E
L7eHiRO VA ZA R L— P a—2D 55, BB A2 H U 72 85 K Ok B 1 A0
OG5 T O ILERRBR R G A~FUELE) 2%k X 5 Iciifl L7,

T T =V UHITBILIC LD OBENRH LT, Va— AEERFHK T THIIRE
BB 3mL T/ L, BE LT, A ilBR RO B E MO E X ITUPAC HRgilli—F
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YASC2—RBNTAL TV BERBEDR LR
TA X7\ b mp NCESEITV, WTNORES FEERTZ LIWETH L Z L2l LTz,
R FRER T FURHT 1 FRIC S & IR 2 R O 10 5B 2 m R O ERE TSN 11 BRI BT
L7z, A U7 bR 2 £ 2 (R T, Zods. ARIOEMMLEFERRTIX, =RHIREE D
FHC HorRat fE O 28R+ 25 2 & & L, SABEZEESRL LTRHLTWS,

x2 HERBRAFEN

o~ LB IEF1 D I T =V e e
flEH O£ (mg/kg)

A TR L 93

B For7e L 115

C Kby (B¥I10) 141

D FKrby (BXI10) 171

E Kby (B#3120) 226

*EVEMEERICB W THIE LI E A &

2.3.2 #hHH

SRR =E L, 2.2.2 S RFRICHEFRBRARE 2mL 2 10mL BE2E 7 7 A 221300 o 72,
ol E, RBARBOBRIEEA T LT, £D%., 222 LREERICEHHEY 28 L=, &
BHb Y IR B2 HPLC JlE It S 7=,

2.3.3 HPLCIZ & BAIE
2.3.3.1 REFORAH

FFFRBR T A 2B T 2.2.3.1 & RAEIC 100 pg/mL OFEHER G 2 HEL U, % o EEAE TSN
FRERE AT U 7o, BB ER X HPLC & 520t H AR HE UK 2 AR A RURIR G C S IR EE (10,
20, 40, 60 MO 80 pg/mL) (ARG L, FRUENTHK & O C 6 IRE OB EHRMAEERE HE L
77

2.3.3.2 #IE

HPLC ORERMHNIR 1 DO LBV, 7ok, IF VT —FEORTEIT, KRkBRECHA 79 5 HPLC
DAL~ T2, FT-, SOEREIL, HERBEOREDRELZITHZ L5, MHEZEER
HitgRE A BT 251X 40°CIZRRE L, Z DDA X, ZZFREOFI I X - THRiHEEL O=ER
LD 5CUUNIT 2 D K D &2 faE LT, HlBR= DA HPLC 2K 3 127, I T,
EEOZ G E LT, —#HORIEORA, & O TIRFIZ 40 ng/mL O F st A K 2 1 E
L, RO TRO 07 =2 B2 O B — 7 HfED, BIRRFOZ i & il L T£10 %LAN T
HbHZ EERDI,

AR IL, 2.2.3.2 LAMRICHRERZ ER. R L TREHNE T O 7 o7 =2 U FHOR
EEREH LU, ek, BEEEREOZMEIC HorRat [EA2FIH-T 5729, 232 Titdk L7-RBH
REIOBRBEEAZ AV, T T2V U HERREEESFR (ngkg) TROT,
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#3 HRFHERSMABREDAE HPLC
. PR e 2R
Ak = -
A= — ik IXx Y& A% R oo A 1
1 S R T LC-20AT 0.5 mL RF-20Axs H
2 SRR T LC-20AD 0.5 mL RF-20Axs H
3 SR T LC-20AD 0.5 mL RF-20Axs H
4 SRR LC-20AD 0.5 mL RF-20Axs H
5 ST LC-20AT 0.5 mL RF-20Axs A
6 ST LC-20AD 0.5 mL RF-20A i
7 SRR T LC-20AD 0.5 mL RF-20Axs H
8 Waters €2695 - 2475 FLR Detecter s
9 Waters €2695 - 2475 FLR Detecter s
10 e LA FT LC-20AD 0.5mL RF-20A o
11 ST LC-40D 0.5mL RF-20Axs H
3. BERUSBE

