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ADEKA
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ELISA
ELISA
2)
2)-1
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2)-2

1 g/50-mL
0.6% SDS 0.1 M
0.1 M Tris-HCI (pH 8.6)
20 mL/ 1
10,000x g 30 min

0.8 pm
2)-3
1 g/50-mL 0.6% SDS,
0.1M 0.5 M NaCl
0.1 M Tris-HCl (pH 7.5)
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D-1
CRM-7520-a 3
0.201 mg/kg 0.202 mg/kg 0.202
mg/Kkg -1 0.340

mg/kg 0.348 mg/kg 0.349 mg/kg

0.205+ 0.061
mg/kg 0.144 mg/kg 0.266 mg/kg
-1 0.45+ 0.11 mg/kg
0.34 mg/kg 0.56 mg/kg

0.983
-1 0.768

RSD

1.7%
-1

-2

10

2 Table 1

0.146 mg/kg

0.0024 mg/kg
1.7
0.0046 mg/kg

The International Harmonized Protocol

for the Proficiency Testing of
Analytical Chemistry Laboratories®
Recommendation 7 8
121 15
0.142 mg/kg

0.145 mg/kg

3 0.144mg/kg 0.139
mg/kg 0.148 mg/kg 0.144 mg/kg

0.146
mg/Kkg

1)-3

28

24

27

1)-4

algorithm A®
0.126 mg/kg
0.026 mg/kg
0.028 mg/kg

0.127 mg/kg
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IUPAC/CITAC r’ 0.995
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2)-1-2
27
1
2
7
6.2
2 Horwitz
RSD
z- 16% 6.2
1/2
5.5 5.1
22
2)
87.7%
2)-1
2)-1-1 77.8 77.5
0-10
ng/mL 7 2.0-40 ng/mL 5

r’ 0.995 5
D
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27 5 10 15

0.121 mg/kg
-1 0.012 mg/kg 5
0.149 mg/kg
-1 0.013 mg/kg 10
0.144 mg/kg
-1 0.013 mg/kg 15
0.129 mg/kg
-1 0.012 mg/kg

15

15
1)-2

0.147 mg/kg 0.147 mg/kg 3
0.152 mg/kg 0.156 mg/kg
1)-3

27 3
0.16 mg/kg

0.2 mg/kg

15
64.5% 0.129
mg/Kkg
60.5%

0.121 mg/kg 15

5167.0¢ 50
10

1 0.147 mg/kg 0.147 mg/kg 3
0.152 mg/kg 0.156 mg/kg
3 2

10 2

+ 0.00491 mg/kg 95%
0.136 mg/kg 0.156 mg/kg

95% t

0.146 mg/kg

2)

2)-1
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2.4 mg/kg
2.6 mg/kg 2.6 mg/kg 2.7
mg/Kkg 2.8 mg/kg 2.7 mg/kg
6
2
2)-2
24
24
0.152mg/kg 3
0.136 mg/kg 6
2.512 mg/kg

0.141mg/kg 3

2.451 mg/kg 0.163
mg/Kkg

1UPAC The
International Harmonized Protocol for

the Proficiency Testing of Analytical

Chemistry Laboratorie  Recommendation
7 8
24 6 3
6
6
3 mg/kg
6
82.7%
2.482 mg/kg 24 9.6%
0.144 mg/kg 2
mg/Kkg 6
7.6%
0.152 mg/kg 24
14
3
6
3
E.
1.
1) Yarita T., Otake T., Aoyagi Y.,
Takasaka N., Suzuki T., Watanabe
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T:Comparison of assigned values from
participants’ results, spiked
concentrations of test samples, and
isotope dilution mass spectrometric
results in proficiency testing for
pesticide residue analysis, Journal of

AOAC iInt., In press

2.

- 26 -



29

( testing
laboratory) ( )
8
ISO/IEC Guide 25 ISO/IEC
Guide 25 SO 9001
ISO/IEC17025 1999 ( 11 )
ISO/IEC 17025 2005 2017

- 27 -




SUNATEC

() QE
()
( 233
)
11
18 3
10 25 11
18
6
16 ( )
8
17 26 6
10 11 16
18
1
28
«( )

- 28 -



17

26

28

29

- 29 -

(
testing laboratory

35



ISO/IEC Guide
25(General  requirement  for  the
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ISO 9001 SO
Guide 25

ISO/IEC 17025(General
requirements for the competence of
testing and calibraiotn laboratories)
1999 ( 11 )

ISO/IEC 17025
2005 2017

A.

ISO/IEC ~ 17025-2005;  General
reguirements for the competence of testing

- 30 -



and calibration laboratories (JIS Q

17025:2005;
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assessment of the competence of testing
laboratories involved in the import and

export control of foods CAC/GL 70;
Guidelines for settling disputes over
analytical (test) results CAC/IGL 72;

Guideliens of analytical terminology
CAC/GL 83;Principles for the use of
samping and testing in international food
trade )

C.D.
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ISO/IEC 17025

Codex
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ISO/IEC 17025

CAC/GL 27
the general criteria for testing laboratories
laid down in ISO/IEC 17025

Compliance with
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ISO/IEC 17025
CAC/GL 27
Codex
(CCMAYS) ISO/IEC 17025
ISO/IEC 17025
CCMAS
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ISO/IEC 17025

ISO/IEC 17025

ISO/IEC

17025
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ISO/IEC 17025

CACGL 83

( 2
Principle 2: Components of a product
assessment procedure
Sampling and testing of food in trade to
whether the food  meets
specifications involves three components,

assess

and all three of these should be considered
when an assessment procedure is selected:
- Selection of samples from a lot or
consignment as per the sampling plan;

- Examination or analysis of these samples
to produce test results (sample preparation
and test method(s));

and

- Criteria upon which to base a decision
using the results.
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100

29

100 500 500 1,000 1,000 3,000 3,000
42 16 8 1
19 11 4
15 10 4
100 100 500 500 1,000 1,000 3,000 3,000
43 28 5 2
19 10 7
15 14
1 3 5 9 10 19 20
42 1 25 3
19 1 13
15 4 9
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6 9 10 19 20
43 1 16 18 5
19 2 6 7 4
15 1 5 8 1
29

4
41 11 6 7 8 3
19 1 3 4 8 1
15 1 3 1 6

50

4
42 7 4 3 16 8
19 15 2
15 1 2 3 7

)
@

4
42 4 10 9 14 1
19 3 4 9
15 3 5 5

4
43 1 9 11 20
19 3 3 11
15 2 3 7 3
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43 22 21
19 6 9 4
15 2 6 7
7
21 5 16
13 5 8
13 5 8
1 2 3
5 2 1 2
5 4 1
5 2 2
29
42 4 24 9
19 2 10 5
15 2 5 6
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43 2 26 7 8
19 11 5 2
15 2 6 5 1
43 15 5 14
19 4 1 4 3
15 5 1 5
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L.A.

