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For applying Laser Induced Breakdown Spectroscopy (LIBS) to the analysis of nuclear
fuel materials, it is very important to identify the emission spectrum and its intensity on
impurities intermingled within complex emission spectra of matrix elements such as
uranium (U) and plutonium (Pu). Then, the spectra of natural uranium are measured using

LIBS, 165 atomic spectra and 381 single ion spectra were identified.

Keywords: Laser Induced Breakdown Spectroscopy, Natural Uranium, Nuclear Fuel,

Echelle Spectrometer
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1. #5

L—W—T7 L —7 X 34561 (LIBS: Laser Induced Breakdown Spectroscopy) i, 7%
WAL —F— W o BHI RN L CRAT H T 7 XA nb0R e T2 82k, kx
WRLT D ILEMRE DT T2 HIETHY . ZNETIZEENOIGHE T, HZOMENR S
NTEL V3, TERETHLEZEZ OILHREZDORMBOIRE, &5 VITWE O 7 &% J
ETHEOICAENTHD Z ENRBD BN, ZOISHENEFRICHEA TS 91D, T2, 75
YART AV 7 EOREAMNEIZ I VIR, IR E T O R D 43 BT 7 B~ D OBFE R
RREICAT DAL TN D 12719, Ff & TR O @ IREN Y A 7 L THEHR S TV D IRER Y
TRU KO Rl o Hric LIBS 23 H 325 7= O ORFZE A 2005 45 1 0 Blgh L7z 19718, KR
Zu TRU BREHE, ERBHMAY 7 (U7 =0 APWT, 37Y=72. (Np). 7AU ¥
A (Am) ¥=2VY A (Cm) LWoor T rom#k (TRU) 28 % aH, 7% /A4 K%T
ENRRMHE LTEENDILDORBESN TS, ZNHDEICHEIT, JF TGN H il i 5
7R =7 AADRHI(CW) 72 E OV IERIZ T, D THMERR B AT N ARG & Ff
DIz, ZOHIZRIE LI ARM DTN AT MV & BRI T 5 2 & IR #2748
End, 2O, BaIIRIIC, FEEREE LT, 7T 2 & RIBRICHIRINE R A X7 h L
WiEZFOT FY =0 A(GDIZ, T2 (Cu) 2 A E LR L 7zeER e
LIBS #7352 Lok, BHERFENART NIVITIRTE LT RHid O FIE 2 R L.
oo mER LB TRICOWTE 21T 272 19, I, A eE LThArvy 2ERINL
Wity 7 BT LIBS Z @ LA Efr, M FIREZFE T 2%, Rl & LTz i
L7 R =0 L& g OB ] & RIERO R 2157 2020, 2 E TIoEsd L7z & 912, LIBS
DRI AFI D AT Fv e ZOIFITHFIET D FEM O R F— LV RFERE Th
LR OART b L& DI RBELZHWTZEOREL DT 52 L ThD, T0D, 7
HHZER FTRE T H DR D AT ML O BEMEL AR Y MVBRESRD A7 hVEH O &
i, BHMOART MICHEET =RV — LUV W LNCT D202, AT ML O[H
ENMETHD, —F, V7 FOHEMREBEFREMELZ RO F AT FLTIE, ZEALE
DRI TAT MAPNRIET D120, R LTEEND T X2 /A RRT7F /A4 K%
TEHREOEHR AT bADOZ X, BMOARY ML EFHT 5D, o T, Rl A~
RV &R D AL RV BRI KB D 72 O X WIS ATBE 2R 227 L DI 7R 59,
ZOMDETDART MM EDLIZBNDENE NS AT MLVOHEBLREZ 0T 5
VERD D,

AREE T, JEHIRCTART MO NTE S Echelle A A —T 0 703 e85 H T
LIBS (2£ Y 250~1050nm DJAVVEEIRIZCHDTE>T YT DAXRZ MZHIEL, b %
AR MIVHEARY MAT—HFRELTE LD,

2. FEER KOV E RS R
FERAEE O A Fig 1 12~ 7, FBRIT 2kPa O Ar H A Tili7z L72BHTE 2 0 BRI
REHERE L CTiTo 70, B L7Z3EHI. RART 7 OB kiR UsOs K 1g %4 200MPa
DENTT LV AFREGZ IV R ESHK Imm, BEREK 10mm OF ¢ A ZRICIEMRA L, &ilie
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— X — % TR 1300°C T 8 BFfH.