3.1 FEhEUREER
KGR ORIt O 7 e o 7 =V VHEE R &2 R 4 10T, DHMTHEXHERERZ RSD, 11,
FNEI 13 %, 2.6 %, IR RLIT 88 % & 72V . AOAC DA A KT A v VTR I NI #EPH
N&ERoT-,

3.2 EMH*REFER

3.2.1

REBT— 2 DOEFA

=4 AMEUGGRERFER (mg/L)
o FREUEE Rk
1 83.4 152.5
2 84.5 147.1
3 82.7 149.7
4 81.1 152.2
5 83.1 142.6
6 82.6 146.0
A 82.9 148.3
RSD{(%) 1.3 2.6
Run(%) 88

SN 11 REBRED 5 HER]RE 7135, WEOZ ASLME EF OBEMER O ©— 7 O 287310
BB TIEFIEECTED - HIE 2 mL (2
W 72 72 OB RURR SRR D Bav, — OB INEERE CRE B ORI FIEOE T2 L=, =
DOFNEEFEOEBEZPERT D720, BfREENE/NTH - 72 4 RREy DT — X R0 5 B

%LAN) oA ToD, T BRI LT, 72,

L7,
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— 1273
T 1188
1104
Z 1019
” 935
85.0
76.6
68.1
59.7

(Bo1/Bun)gs

303.4
273.3
2432
213.1
183.0

@YBw)BE ¢ N ¢ TN

—
()}
W
S

HE A HE B
é — 2215
o 204.1 e
> 186.8
¢ 7 1694
| = 152.1
T 1347 Py
¢ ﬁ . A v 1174 .
8 é @ H 1000 ® S e .
.4 5 827 ¢ 4 o)
g 65.3
7@ 48.0
2 3[4l 5 6 /AN 8 9 10 11 0P 2>B® 45 6 /N8 9 10 11
N =Y Ve
S C =¥ D
- 252.8
2 5 230.2 -
L . 72076 Py
® o = Y 1850 é s
% A 6 | v . ¢ e 9 é P
1624
) F e
@ 1398
) 1172
2Q 4 5 6 /M8 9 1011 01 2 3 45 6 /N8 9 1011
= BRE
A E
'Y
N é AT A LW T2 DFRET D & 4k
e %3 ¢ . B BUBHR AV T 0 RAT 2> 5 KRS
e O =7 7 UWETHNE

Ol o N7 57 e TOHVE
2 3 4 5 6 /N8 9 10 11
R
A X Oftdh H % Y ORIBRIL. £ 5 ORI HIEERZE Sk 2 H
X2 HREREBRT—4%70v b+ (GEBETR - 2 REHER)

BB OFHBMEORET — XX, BIMCLY 6 REBR=E L7220 | fRITIC KB BR= (8
RERE) 2SR, TOMMERIIZET -2 L THIZ L L LT,

BB Z2FR< 4 REtOT — X225 T, IUPAC R~ v Far 0CHESN TV A4
EREEIT> T2, REFAICB W T I RBRENR L 7NV T T 7 XRE THUE L 72> 7=, 3k C I

BWTI

RBREN a7 T URETIMUE L o7, 2RO DAMUVEZ RV Y OF — 2200

THERHLBL AT > 7o, ERRBHAREH I CARREORE T —F 270y P LIE LD &K 2 1R
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R

LFFRBRT — X 0 OROIFERIEEZ K 5 ITRT, BB 2R\ 7 oy 7 =Y HEaF RO
AT 8.5%10 mg/kg~2.4x10> mg/kg, PHATAHHREHERZE RSD, 13 1.1 %~2.6 %, =S [HIFFHLAH T
(R 7 RSDr(F 9.9 %~12.6 % Toh o7z, E7-. Horwitz 2 975 Tl S 5 =] FFBLE HE R
7% Predicted-RSDg [+ 7.0 %~8.2 %, HorRat(R)i¥, 1.2~18 Th -7, EMFIEEL, 2 —7 v
7 A A RF A (CAC/GL72-2009) ¥T/R S FLIZIEH Z2diPHAN (0.5<HorRat(R)=2.0) TH D =
L DR LW LT,

x5 HRHRER (BEILYSHE)