43 43
19 19
15 9
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12

10

10
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43 18 25
19 1 18
15 5 10
6
0




18

1
5
4 4 1 2
1
1 1 1
PCB TBTO
2 2 1 1
1
pH
1 1 1
1
18 2 10
1 1
5 3




16 13

17 1 16 1
1 1
4 1 3 1
A
1 A B A 0.01g/kg B 0.02g/kg B
<0.029/kg B
0.01g/kg
2
1
17 29
43 16 27
19 8 11
15 1 1 13




18

42 30 11 1
19 13 6
15 9 6
37 15
19
43 7 35 1
19 19
15 1 13 1
37 31 6 5
18 16 9 9
12 9 2 1
2 2 1
2
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20

43 1 3 39
19 1 18
15 1 14
3 2 1 1
1
1 1
21 1SO/IEC17025
43 2 41
19 3 16
15 15
22 21
/
EU
1S0
EU
23
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23

1
36 2
2. 8 3
ISO/IEC17025 37
3. 9
ISO/IEC17025
4.
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10.

11.

12.

13.

ISO/IEC 17025

- 103 -

ISO/IEC 17025



14.

15.

16.

17.

18.

19.

20.

21.

22.

23.
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24. HPLC GC

25.
26
27.
28.
| SO/IEC17025
29. H15 3 EU
5 ISO/IEC17025
22 4
1SO
1SO
ISO/IEC17025 EU

ISO/IEC17025
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ISO/IEC17025
ISO/IEC17025
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29

( )
4 (
) 2
16
2
16
HorRat (R)
(Sr) 2 4

0.5 HorRat (R) 2
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(n- )
( PCB 300)
( ) ( )
(
) 2
(RM-10-3)
Retsch (Zn-1
1.0 mm)
2L
(G
G2 )
OMNI-

International

26 28
( GC-FPD) Agilent 7890A
( GC/MS) GCMS-
QP2010
GC-FPD DB-
B 210 ( 0.25 mm 30 m 0.25
1 {1m)
27 2.5 mL/min
( ) 60° C 2 10°C
Dr.Ehrenstorfer 200°C 10
250°C
250°C
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GC/MS DB-5MS 0.12 ng/g
( 0.25 mm 30 m 0.25 pm)

0. 050 pg/g
1.7 mL/min 0.24 pg/g)
50°C 1 25°C B ( 3.0 pg/mL
125°C 10°C 7.2 pg/mL
300°C 10 6.0 ug/ml. )
250°C 10 mL
230°C 70 eV 5
B A
3 B
( (
) 0. 050 ug/g
0.12 pg/g
1 A ( A) 0.10 pg/g) A B
B ( B)
1
690 mL
A ( 7.2 ng/nl
3.0 pg/mL
14.4 pg/mL ) 4
10 mL 1)
5 A B
( )
A ( )
600 g 5
24
( )(
) (GC-
FPD)
5 (GC/NS) 10
(oL
) 10
A (
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Journal
of AOAC International, Vol. 76, No. 4,
926-940 (1993) ( )

F )
(Microsoft Excel 2010) ( A B n=1)

(%)

2)

10.0 g (1 n=2)
20 mL 2

100 mL 1 50 mL 2 )
40°C

100 mL 16
100 mL ( )

(1 4) 100 nL 29 10 3

/ a 4 ( )
2 (-15°C  -30°C)

15 5
40°C /

30 mL 29 11 17
30 mL

30 mL 6

10 mL Horwitz
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10

(

(
)
( 1/10
)
€ )
(
)
(RSDr %)
2 ( + 2%
)
()
(RSDr %)
(%)
(RSDr %)
22 12 24 1224 2
)
(RSDr %)

117 9 4 1)

(Huber’ s H15

The International Harmonized Protocol
for the Proficiency Testing of
Analytical Chemistry Laboratories
recommendation *

x 50%

Horwitz  (Huber’ s H15

Horwitz

Horwitz

Horwitz Thompson (
Horwitz )

PRSDr (%)

Guidelines on Analytical
Terminology (Codex CAC/GL 72-2009
CAC/GL 72-2009)

(RSDz %)

(PRSDr %) HorRat
R
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(RSDr %)

(PRSDr % (%)
HorRat (r) 90.5% 105%
80% 120%
Cochran Grubbs
( )
2 3
(t
C D )
6 kg
2 2)
( A B) 160 g
( A 425 um
36 B:33 )
( -29°C -27°C)
« )
2.
2
3 90% 338 um 354 pm
GC-FPD 10% 93 pm 109 um
GC/MS ( 2
1) 3.
16
A B 4-1 11-3
F 1
F (3.020) P- 0.05 5 1 10
1710
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( 3-1 3-

4-1 11-1 16 4)
B
1 2
%) + x 50%
(RSDr %)
( 31
3-4) A
2
16 3 1
(RSDr %)  20% 3
1
2 2 3
B
2
(RSDr %) 3 1
2
A 3 1
2 3 1
3
2 3
3
Horwitz
B Horwitz
2 3

(PRSDz %)
A
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1
3
B 2
CAC/GL 72-2009
HorRat (R)
(5%) A B 4
0.5 HorRat (R) 2
HorRat
(r) (S
A B 4
HorRat (r) 1.3
Cochran ( 2.5%)
Grubbs ( 1.25%)
A B 2
A B 1
12 A B
(
)
« )
4 UCL
120%) LCL
70%)

