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We are developing an analytical method using laser ablation absorption spectroscopy
(LAAS) to analyze radioactive waste mixed with zirconium (Zr), uranium (U), fission-products,
transuranium and so on. It is of great importance to evaluate the characteristics of the plume
formed by the objective particles for LAAS analysis. In this study, therefore, titanium (Ti) and
hafnium (Hf) whose chemical properties are similar to those of Zr were chosen as analytical
target. And the difference in expanding behavior of the plume due to the weight of the atoms
was Investigated. Transitions usable for experiments at wavelengths around 396 nm were
selected and experimental parameters such as ablation conditions and background gas
pressure were examined using the selected transitions. We determined the initial velocity of
the atoms at the time of ablation and confirmed that the light Ti is faster than Hf by the
experiment. As a result of changing the height of the probe beam and applying the optical
time-of-flight method to the plume, it was found that the influence of the background gas is
larger for Ti than Hf. Isotopic identification ability of LAAS method was investigated for Ti
and Hf, and it could be possible by using a transition with large isotope shift. The meaning of
the resonance absorption signal of the waste sample mixed with nuclear fuel materials and
nuclear reactor materials was understood by this study and basic knowledge to optimize

experimental conditions was also obtained.
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1. ZLU®IZ

S — IR IR EFTOBEIFIEEIC RN, BY T B P RN & 57 @i EE
EHTOREFEMORENTIRIND, T OREFEMITIIEA 72 a BHENE i, [WEK S ZBIRE
THZ LN, O IITICEEFEDOBGHE R R FESLEEOTELZEMN T 5 2 L I3# L
WEBZBND, FEWBETRED T HTEEE OWIREKR G EERRELE 0D, €O LD
B HTEE LT, BIfE, L— =T LA 7 ¥ U5tk (Laser Induced Breakdown
Spectroscopy. LIBS) [1,2]1DEA%2 s 5T\ 5,

LIBS (FlB R EIZ RSV A L —F =2 BHE L TEL LI~ A 7 n T I X~ M6, 77 L—
Ta T N— AL SN DRI WEOERE S E T HIETH DL, ZOFIEITREO
{LFBNARE T, Z< OILRICHHAFRETH D, FILlB~D L —F—HDORGFFRAE L2
T RAHIOFPNEE L, X7 7 A R—% AT EEET I, =R TORE TS ATEE & 72
Do 722U LIBS 1%, U 7 U EOBHMERIF & 2 £ 00 R ISk LTI HRA 23S ppm L
Elm<, HBRRENMENE WS BHRAH D, DI, T b—ya ry SNEFRFRA A D
FOZ RN X =NRENZ LD, FRMAEOE SN FEN TR0,

Foxix, 20X 72 EBEIEEY OSHTCHE U - R OERNE - BT LT, L—W
—7 7 L—3 3 RISy (Laser Ablation Absorption Spectroscopy. LAAS) [3JiZiEH
L. TO#EHAMEIZOWTHRFF LTS, ZOFETIE, VAL —F—DRFTRAEZELT 7
L=y g U= LT, ITEREOEIGERICEIRERAFMR IS L —Y e s, &
WETREE DR AL A G2 2 & T, P — DA 4 'EEERmT 5, LAAS 1I7'=
—7 L LTHAEOEW L —F =2 50T, BRHBREDNF R AT LElBNbES
TTRETE D, £/, R ORMLHIS S RERZ LD, BEIFBEIY OB ML & e
LAREMER DD, KRFEZHOWTEREME CH L7 7 VRN GHT B FRETH D Z &1
Bk [4,5] THT TICHE SN TN D, ZOHETEHL—YF =TT L —a v & W) BENRBEZ %
FIRAL., 7= bFORARA F v OEFB =R F—ME T L, B 23T 25 & ot
R HTIE L 72 7 — L OMRREZAED 3 2 L BNEHET, ZODOERSFMNEZROLH LT
Jo— L OBINZIRZEE D HER B AR R & 725,

ZORRRT 7 b—a TN — DR DJRF-RA T DRI, AR & DR
THVET FOAEE [6,7), Tl (8] FOotitgis (9], BEEa#riE (10,11, 707327
Ta—7k [12]%, SEIERMEETRHARIONTE 2, FTHHBEORE LWL, 7 v—
LOMRETREREEZRIZ L CTE Tz, ZOEBESRIUENENTWD AL, L—F—kat 7
B—=7 L LTHWDED, Th—Lb0—H%m W MLESRRE THEICBITE22L.Thd, -
ELMIEIEL, 77—y a VEI BV LR, T L—v g v L—F— RO BELDE
IR A XL ZORNOMEIRE SN Z ] LT TR SR W) HIRN R LS b A L
TWD, ZAusx L CTRIEIL, v — L& dm Lz L—F— A2 JET D720, R E
72 EOENZRM LT, AL ) A XEeRET DL ENARETH D,