Stk A ’?ﬁ?ﬁfﬁ%;ﬁ ? LA s Se RSD; RSDr  Horwitz-Predicted HorRat
(O aiR=s) (mg/kg) (%) (%) RSDgr(%)° value
A 9 (1) 85.0 22 8.5 2.6 9.9 8.2 1.2
(44 10 (0) 89.1 2.1 15.1 2.3 17.0 8.1 2.1)
(B 6 (0) 100.0 1.5 17.3 1.5 17.3 8.0 2.2)
C 9 (1) 164.3 2.7 20.6 1.6 12.6 7.4 1.7
(c? 10 (0) 163.7 5.0 19.8 3.1 12.1 7.4 1.6)
D 10 (0) 185.0 2.0 22.6 1.1 12.2 7.3 1.7
E 10 (0) 243.2 3.3 30.1 1.3 124 7.0 1.8
Se: PHMTIEMEMR 2, Sk: M FBUSMEMRZE, RSDr: UM THI XM (R 2, RSDg: =8 [H FFBUH HE e
{72

a AMUEREZ T D RTORBREL D GO E 2R 25, 7o, 3B B I3ENTIC L 225K
Bt (8 BA=) DHER TR o7 B T —& & LT,

b Horwitz-Predicted RSDg (%) = 2 x ((EIJME / 100)0-1505

¢ RSDg/ Predicted RSDr

d ANERBRE ARV THEHLEL AT e b 0BT — % & LT,

.22 FHEEITOEH
3.22.1 HBRASHOENMAEKIZLIER

Va—APOTa LT =V UHEERRIL, BREST-D OEEE (mg/l) TRENDHEENRELL,
BRAEOFEMED O R AR OB EZ (AEH CHET 22 RN TH D, 2D &b,
BB ZBR< 4 BTN YO T a L T =D UEER R p &, 2.3.2 TEE L 723 AR
DOFHRAERE QmL) ZHV, O THE L TEDOTF —Z )b B HAERERZE SR 2 bt L7 (F
6) , 2T, REBHABEIORBUCRIER 2 FV D855 1T 2R S Sry' &2 3 12X
RO,

WTHILOFREHZB N TS, SrlE SR'D 13 Kiii Th o7z (£ 6) » 2D &b, RBRHRE
DOEREGEE UTERIERZ WD 2 L IC L D ARHEN S BE~DOTFHIL S %L FTH Y +1/h S
< I FEEFEHWD Z LICHBEIZ AW E B 2 T2, T O, ARIELIREICE L 7= =W RS E
DEHBICKT DUEBEOHGE R O N S OBEHIZIE, Y72V 0T m e 7 =V VU HEA =
p KOV DER P BEER 2 Se' &2 FIH L7,
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6 HRHRER KEILYEFE)

- AohakliREg e FEE RSD,' RSDg'

Ak . S Sr' Srw)'
(k) (mg/L) (%) (%)

A 9 (1) 88.9 2.6 8.9 2.9 10.0 2.81

(4b 10 (0) 93.1 25 15.7 2.7 16.9 4.28)

C 9 (1) 171.4 2.9 213 1.7 12.4 5.30

(cb 10 (0) 170.8 5.4 20.4 3.2 12.0 5.09)