1 3
120%
t
)
(5 7N
Avg 16
(
QUEChERS 4
7 -
(
2
(RSDr %)
8-2
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70% 120% E

65.9% 126%

69.7% 121% 63.0%
130% 62.7% 120%
(RSDr %)
15%
10% 3
15%
8-2 4
2
1 B
70%
120%
8-1 8-2
(RSDr %)
70% 120%
(RSDr %) 10%
15%
HorRat (R)
(RSDr %) (S?) A B
0.5 HorRat (R) 2
13-1 13-3
( )
14-1 14-3
15-1
15-2 16-1 16- F
4
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2
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2
C )
C )
C )
C )
ELISA
ELISA
43
8 ng/g
3 2
Z_
z- 3
Xbar
R
1 2
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19

36

10

PCR

20

286

26

29

26

22 9

26
ELISA

ELISA

10

13
B
1
® (
ELISA
2
1))
22
)
2)
0.6% SDS
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ELISA

ELISA
ELISA
4. ELISA
No.1
( )
1 g/50-mL
0.1 M



0.1 M Tris-HCI (pH 8.6) 20 mL/
1
10,000x g 30min
0. 8 pm
3)
1 g/50-mL 0.6% SDS,
0.1 M 0.5 M NaCl
0.1 M Tris-HCl (pH 7.5)
NaCl 0.6%SDS, 0.1 M
0.1 M
Tris-HCI (pH 7.5) NaCl
20 mL/ 1
10,000x g 30 min
0.8 pm
NaCl
4)
2-D Quant Kit
(GE )
3
D
8ug/g
5
2 kg 10 g
-20

2)

€))

1 g/50-mL
400 pg/mL
25 uL(10ng)

-20
@

8ug/g
MK-K58 National

10g
-20

3

10%

1 g/50-mL
400 pg/mL
NaCl 25 pL(10ug)
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-20

4 ELISA
10 n=1
ELISA
26 3 26
ELISA
D
® FASTKIT Ver. 111 ( )
( )
[ ) FASPEK I ( 0 100% 1
)( )( 2.5 5 3
) 0
° ELISA* Il ( 0
)( )( 4
n=1 ELISA
2)
® FASTKIT Ver. 111 (
)( « ) )
[ ) FASPEK 1 ( 3 ELISA
)( )(
« ) EL 8081V
° ELISA" 11 ( DeltaSoft JV Ver.1.80 (Bio-Tek
)( « ) ) Instruments, Inc.)
3) 6
® FASTKIT Ver. 111 ( 43
)( C ) ) 29 9 4
® FASPEK 11 (
)( « )
)
() ELISA® 11 (
)( « ) )
5 3 (
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1 2 ELISA

29 10

JMP  SAS Institute Japan
Xbar-R
Xbar

( + 50%)

50% 150%

proposal 2

Huber

1

43
42
1
( )
SOP
C D
1 3
8ug/g 1
6.6 6.9 pg/g 2 5.9 6.5ug/g
1
2 1 1
1
1 3 80%
0.023 0.033 2
74.3 81.3% 0.026
0.043
1
2 3
2
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(43

5 3
1 2
115%
1.5
3
2
3
43
1
1
(42 )

1
7.352+ 0.510 ng/g
6.800+ 0.483ng/g 2

6.753+ 0.514 pg/g
5.970+ 0.450 pg/g
1 2
1
1
5
1)

2.5 )

90%

43

43

Xbar

2)
@
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43
3
4 z-
5 Xbar-R 6
+
7.352+ 0.510 pg/g
Z_
3 1
z- 2
R
1
43
3
4 z-
5 Xbar-R 6
+
6.753+ 0.514 pg/g
Z_
2 2
3
R
2
42



42

42

Xbar

3

4)

7 zZ- 10
8 Xbar-R 9 11
+ 1 2
6.800+ 0.483 pg/g
z- 1
3 2 12
z- 2 5)
R
1 13
42 14
4
7 z-
8 Xbar-R 9

I+
[

5.970+ 0.450 pg/g

Z_

2 2 3 15
3 1
R 5 6
1
16 17
9
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25
25
18
20 28
6)
@
1
19
0.821
0.886
1
2
@
1
0.315 2 0.417
1
2 3
1 2
6

24
40
logistic PL 3
RZ  0.99
30
7
28 9
6
15
1000
3
20
8
D
6
2
3
ELISA
10 12 pg/g
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19

SPL

10

1/3

172 1/4

10

21
13



15 neg/g 23  NaCl

4.7mg/mL 4 NaCl

2 3 5.6mg/mL 7

NaCl
3
ELISA ELISA
22 11 24 NaCl
9 10 pg/g 4
10 12 pg/g 2
2
4 9 9.5ug/g
8 9ug/g
10 pe/g
12 18 pg/g
11.9 pg/g 18.1 pg/g
2)
NaCl 3
26 3 26 13 16 ug/g
4 11 14 pg/g
11.5 14 pg/g
13 16 ng/g NaCl
NaCl 3
NaCl NaCl NaCl
2
NaCl NaCl
NaCl 3
NaCl
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ELISA

43

Xbar

NaCl
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n=10 n=10
[ ]
[ ]
(7]
n=2 n=2
1 2
1
1 2
% %
ug/g ug/g
6.9 86.8 0.033 6.5 81.3 0.026
6.9 86.7 0.033 6.1 75.6 0.043
6.6 82.9 0.023 5.9 74.3 0.028
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(ng/g)

* (%)

8.0
6.0
4.0
2.0
0.0

100.0

50.0

0.0

8.0
6.0
4.0
2.0
0.0

100.0

50.0

0.0

b) 1 c) 2.5 d)5
8.0 =4 n=4
] 6.0 -
- 40 -
] 2.0 -
] 00 -
- 1000 - 100.0
- 50.0 - 50.0
- 00 - 0.0
[ |
2
[ |
* 0 100% @
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1 2
43 42 1 43 42 1
" (ng/g) 7.352 6.800 (7.47) 6.753 5.970 (6.58)
" (ng/g) 0.510 0.483 — 0.514 0.450 —
* 0.0694 0.0710 — 0.0762 0.0753 —