KEFFAR I TIRBERS L=, BEA L Nd YAG laser
Wavelength=532nm,Pulse width=4.5ns
7’—: l/*“'j‘*‘ﬁlﬁ;{)ﬁ !j Q 2 /r % 3’_ NdYAG Repetition rate=10Hz o

L —#— (Brilliant B) T, B—A%#
8mm, & 532nm, i L#% 10Hz,
7V ANE 4.5ns THDH, L—H—Nik
BT REHR R —b AT v 2 —
* = — 7 & H W T 5m ]

beam diameter
d=8mm

controller Echelle spectrometer

focusing lens
f=200mm

ICCD array
camera

laser
induced
breakdown

/pulse(109W/emd|ZFffi L7z, — oL l ] b | pesma
— =& M S EEEE 200mm O P L — colectng miror oo
L RCREEEICE Enb 10 A0

LR LTz, BRELETL—I XD Fig 1 Experimental setup.

VN L — = AR T &L A T ) b M R EEEE 100 mm, A ZAES 50 mm> 90 JE AR 1)
RIGEh B E SR 2 2 B G DE 2R THEIE L. NA=0.22, 227 0.4mm DN L —
ROFHFT7 7 A "—%i@ L T ICCD U A 71} Echelle BL & A A — 2 75 k4 (LTB
ARYELLE) (23 & 250~1050nm (&l & KikiL 250~750nm) OFEFHAD A7 kL
OWTHR RN 2T o7, b—F — W5 S E TOBLANEERRD & BRI, =
NENBus, 100usiZHELE, EBF AT A —XEDFEMZ Table 1 12/R7, 2B, ZhbHD
FEBR S 13T~ A iEH LIBS THEH T 2E L IZIERETH D,

Table 1 Experimental condition and apparatus

Laser Q-switched Nd-YAG laser (Brilliant B / Qauntel)
Wavelength 532 nm
Pulse width 4.5 ns
Repetition rate 10 Hz
Energy 5 md/pulse
Beam diameter 8 mm

Focal length of focusing lens 200 mm

Spectrometer Echelle Spectrograph (ARYELLE / LTB)
Resolution of wavelength 218000 (@3pixels)
Range of wavelength 250~750nm (@1shot)
Delay 5us
Gate duration 10us
Number of integrate 10

Optical fiber 200-1050nm transmission/ 400 1 m core/ 2m length

Collecting mirror 50mm aperture / 100mm focus length

Atmosphere Ar (2kPa)

Calibrated Light Sources L7810-02 (250-800nm) / HAMAMATSU
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Fig 2 Emission spectra of natural Uranium

Fig 2 |12 & 486.32471nm DO A7 RV THAEL L2 HIE AT MO 2R 2w, 5
DI L DAY kLA 250~500nm (T OEREMICFEL TWDH I ERNbb, —J7,
FEM D 700~900nm I IZHALTWD A7 MG ANy 77 —HATHDH Ar D AT |
NTHY, BRI Ar OFH AT MVITHER IR o7,

3. fiEtT

1. T AT A ORJERIE

Fex NEH LT b Echelle B4y 425 & ICCD M8 2> B S D406 AT DTHIE K
Fa A L3 25E 2/8000 nm D HLEHIE W3 iERE T 250~750nm LA b IREFFHIZ D72 DR D
AR NV EEIRFICERE R N TE D, ZOZEMhDL, L= =T L —7 X730k
W RIS ENAMD O SHTHEICERZ @A S Tnwb, LaL, Echelle #450
wiE. TOFE B 2L ORBOEHEEZFRFFICHE L TWDH 7D, A7 hLVIRE % L
THET 255121, RIHFETTH S ICCD I A T DREEIIMZ, TNENOREICE T 5K
EEHIRETHIMEND D, 21X Fig 3

(R LI, MELLLY T AT | ]
V@D 400~450nm LIV H L7z AT
MUiE, AT MAREZRD HH->TWND
DI EERRER L B30 | @%x&ib
NDEITHZ D, T Ok LISy
13K 10nm @ T X 9 22k B3y
NOMNHE LD, T, Echelle Y