D 10 (0) 193.9 2.1 23.6 1.1 12.2 6.70

E 10 (0) 2533 34 31.5 1.3 12.4 9.18

St DHMTIEMERZZ, Sk': EMIFBUEMERAZ, RSDY : OMTHAXHEERZZ, RSDr': SR FFBUH A 14E
M. Srw)': PBRFRURFORBUS AR 2 -V 258 ISHIN D IR E AR D S

a AMERE 23 2 A OFBREL DA ERBRE 2 R T2 5K,

b SMURBRE Z R R W TR Z T e G 02 ET — 2 & L TH#,

3.22.2 EFBBRFREOESHAEICHT HEREICONT

JIS Z 840222 X T e v T =V UV HE R & p LT OEMFBIEMERZE SR'I2OWT, [BlF

IHTIC L - TREBARZ kD7, ZDfER., X4 ORKRA (P=0.00004) 23557,
SR':0~122 S (it4)

ZORE MWz & X | RSDR'OHEEME X M I [FFRER O EHPHICIB W T 122% T—E L 2 D,
JERAHENES U (U=kxu, OEREk=2, u: EHERHENS, 22T SREHAVE) TES
HEp Il L T0244p mg/L L7025, 728, k=2 DILRRHENES UIEH 95 %DEFEOKAEE ¢
D EHEE S D KO0 OWEZ R,

ARl HLFEFER ClL, RSDRIZBRE ELZE 122 %L 720 W HEOZYENHER TE =2 &
O, B F—DNEMKERICIAS FIEORNAEIT T ZATHD, 2B, EILOMRFTIX,
oy hNERAR DR —FEEO S T L EEH L THPLC HIE L7-5HE T, BIEEICENEL 5845
ERBRLTWS, MEMEOEIL, BEAEOEWTn YT =V U a4 LB TREL R HH
AR ONT, HESOHMTNATEEZRDIVAZ Y 2—AFZE, BEAEOEW T YT =
T UL IR E B X v, ZOBRPETEL LR o TCRTREMEN B 2 b vz, 44, JAS
DoHTEE UCEAEEZ D A ZY 2 —AUSNANEET HBRICE, 20X 5 2RAEEOZEE &
VIR S DR MO EET LB b,

4. FEH

[Ta o7 = VDG TIER OHT v AT A (FFEFES 6508741 75) V) #EEE L=V A D
Pa—ADTu LT =V D ERSIITEICONWT, ERIEFRRBR AT o7, FORE. S o
VT =V UHE A B 8.5¢10 mg/kg~2.4x102 mg/kg D#iPH T, RSDr IE 9.9 %~12.6 % TH Y |
HorRat(R)i 1.2~1.8 TH o7, F7o, K470 OREEHE p (I T DILESHENS U (=2)
%, 0.244p mg/L & HEE S iz,

AEET 5 I EHPH TlX HorRat(R) X 2.0 LA R & 725 2 E N TR S, Y% ik o 1LY
Th D &MWLz,
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AR THEIT MK EEE (2 JAS flE O HDMTHOIL, ARSI HES ORIk EZE T, o
44F 3 JIZ JAS 0024 & L CHIE S L7z,

HEE

AW Fhii s 2272 v (ERILFERBRIZSIMAN - 2V BB EBALIEHR OB 2L L E T,

1)
2)
3)

4)
5)

6)

7)

8)
9)

10)

11)
12)

Xk

EEIRE, ARRE A  7Tu s 7 =P VOGN HIER OGS AT L, KiiFH56508741 7%
JEMOKIES, Fhtz o < DHIES (HM4E8H )

JEMOKIER, TEWRCETIRA  AF34EED A ZORE R mFE, IR K O AR (BR44ES
1)

WHa, HoHE

FERRE - VTR 7= ) — VOREFERENE & £ DTG, AARMBE LSRRG,

63(1), 57-61 (2016)
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Horwitz, W.: Protocol for the design, conduct and interpretation of method performance studies. Pure
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Eurachem: Quantifying uncertainty in analytical measurement (Eurachem Guides), 3rd ed (2012)
HARPEZERR, WEGIER OMIEMROEM S (HEROREE) — 528 « FREETIED
BHTRS BE e OV EURE FE 23R D 2 72 0 D AR 71 (JIS Z 8402-2 @ 1999)
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