**
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n=42

n=43

n=1

6.5

1
N

8.5

(6/6)

=F: VAVAN

TUFS
A—=H—

TURI\L

5.5

n=42

n=43

n=1

LX) ol.o o‘oo’.a

(6/61)

ta

5.5

EUFS [=F:VAVIN

A—=hH—

AVEIAVA
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1 2
43 43

7.352 6.753

0.260 0.264

0.510 0.514

0.06941 0.07616

Q1 7.020 6.305
7.215 6.755

Q3 7.735 7.235
8.109 7.515

6.680 5.990

1.429 1.525

0.715 0.930

0.279 0.257

0.911 0.841
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° L
L 2
1.641 0:96 O
-0.93 N
1.284-0.9 I
-0.84 Q%'
0671-0.75 B
=]
: ~0.6
! e 0.0-
s -0.45
' 0.3
-0.674
~0.18
-1.28-70'12
~0.08
-1.644-0.05
-0.02
L]
I I I
6.5 7.5 8.5 9
4

- 166 -

b)

~-0.96

~0.93
1.284-0.9

~}0.84
0.674-0.75

ERSIRTOY

0.6
~0.45

-0.67-
~0.18
-0.12
~0.08
-1.644-0.05

-1.284

~0.02

5.5

6.5

( 43)



-4 4
zZ- <-2 zZ- 2<z- zZ- zZ- <-2 zZ- 2<z- zZ-
_ — 1 3.072 1 -2.329 1 2.231

( 43)
5 zZ-

1 29, 20, 41, 21, 18, 42, 8, 43, 37, 7, 15, 23, 17, 27, 30, 35, 36, 33, 2, 34, 3, 11, 32, 40, 12, 9, 31, 22, 38, 19, 24, 26, 28, 4, 10, 5, 25, 16,

1, 13, 6, 14, 39 2 42,41, 29, 18, 33, 20, 15, 8, 17, 11, 35, 21, 2, 43, 19, 23, 3, 32, 9, 30, 37, 40, 28, 31, 38, 7, 27, 34, 24, 4, 5, 22, 12, 10, 16, 6, 25, 13,

36, 26, 1, 39, 14
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a) 1 b) 2
12.0

11.0
110 ucL 10.0 ucL
< 10.0 =
E . 3 90
vod 8.0 s
8.0 .oo"’°.. cso0000®
7.07 PPPYYY XTI 1L 2ol ad snsssec® =7.22 7.0 secsssecesssee 000 ® =6.76
6.0 6.01 p**
5.0 5.0
4.0 LeL 4.0 o
2.0 3.0
1.5
15
g (] § [ ] R
e g2 10
1.0 UCL=0.911 UCL=0.841
1 1 . 7 0.5 o
0.5 R i ) o | o . . ) . **
< " Avg=0.279 T RAVAN A - Avg=0.257
0.0t e ey LN 40000 0o ° LA B LCL=0.000
( 43)
6 Xbar-R
( ) 1 29, 20, 41, 21, 18, 42, 8, 43, 37, 7, 15, 23, 17, 27, 30, 35, 36, 33, 2, 34, 3, 11, 32, 40, 12, 9, 31, 22, 38, 19, 24, 26, 28, 4, 10, 5, 25, 16,
1, 13, 6, 14, 39; 2 42,41, 29, 18, 33, 20, 15, 8, 17, 11, 35, 21, 2, 43, 19, 23, 3, 32, 9, 30, 37, 40, 28, 31, 38, 7, 27, 34, 24, 4, 5, 22, 12, 10, 16, 6, 25, 13,
36, 26, 1, 39, 14
Xbar UCL LCL + 50% R UCL LCL R JIS
D4 =3.267
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1 2
42 42

6.800 5.970

0.233 0.202

0.483 0.450

0.07096 0.07534

Q1 6.451 5.691
6.833 5.970

Q3 7.150 6.250
7.515 6.637

6.084 5.303

1.430 1.333

0.699 0.559

0.255 0.213

0.834 0.696

- 169 -




-0.67+

-1.28+

-1.64-

® 1.644

1.28+-0.9

0.674-0.75

~0.96
~0.93

-0.84

ERSIRTOv b

0.6
-0.45

~0.18

-0.12
-0.08
~0.05

~0.02
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b)

1.64-

~0.96
~0.93

1.284-0.9

~0.84

0.674-0.75

-0.674

-1.28+

-1.64-

0.6

T0.45

0.3

~0.18

~0.12
~0.08
~0.05

~0.02

42)

ERSMIRTOY



P
-4 4
z- <-2 z- 2<z- z- 7- <-2 7- 2<7- 7-
— — 1 4.021 1 -2.301 1 3.135
— — 2 3.814
( 42)
8 zZ-
1 2,8,42,33,27,1, 41, 3, 43, 5, 32, 36, 30, 9, 11, 20, 23, 18, 25, 7, 15, 31, 40, 12, 35, 13, 19, 21, 24, 29, 39, 17, 22, 6, 38, 4, 14, 28,
16, 26, 37, 10 2 1,8,42, 2,5, 27, 3, 21, 43, 36, 18, 11, 41, 30, 23, 19, 33, 32, 20, 9, 17, 24, 7, 35, 15, 25, 6, 38, 40, 13, 22, 12, 31, 29, 39, 16, 4, 28, 14,
37, 26, 10
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a) 1 b) 2
11.0 10.0
. 10.0 UCL _ 9.0 ucCL
g 9.0 e E 8.0 .
8.0 v, 7.0 o
7.0 srveve ____eeeeccesee’ -683 6.0= ..........._,-‘-...000000000 =597
6.0 josesee™"" 5.0 e%e"
5.0 4.0
4.0 3.0 LCL
LCL
3.0 2.0-
1.2
- 1o . R 0.8
2 35 s UCL=0.696
2 o3 UCL=0.834 2 o6
0.6 i d R .
. [ [ 0.4 b L4 ° o Y
04, . . J . P . !
0.2 =4 ... o®® = .. [ ] .0 [ ] [ ] AV9=0255 0.2 .. o ° L = ! [} 7 . Avg=0213
0.0 s _* UL S S LCL=0.000 0.0 *od Ny LCL=0.000
-0.2
( 42)
9 Xbar-R
12,8,42,33,27,1, 41, 3, 43, 5, 32, 36, 30, 9, 11, 20, 23, 18, 25, 7, 15, 31, 40, 12, 35, 13, 19, 21, 24, 29, 39, 17, 22, 6, 38, 4, 14, 28,
16, 26, 37, 10 21,8,42,2,5, 27, 3, 21, 43, 36, 18, 11, 41, 30, 23, 19, 33, 32, 20, 9, 17, 24, 7, 35, 15, 25, 6, 38, 40, 13, 22, 12, 31, 29, 39, 16, 4, 28, 14,
37, 26, 10
Xbar UCL LCL + 50% R UCL LCL R JIS