—
o
M |
[

o

©
|
A

©
~
' L]
(]

Intensity (arb.unit)
o
(=]
]
[

©
N

L
[

DHERDFETHY , ZNENDIITHE 0.0 A AN A |
B WECHEYT LIz A<s ML Th D, 400 410 420 430 440 450
0K 5 RAEHREIC L D% < O Wavelength(nm)

22 M H B DR ST, o5 Fig 3 Emission spectra (400-450nm range) of
B X E SN AT RV L DEEEAR natural Uranium
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Intensity

200 400 600 800 1000
Wavelength (nm)

Fig 4 Calibrated spectra of natural Uranium

WEECd 57217 T2 <, R/ UakasNIcis T 2 872 5 BIHREICBIIN D A7 hVIRE O E B
gL EEL < 72 D,

2T, Fx T ETHIE LCBRICHW R s, 7 7 A3 —, sy, UL R%E
AT, o0 CORHBHBEOH > TWH Xt /7 T 0 7 OEAREYJE(LT810-02/% A b
=T R)ESH L, FDART FLERWTHD T T 2T MLVOREZBIE LT, ZDfs 5
Z Fig4 17, Fig2 & DD DIZ AT MVBRE XK E 436.32471nm D A7 LT
Bk L, Bl S R C A — s & o7z, B L, REERIFR O E ) 2560~800nm THLIE S
TWD Z &L 4 Egs ol E R £ 250~750nm THH Z &b, REWIEL LTHEHT
& % 250~750nm DR RHFPHDH 2z, BIERTO A7 L & 3 X 350nm LA F D
IR EM DAY FVBRENEIZHELS o> TWD Z ENbnb, WwIZ, Fig 3 TR LT 400~
450nm DOFPHDIE SN T 2 AT hvE Fig 5 12T, TN OEHFTRED AT |
JVDOBRFENEGIE S AL, 1D X 912 EX3% Echelle 5 tas DRSNS R S AL, A7 FL
DNV BREL o TNDZ DS

1.5 ——————1——1
3.2. AT NV OEIE K O R#RE -

N OfER % TTIC Fig 4 TR L7 510- 1
DY T AT PACOWTRERZTT 2
s, ARS MAOREIR, 247 K S
AfRHT Y 7 1 PLASUS SpecLine & 3 05T .
Center for Astrophysics(CfA)?® Atomic -g
and Molecular Physics(AMP) Science 0.0 —
Group 754 > % — % o T4 LT 400 410 420 430 440 450
BT e D L. ok Wavelength(nm)
e T Fig 5 Calibrated spectra (400-450nm range) of
DAY NIVBFEIEL, ZOHIITEF natural Uranium
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RAFVEHEONWERIZRE SN TRV ARY MR EHIREL TS, £/, H LD
FROF IR OREEIL ICCD OAFRET 3 B 7 L Th W . 2T A /8000nm D k5EE(ZAH Y 3
B, MEHERICOWTIL, WROBIEREICL 2720, ZOEEEIIMHTEERELY 45
Lo 6o T, TNHDZLEHEZERBLTAY MLORIEEZITLRTNTI RO, 2T, 7
—HR=RZHM SN TNWD AT MUVELEOEREZHEXER E LT, 432527 b
DG DLEEZIEANRT NPT A2 LIk AT NVORIEEZIT> T2, 2 DEE,
TEHEMEMERWHIE A 27 b L O E1Z ICCD OREEB &7 V)0 3fE & HiUtic 9 vy
B (ETE321/8000nm) FREOHIFANTERE L, /o, A7 MVELOEEZEIZD
WTIL ICCD O3 fifRETdH 5 =3 B/ kL (KR TH 1/8000nm) A H¥EIZ, THLINIZH D
BEERH L, CfA OF —# _—2Z(21% 250~750nm O#iH T 1052 A Ul X UIl ©F
— A NBERINTRBY, e T 52 Ltk T, oricfERAAREE BEbivd A7 hL
ELT, JAFART bV 165 A, —fliDA A2 A7 bV 381 RIZHOWTRIEEIT-> 7=,
WIZ, FE LAY VO ER
FElZHOWTEZE L, Fig 6 ICETL ————t , "
T- AT ML OWNWTT —H _N— Z|T "l ’ Eiiie:r;?te(i;:—z.o434sz-x/sooo) ]
B HUEE & BTN R D% ool o e
T—HR—ZADERTTry FLEEK
oy, MPOTRLET —F_X—X
EORBROW EEIT, BT — & X
—ZADOWREEAHENH D Z LD, - |
RICR L ST, Ol REEE 7 4 0af L R
YT AT LSO THY EREE G S P
ABRORROTH) BAL, 75 Fig 6 Correlation of th;Dz;t:Za\:;)ength difference
—ZDOWE (ELWEE) 21 LT5%