D4 =3.267
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a)

[]
o0

L

8

(]
L g '}:o avo.ﬁg

10

6,6

?::fs

s ':’;_:S#E}:

10

6/6r

b)

32

31

L
° S
o o
° !O
3 2
m [o0) [{e) o
6/6r
oo e
[ ]
™ &
L
)
7 -
ﬂ <
.
e ®
°
. Q
. N
!ot g
* o <3
[ 9
[ <—g
" =
m [o0] [{e) o

11

10

17070AS

12
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3.0
25

(**q0—*qO)

(ng/mL)

43

13

3.0

N 0
N -

(*ao—"+ao)

(ng/mL)

42

14
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©
—

<
—

N o o 9o %
- =< O O O

N o
(@] (@]

(*a0-q0)

=@=34 --0--FDSC1 ---FDSC2 - -FDSC3

17070AS [

15

17030AS

2018.5]
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160CSFOA038 2017.10.13 1
17JASFOA041 2018.1.9 1
17FESFOA042 2018.2.2 1
17APSFOAQ44 2018.4.17 2
17MYSFOAO045 2018.5.8 4
17MYSFOAO046 2018.5.29 7
17JUSFOA047 2018.6.8 17
17JUSFOA048 2018.6.15 8
17JLSFOA049 2018.7.3 2

a) 160CSFOA038, 17JASFOA041, 17FESFOAQ042 bh) 17APSFOAQ44

25 25
’;é 2.0 2.0
o
L 15 15
a
S 10 1.0
0.5 0.5 -
0.0 0.0
—o— 41 (038) —@— 2 (041)
e 25 (042) == ===
¢) 17MYSFOA045 d) 17MYSFOA046
2.5 25
2.0 2.0

15

1.0

0.5

0.0

15 +

1.0

0.5

0.0

——10 —8—13 23

—e 20 mm—--

(ng/mL)

16-1
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(OD4s50—ODrer)

e) 17JUSFOA047 f) 17JUSFOA048

25 25
2.0 2.0
15 15
1.0 1.0
0.5 1 0.5
0.0 0.0
—1 —— —-—14 —a—15
8 9 18 19
—— 26 i 30 @ 33
20 21 s V43 e 24
34 ;S
27 32 e 37 — 30

g) 17JLSFOA049
2.5

2.0
15 f
1.0

0.5

0.0 T T T T T

(ng/mL)

16-2
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(O D450—O Dref)

FKEE1729 2017.9 3
FKEE1730 2017.10 20
FKEE1731 2017.11 18
FKEE1732 2018.1 1

a) FKEE1729

3.0

25
2.0

15

1.0

0.5

0.0
0

—t— 13 —— 25 b 29

10 20 30

c) FKEE1731

40

3.0
25

2.0

15
1.0

0.5 +

40

50

19

26

17

36

e 3]
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14
20
27

b) FKEE1730

3.0
2.5
2.0
1.5
1.0
0.5
s
0.0 4’:; T ’
0 10 20 30 40 50
1 2 4 5
6 7 10 11
12 18 e 22 e 24
28 31 32 e 35
e 39 40 41 43

d) FKEE1732

3.0
2.5

2.0

15 -
1.0 =

05 -
0.0 /

0 10 20 30 40 50

(ng/mL)



(O D450_O Dref)

(O D4SO‘O Dref)

a)

2.5

b)

25

(ng/mL)

18

(ng/mL)
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—0— 20-21°C
—— 20-22°C
—&— 20-24°C
—0—21-23°C
—{—22-22.5°C
--@--25-28°C
--l--26-27°C
--k--25-28°C
==0--26.5-27.1°C
===--26-28°C

—0— 20-22°C
—&— 21-22°C
—&— 21-22°C
—0—20-24°C
—{—21-23°C
—/—22-22.5°C
--@--25-28°C
--l--26-27°C
--k--25-28°C
==0--26-28°C
=-0--27.6-26.9°C



6.5 7 7.5 8 8.5 9
1 (ng/g)

7.5

2 (ug/9)

1 (no/9)

19
95%
a) 1 7.38% 0.52 png/g
b) 1 6.85+ 0.59 ng/g

1 (ug/9) = 2 (ug/9)
2 6.76+ 0.51 pg/g R =0.821 (p < 0.0001)
2 5.97+ 0.50 pg/g R =0.886 (p < 0.0001)
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(ng/9)

(ng/9)

20
95%
a) 7.39+ 0.52 ug/g
b) 6.76+ 0.52 ng/g

7.5

8 8.5 9
(ng/9)

(ng/9)

181 -

(ng/q) = (ng/q)
6.85+ 0.59 ug/g R =0.315 (p = 0.042)
5.97+ 0.50 ug/g R = 0.417 (p = 0.006)



29

1 2 3
43 1 0
<14 14 - 16 > 16
(h) 2 22 19
<90 90 - 110 > 110
(rpm) 2 39 2
29 14
43 0
43 0
6 2 34
19 24
4PL 5PL
40 3 0
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8 29
a)
2 3 ;
: ! 2-7 7-14
30 c 8 1
<10 10 - 30 > 30
25 5 :
25 > -
27 8 .
<0.99 > 0.99
GON 5 -
* 5PL 0
b)
2 . p
: 2-7 7-14
19 14 5 .
<10 10 - 30 > 30
25 16 1
25 - -
25 o -
<0.99 > 0.99™
GON 3 2
* 5PL -
c)
2 . ;
; 2-7 7-14
<10 10 - 30 > 30
1 - N
& 22 25
1 - N
<0.99 > 0.99
(R - :
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9 28 6
1 2 3 4 5 6
4 6 7 5 5 15
10 28
ELISA 36 34 33 27 21 21
]
33 31 31 25 20 —
36 34 33 27 21 —
4 3 3 2 1 —
— — — — — 20
— — — — — 21
1482 1831 1010 499 359 551
5 4 7 2 0 3
8 8 64 2 0 10
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21

14.0
12.0

o 10.0 -
8.0 -
6.0 -
4.0 A
2.0 A
0.0 -

22

( n=2

ELISA
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n=4

ELISA



mg/mL

23

20.0

15.0

na/g

10.0
5.0

0.0

b)

20.0

15.0

ug/g

10.0

5.0

0.0

24

7.0
6.0
5.0
4.0
3.0
2.0
1.0
0.0

@ NacCl
@ NacCl

(NaCl (NaCl (NaCl (NaCl

(NaCl (NaCl (NaCl (NaCl

ELISA
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n=2



11

ELISA

(w/ NaCl) pg/g)

(w/0 NaCl) pg/g)

18.1+ 1.3 | 9.5+ 0.0 9.1+ 0.2 15.9+ 0.5 | 14.4+ 0.4 | 13.4+ 0.0
14.0+ 1.6 | 9.4+ 0.1 7.8+ 0.1 13.3+ 0.9 | 14.2+ 0.2 | 11.1+ 0.5
11.9+ 0.4 | 9.3+ 0.1 8.9+ 0.1 11.5+ 0.3 | 14.2+ 0.1 | 13.4+ 0.1
15.9+ 0.2 | 9.0+ 0.1 8.7+ 0.2 15,5+ 0.1 | 13.6+ 0.1 | 13.1+ 0.2
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LC

SUNATEC
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29

3
1 kg 2.5 mg/L
4L 10 ng/g
0.5 ng/g

2 kg/h
MC-50 20,000 rpm 12,000 rpm 180

220 100 110

20,000 rpm
180 100
TOF-SIMS
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1.38

1.42 Ultrapur-100

2
PR803
RE-T2
NP-6
AAG800
@
Cd
Pb
Cd 228.8 nm
20 Pb 283.3 nm
BGC-D;
2.0 nm
2)
283.3 nm
BGC-D;
B 2.0 nm
1
( )
3
1000 mg/L
1000 0.05 0.4 pg/mL
mg/L 0.5 4
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- 192 -

ug/mL 5 40 ng/mL
4 2kg/h
1) 10 pg/g
0.5 pg/g MC-50
20000 rpm 12000 rpm
180 220 100
0.1 mol/L 110 2
0.1 mol/L
MT3200
0.1 mol/L
2) 0.5 ug/g
PFA
500 W 5 6
700 W 20
0.01 mol/L
0.01 mol/L TOF-SIMS
10 pg/g
5 1.0 %
( )
20 %
1 kg 2.5 mg/L ( )
2.5 mg/L 4L
10 pg/g
0.5
ug/g CoD
5
20
10 pg/g 5L
L-8i 1 8i



2
3
20,000 rpm 180
59 pym
12,000 rpm
180
220
2 Lot.1
20,000 rpm 180
100
3
0.5 ng/g
3
10 pg/g
Lot.1 56.82
pum  Lot.2 56.41 pm Lot.3 54.43
pm 50 pm
100 um
3

ug/g
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n=5

10 pg/g
0.5 pg

50 pm

1%

/g 2

TOF-SIMS

10 pg/g

0 30

50 pm

0.5



TOF-SISM
m/z=55
5
Overlay

m/z=55
E

1.

2.
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AREH L
ESIEEREE 10 ug/e ERTERIREE : 10 pg/g
(ng/g) (ng/g)
Lot No. HISEBE Fi§ SD RSD (%) LotNo. AIEERE F¥ SD  RSD (%)
10.1 10.2
10.1 10.0
1 10.1 101 00537 05 10.4 102  0.179 18
10.1 10.3
9.98 10.0
9.77 9.71
9.47 9.99
2 9.69 958  0.139 15 9.89 990 0.116 12
9.47 9.90
9.51 10.0
9.85 10.2
100 9.98
3 100 986  0.176 1.8 9.69 100  0.181 18
9.57 9.98
9.88 9.96
ARED L
{ENIRERIERE :0.5 ng/s EIBERBE 0.5 ug/e
(ng/g) (ng/g)
Lot No. BIERE Fi SD  RSD (%) Lot No. BIFEIRE Ty SD  RSD (%)
0.527 0.806
0.505 0.771
1 0532 0513 00160 3.1 0782 0770  0.0255 33
0.504 0.745
0.495 0.747
0.514 0.701
0.519 0.729
2 0525 0521 000563 1.1 0635 0691  0.0369 5.3
0.528 0.714
0.518 0.676
0.509 0.858
0.505 0.862
3 0487 0506 00114 23 0885 0857 0.0256 30
0.511 0.815
0.517 0.864
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MBEATT4RY

R T

KINREI#KEXEtH405 KY51H
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Lot No. 1 2 3
MC-50 — -
(rpm) 20,000 12,000 -
(kg/h) 2 - -
() 180 — 220
() 100 — 110
(kPa) 1 - -
20 % 1 kg /4L

10 ppm 0.5 ppm
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LUZ 2250X250 4 %4 ¢ L4 Lo 2250250
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@ hFEDL

7\
\In

100x100 um? 50x50 pm>

4 TOF-SIMS
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100x100 pm? 50x50 um?

5 TOF-SISM
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29

IUPAC/CITAC “ Selection and use of proficiency testing schemes
for a limited number of participants —chemical analytical laboratories”