L. moTERSIND,

Wavelength difference (nm)
(DataBase—Measuered: A))

to database wavelength

AL =-2.043432 A (1)
8000

ZZC, EROIEEE A /8000nm AR 3 B EAFHYE THDH I E0 D, HHEEOEEDO T, H
Lt R O FUI(OROMEE L H M TH Y . HERBEOR 25 (16 ©27tL), Kk
BTN TWD I ENHD, —J, MO CRLIEY 4 v T 4 v 7 EHBIIH L TEL
/8000nm DEMENS 1FL A EDWEEITZDOEMAICHE > TWDZENHL, ZD7 1 v
T4 THEBNPODELOXDREERALZFET S L 0.01442nm &7V FOMEITFHH/NE
<L AELEANY MIVIZS RO REREEOTICHEY . RIEHRIIZYTHDHLEVZD,
ZIT, D74y T AV THEHREFELWERTHL EAHRLT, MIEKRREET —ZX—2D
W R OHBEREERA DZAWTHEARANZ MREOR RO IEZ{To7z, 22X, i
EARRFAETR LIEEEOIE D DT TR EDOIE L 2EZ DA LT, HEREOIXL &%
R LT D,
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3.3. 7T X<IRE, BBMER, RETHREOKH

INETHRRTELERE LW EOBESLFVIC AT MAOREICLY, FF AT b 165
K, —MliDA AL AT ML 381 KIZOWTHLMNZI LTe, ZhEHWTT 7 A~iRE, &
e, IREN IR O R H &2 R AT,

LIBS Tix, L—¥—fth, 7L —2 X0 R0 T T ABREEL, TOT T A<3H
—Z| ERENELT DMEB G ZRT, LorL, 2 2 CIEBINELERE 5us DABEOBIRH
M 10 us O, B L T2 a0 mpr eV (LTE: Local Thermodynamic Equilibrium)
DARFETH V KL - £ 1T Boltzmann A7 5 EARE L., 77 A~ il E Z R 7, RFTHE
SEHRIETH DI, =X —1L UL U (Upper) 75 L(Lower) ~D A7 K /LDIE K58
Top\ 377 A~ hiliRE T E LT OB RN D,

I, = hegy 4y, Ee

4rk, Z

T, hiZ7 707 EE. c ITEEONHE, guld EYEM ORI, Avt 1TEBMHEE, lu

FHEE. N& ZIZMET 281550341 4 OB E L 3R, Evid F¥E O = 3L F
—LUL, kIZARNVY 2 U ERTH D, WICZOXOWL OB R E &L

xp(— f—;) 2)

1 he N
1 UL/lUL _ E
n(gU 4, )= T vt ( ) (3

L%, AL, ZORICBWTHEZOFHE 2HIIN, Z2507-d, 1A 4 TITENELR
bo 2T, BICHEE LI AT MV 165 R, —liDA A2 AT bV 381 RKDT —H %
HAWTRAEAF L DART FUIZHOWTHIAZ Boltzmann 7'v v b &% L7z, & OfER
% Fig 7 \ZR7, K OR#E2 EHENL O = 3L ¥ — it G) X /cinchy MR Y 7 U FA-,
OB—liDY 7> A4 ® Boltzmann 71 v FThHoD, IHPOEMIV =77 +v FLZE
By RBRIE 90%EHMRA ., BRI 0% HERA TH L, WTiLb, HIBREDOITLOXTH
HDHLODOEMTEL 74T 4 7E3NTND, BB, ZOEMED Y U OEWIL Tk~
@)VRAWE 2 HOKEE N L HREK Z DEWEZ TR LTS, ZALDEBOEE NS
FAEREE LT, 7T VRFICH L
T 4630K(4470~4800K), —ffio v 7 > A ~
F AT L T 4810K(4720~4910K) D 35 LN
Bon, WiZ, 207 T X~ EhiRiEE
MO ZENENOEBSHER L IRE) T8 L 20
Bt b, ZHICEY, FBICRERE LZA