- 201 -




validate

verify
SOP
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5kg

code-158-03273 1,000 pg

27 3 3 859
MS4S
10
2
IUPAC/CITAC 2
3
LC-MS/MS  Waters Xevo
TQ(R-006-03)
0DS
803.5-255.0
29 90
2.5M
76
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0DS 0.768

LC-MS/MS
1
-1
1
C.
CRM-7520-a 3
0.201 mg/kg 0.202 mg/kg
0.202 mg/kg -1

0.340 mg/kg 0.348 mg/kg 0.349 mg/kg

0.205+
0.061 mg/kg 0.144 mg/kg 0.266 mg/kg
-1 0.45+ 0.11

RSD

1.7%

10
2 Table 1
0.146 mg/kg

0.0024 mg/kg

1.7

0.0046 mg/kg

International Harmonized

Protocol for the Proficiency Testing of
Analytical Chemistry Laboratories®

Recommendation 7 8
Recommendation 7

Sqn Horwitz Thompson

2) -
mg/kg 0.34mg/kg 0.56 mg/kg Horwitz
O'px 0.5
0.146 mg/kg
0.983 _1 Horwitz op 0.0312
mg/kg San 0.0024 mg/kg
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Recommendation 8
10 2
Sszam Oail =
03 X O-P

2 2 2
Séam <188 X a0, +1.01 X 54,

0.000021 0.00017

121 15
0.142 mg/kg 0.145

mg/kg

3
0.144 mg/kg 0.139

mg/kg 0.148 mg/kg 0.144 mg/kg

0.146 mg/kg

28

24

27

Fig.1

Z_
IUPAC/CITAC
use of proficiency testing schemes for

“ Selection and

a limited number of participants

—chemical analytical laboratories” ®

IUPAC/CITAC

(N<30)

2 N<20
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in-house

3

in-house

Ofrp

2 ML (Maximum Limit) 1/2

3 Horwitz

zZ- -2< z-

<2

Ci — Cass

Ofrp

C; Cass

Offp

Ugss
uZss < 0.10f,
¢ -1<¢
<2
E' — Ci — Cass
L V u(c;)? + uggs
u(C;)
Ugss
En -1<En<1
_ Ci — Cgss
En = / 2 2
U(Ci) + Uass
()
Uass
-Z
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0.031 mg/kg

Z_
z- Table 2
z- -2.37 0.45 -3
3 z-
algorithm A9 3 - 1
0.126 mg/kg 0.127 27 2 o< 7
mg/kg 0.026 mg/kg <
0.028 mg/kg
D.
CRM-7520-a 5
0.201 mg/kg 0.202 mg/kg Horwitz
0.202 mg/kg 0.205+ 0.061
mg/kg IUPAC/CITAC
%8 (N<30)
3 N<20
0.144 mg/kg
27
12 Fig.2 Horwitz
Z_
_ Q)
Horwitz 0.031 . (B)
mg/kg 2 _1.94
1.17 -2< z-
<2
z- =0 A
0.144 mg/kg Horwitz
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()

0.02 mg/kg
1 -90
Fig.1
1
5 2
3
Z_
4
5 5 LC-MS/MS
Z_
12 5
27 3 0.05 3
MU/g z- -1.81 -0.77 -0.19
0.16 mg/kg
TOF/MS
1
E
1.
2.
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B
HPLC
LC/MS
Waters Sep-Pak Plus C18 360mg
13.0 mg 100 mL
100 pg/mL
10 pg/mL 0.05- 5
pg/mL
pH7
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1.36 g 0.2M 29.5 mL

200 mL
3.79 4.0
g 19.0 g
1000 mL
7.09
pH7 50 mL
Nexera X2 SCIEX  SCIEX

TQ-6500
ACQUITY UPLC BEH C18 2.1x 100
mm 1.7 um(Waters
A 0.1% B

0.1%

1 pL

40

(MRM)

(ESIY)



m/z 487 - 125

@)
5.00 ¢
70 mL
3,000 10
3 mL 50
15
0.6 mL
30
3,000 10
b
5 mL
pH7 5 mL
a
pH7 5 mL 5 mL
2:8 5nmL
2:8
10 mL
0.2 mL

mL 50 15
1- 100 ng/mL

PL
HPLC HPLC
LC/MS
N,N-
Waters Sep-Pak Plus C18 360mg
10 mg N,N-
100 mL (
100 pg/mL)
11.6 mg
N,N-
100 mL (
100 pg/mL)
1:3
10 pg/mL
PL
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1:3
10 ng/mL
0.4 pg/mL
0.5 mL
1:3 10 mL
0.125 - 125 ng/mL
0.5 ng/mL
Nexera X2 SCIEX  SCIEX
TQ-6500

ACQUITY UPLC BEH C18 2.1x 100
mm 1.7 um(Waters

A 0.1% B
0.1 %
2 pL
40
(MRM)
(ESI+)
n/z

360 - 316
332288

m/z 368 - 324

m/z 340 - 296m/z

3,000

50 mL
mL

-d8

5.00 ¢

0.25 mL

20 mL

20 mL

20 mL
3,000

1 mL
0.5 mL
3,000

5

59

pg/mL 0.5 mL 1 ug/g

5

m/z

-d8

10

0.25

10
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50 Table 4

10 pg/mL
10 pg/mL 0.5mL 1 pug/g
2 5
C.
Table 5
6.2
0-10 ng/mL 7 2.0-40 ng/mL 5
Horwitz
2 RSD 16%
0.995 6.2 1/2
5.5
5.1
0.125- 5.0 ng/mL 6 22
2.5-125 ng/mL
r2 87.7%
0.995
77.8 77.5
E
1.

Table 3
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Table 1

FhXERE mg/ke

1 2

1709-05 0.149 0.141
1709-14 0.143 0.142
1709-19 0.142 0.144
1709-20 0.146 0.138
1709-21 0.137 0.138
1709-24 0.148 0.153
1709-28 0.148 0.150
1709-31 0.149 0.149
1709-37 0.155 0.153
1709-44 0.150 0.146
8

7

6

5

4

3

2

1

J -

;,09% %,Q‘Qq Q@’Q‘\/ NQN\I \’Q}Q %Q_\j: ,,J,Q\P( D‘Q)\f; (00\'(0
Q¥ o o o> S oY oY oY

Fig.1
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Table 2

No z-
mg/kg
1 0.140 -0.19
2 0.154 0.26
3 0.092 -1.73
4 0.150 0.13
5 0.160 0.45
6 0.130 -0.52
7 0.130 -0.52
8 0.093 -1.70
9 0.090 -1.81
10 0.130 -0.52
11 0.140 -0.19
12 0.127 -0.61
13 0.131 -0.48
14 0.151 0.16
15 0.072 -2.37
16 0.150 0.13
17 0.122 -0.77
18 0.101 -1.45
19 0.100 -1.48
20 0.130 -0.52
21 0.090 -1.81
22 0.140 -0.19
23 0.155 0.29
25 0.150 0.13
26 0.090 -1.81
27 0.130 -0.52
28 0.160 0.45
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2
N1
5o Iy _ . W 5
. HHHHHHUUUUUUUUU
N1

-2

-3

159 2126 3 8 19181712 6 7 102027 13 1 1122 4 16 25 14 2 23 5 28
ARTES

3 B

2
7 1]
%o I ﬁﬂﬂﬂﬂﬂﬂﬂﬂﬂ
. T

-2

-3

15 9 2126 3 8 19181712 6 7 102027 13 1 1122 4 16 2514 2 23 5 28
ARES
Fig. 2 Horwitz z (A)
z (B)
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Table 3

He/g
1 2 3 4 5
1 0.7755 0.8745 0.9838 0.9140 0.8989
2 0.7218 0.7490 1.0780 0.8733 0.9061
Table 4
Hg/g
1 2 3 4 5
1 0.03846 0.03676 0.04006 0.03903 0.04211
2 0.03671 0.03574  0.03901 0.04083 0.04039
1 0.03786 0.03569 0.04213 0.03938 0.03743
2 0.04006 0.03915 0.04042 0.03870 0.03655
Table5
vg/sg vg/s % vg/s % vg/g %
1 0.877 87.7 0.054 6.2 011 13
0.05 0.0389 778 0.0011 2.7 0.0021 55
0.05 0.0387 775 0.0014 3.7 0.0020 5.1

- 217 -



29
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validation

verification

27
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15

code No.

158-03273
1059.7¢g
KILIA
1mL
200 ¢
3
85¢g
MS4S
2
UHR-W70
121 5 10 15
5 10 15
2
LC-MS/MS  Waters Xevo
TQ(R-006-03)
0DS
803.5-255.0
29 90
2.5M
121 5 10 76
0DS
LC-MS/MS
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40
15

code No. 158-03273
121 5 10 15

5167.0g KILIA

5mL 1

1000 Clg
1 1

3 85¢g 0.121 mg/kg
MS4S -1 0.012 mg/kg
5 0.149 mg/kg
-1 0.013 mg/kg
UHR-W70 10 0.144 mg/kg
121 15 -1 0.013mg/kg 15
50 0.129 mg/kg
-1 0.012 mg/kg

50 15
10
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2 1
0.147 mg/kg 0.147 mg/kg 3
0.152 mg/kg 0.156 mg/kg

D.
27 3
0.16
mg/kg
0.2 mg/kg
15 64 .5%
0.129 mg/kg
60.5% 0.121 mg/kg
15

5167.0 g 50
10

1 0.147 mg/kg
0.147 mg/kg 3 0.152 mg/kg
0.156 mg/kg 3 2

10 2
0.146 mg/kg+ 0.00491 mg/kg
95% 0.136 mg/kg
0.156 mg/kg 95%
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6
kg 2.5 5.0 2
ng 1, 2
3 200g
100 kg
2
300 mg
lkg 1 3mg
100 kg 200 mg
1 2 HPLC
5.00 g
20 mL 20
mL 10 g
3,000
5
2 n
24
1 6 2 20 mL
3,000 5
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50 mL
ImL

0.5 mL
3,000 5

LC-MS/MS
0.01 ppm

0.5 mL

24
1 6
2
20
3 10
1 2
KILIA 3
10
2
2 4
10 2 80
C.

2.4
mg/kg 2.6 mg/kg 2.6 mg/kg
2.7 mg/kg 2.8 mg/kg 2.7
mg/kg 3

6
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4
24
24
0.152 mg/kg 3
0.136 mg/kg
2.451 mg/kg
0.163 mg/kg

2.512 mg/kg
0.141 mg/kg 3

1UPAC The
International Harmonized Protocol for
the Proficiency Testing of Analytical

Chemistry Laboratorie Recommendation

7 8 Recommendation 7
s an
Horwitz o P
0.5
6

Recommendation 8
10 2
Sszam Oail =
03 X O-P

sZ,m < 1.88 x 62, +1.01 x 52,

24 6
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2015 3

3 mg/kg
6 82.7%
2.482 mg/kg 24
9.6% 0.144 mg/kg
2 mg/kg
6
7.6% 0.152 mg/kg 24
14 3
6
3
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Omin 5min 10min 15min
n=1 0.121 0.155 0.142 0.130
n=2 0.142 0.145 0.128
DTX1 n=1 0.012 0.014 0.011 0.012
DTX1 n=2 0.012 0.015 0.011
mg/kg
DTX-1: -
121
2
mg/kg
1 2
1709-05 0.149 0.141
1709-14 0.143 0.142
1709-19 0.142 0.144
1709-20 0.146 0.138
1709-21 0.137 0.138
1709-24 0.148 0.153
1709-28 0.148 0.150
1709-31 0.149 0.149
1709-37 0.155 0.153
1709-44 0.150 0.146
1 1709-10 0.145 0.149
1709-36 0.149 0.145
3 1709-46 0.146 0.157
1709-49 0.156 0.156

- 227 -



mg/kg mg/Kkg

1 2 1 2
24 2.6 ND ND
2.6 2.7 ND ND
2.8 2.7 ND ND
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