X7 MVREDOHEND L S EHERTH L
MWTED, BRHERIIOXNEZHEHL T 4
o7 4 7 LI (ISR LIz ERREOR)
12 BEYENL O L F — AT b LIRE 0
W, fHREERAT S LIck > THED Upper Enerey Level (V)

NDo 77, BHHEE Av (TIRE)F3RE fiv Fig 7 Boltzmann plots for UI and U II.

T
= Ul
o Ul
In(In/gA)=—4.97076-2.50787 E
In(Ir/gA)=-3.30664-2.40993 E
90% confidence limit

- 90% estimation limit

Ln(In/gA)
3

N
w
FN
o
o
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EROBRDBA D,

2.2 2
1 8x‘e (CQZUL) &fLU (4)
g

ZIZT, colXEZEOFHEER, e ITEXRFE.

HETHRTHS, Z0RE N TR ——— ——

gn&%@ﬁ¢#%%@%ﬁg%xw5_& [ oD Wt
MTEBH, ZNDLOFIEE A TERHE L S C
IRE) IR 2 ROz, HIEA~NZ ML Xk
DHIIRE 3R (loglet) & BERMOE & D
Bi% Fig 8 1Z/~9, Fig7 LA, MU T
A, OB—MiDT 7 A4 OIRE)T-RE ,®,}/
ThY . TATAOEMLELFALTH S, S ,
B2 CIA OFT —F N—ZADFTEIN TN D _ Oscillstor strength log(g
BEANOREY TR T, HEMASHIE 2 kv O DateBase
7T X IR E N DR O T IR E) i8R E T Fig 8 Correlation of oscillator strength
b, V=774 v FLIZEMRIMEE 1 T,
RO I-IEE) T8 TR O & B WFIRI NI TV D Z &Vl - 70, 70, IREN -9 log(gh)
OBEFNOEN D OTHOFERERZET 0.27 720 . ZHFBEMOREE) 758 of (2% LT 0.6~
1.9 ERREOMEICHYT D, ZOMEIX 10us &) EMER R OBRMIEOR, 75
R INRFTECERDRIEIC S B S AE LT T A~ bR 2 RO 75 R & U CIT i 224 72
EThHLEEZEZLND,

of .

Oscillator strength log(gf)
Measurement
L ]
o
[e]

LLED XS ITHRIE L2 IE AT RV & Z DT — & O it R & A RIR= T,

4. f&5E

BB E FICE EN D RO L —F —T L—0 o 3otttz M4 5
eIl M ERDEHTEENSWRELANT MVERTRARV T OT L—0 Z 07 AR
7 MVERIEL, %Wﬂ%m@%Nﬁb»@éﬁ%%%#’bkoﬁ?y@x&7bw’@f
LTCHEHNDRMDD AR VBRI, OZOFEREZ ST D202, A7 bk
ELRDEEEORBNT T O HT — 2N AR R THD, £ T, XA&FW®ﬁﬁWV&
OCEEOIIEZITH) Z kv, WEAXT MLOHFNL L—P—TF L—27 B 50
EHATRE L DN DM AT hr e LT, AT ML 165 R, —flioA A A7 hv
81 AK&EHHL, 7v—0 Xy T —2L L TELDL, EHIC, BBFEOR T — 2 %%
2. ZHDHDARY MVORIEZEITV, TRV X —HWEG | IREFIRE A2 B 5003 5 &t
FEAMAE A BEAAAE & FIG 7 — BT HZ L aR L, AT — X OEHEMEZHER LT,
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FEFE L LT, BT AT FEBR FE B 23 SE 0 U 72 2 pk 19 42 TIRBRGY TRU BREE 0D FEMIE - 1
B AT H B S ) DR T,
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