—WIZT T L= a VENTR TR T I T A= RO DA A (LR & RS
X, ORI FRESCIRBR N A 531 & DI L - T, Bl fn, EEECHEAZ &Y IRT, Z
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DI B, AT — RIZRFEFINC L o TA U 2 EZEIRIECEERREO PR 7 (LU TR & I
&) 1E, HEIEAESEELIIE IR IEIC K > TR X —REHICBHIT S Z N TE 5, Shicdk
A EETIE, L=V —E2 T — MRICINMT LTV — NS4 2 L T, #6255
DIRFREBOJLFFED, T —AWEICBIT 2 0ME BT R Tx5 (18], LavL,
W T R EENEEL 2L T T L—a VEEDO T — L0, REIEREITEO 7V — AT,
L— P —ILIGWRINIED T RAF T D, <R L fREOm W7 e —7 L—H—J & T,
B2 DARICEy ML, 7T A FERBEL L OB 2 KIRIZH S T2 LA TE | 400k
T L WERETH 7 — 2RI 72 E 2 RIERTRE CTH D, FIWIEIL, e H e ORt
B2 DR WH T a—7 % E25< TE 50T, MRS OO E D MEED &
R IREAR L —F—ZFH L, Ny 7T =100 2 XV I RO EEREE 06, T
T2 & T, RFEOREL SRE THETE 5,

T2 T ZNE B EOREME L LT RY =0 500kt Y v A2 HWT, fix
72 FEBRERNE WA DL 2 IE LT [14,15], EOFER, 7V — L O REE A A Al
I K DB DE, EOENWEAE L SEDNHEEC, A A4 DR YER 6T 2 s &g 7
BT Dk 2 ARG DIV RRCIR AT S FTRE 72 BRI T2 1T 5, AR OHELR
EREOFE ORI TREOERIIE S+ L 1TE 28\, T, BEIFEXTAE L ZBEEY~D
ARIFEOTERAMEZ D T2 DI21%, BB E 7210 T2l FrFseEle LTRSFIHESh D Vv
a=vh (Zr) REMNRET 2B 2 W R W ThnE e 5,

% ZCAMFGE Tld % OFR R PR EF~D LAAS OJSHO T4 & LT Zr ICHEH T 5,/ 1L,
AR TR FEEDOEVR TN — L DOIRFEEIC EORREE L RETNER LT 5720
2, Zr LR CHEEZOREWFZ o (T (HE47.87) L7 =v 4 (Hf) (H&E% 178.49)
THEZITH) Z &Lz, Zhbos&EREet s 0T, Zv—20RIESZEL, ZDFT
FEORATRHES, AT E 2 D HBIZ OV THRETT 5.,
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2. FEBRAEE L EBRGAFORE

2.1, FERILE

EEOBRAXZX 1R T, EEITT VL 2RESELEET = 23— (N 300 mm. &
200 mm) &, T L—va /&0155@7 B—T DD L —F = 2T KNI ST
W5, Ti & Hf OFEHZIZ 10 mm X 10 mm K& & D&ETF v 7 (Kojundo Chemical Laboratory,
TIE04CB - HFEO01CB) ZffH L7z, HZEF = o N—OHEZEERIEIZIZ 7 U A% V47— (Canon
Anelva, M-320XG) %/ L, He FRPHK AT A (FE 99.99%) %:%J\a“%s 72D Y T T
— 27 3L 7 (R-DEC.951-7172) % Lhﬁ%%:ﬂw%@@ﬁﬁ T —% Y —R> 7 (Edwards,
RV3) IC L 2FEEZEE (102 PafifE) 2O RMKHT AE AT 1 kPa £ COHIH TSI W,

T —7 IR — =X A A — (N1ch1a NDUA116T. center wavelength: 396
nm) % AW ANBILEESA - EK L —3 — (External Cavity Diode Laser. ECDL) v A7 A%
M L7z, ECDL @B E I35 &% €/t He-Ne L —#%— (Thorlabs, HRS015) % H:HAEY]R
L2 7 VU F TRy hry VB TITo 7, FEELERFOLEEIZ1 MHz LT Th 5,
FIRW R & RIRE— NI 7«  — TR (HighFinesse, WS-7) &, 7V U4 7 &y |k
7y 7 IV 2 a o FEE (CVI Melles Griot, FSR 300 MHz, Finesse 100) T/ HFE =
Y7 UL, £z, ECDL O/U— (38K /% o — (Coherent, LM-2) % H\ T
E LT,

HELO7T 7 L — 3 i, Nd'YAG L—%— (LOTIS TII, LS-2134N) 75 ® 12 ns O/3b
g, 10 Hz O U AR ECE R 5 &0t (632nm) 21 L7z, ~L 26013 1011 A~
Uy ZBION2 HEMR, T LTREE—LAT Y v X Fa—TO/MAEDEIZEY 100 470 1
FCHB A TEDLE L, ZONEEZETF = \—0 EIEE L, EaEEE 200 mm O
ML Xl L CAMAREN G HEZET = U N—NIZEA LT, BA L7 IEEER - IR T
— VICHEE SN B~ TREICIS Uz, fidh b o X Bk E CoMERET, a3 ipi2im o
5% 1 mm OFESIT2D X HICTHE L, NAEYAG L —V—D /L AT 3L X — L B AR % (Al
THZLETHEL, ARERERNIEVZ/N, 7Y 22—/ A—HX— (Ophir Optronics, PE-25) T
AHI L 72,

RAEISELET T L—ra r—aE, ABEEREN SRR 8 mm 7 E TOHMTE S &2 4
TELT R =T ERZFESE, Tu—7 ol LT, NdYAG L —H#—tilia A4 2
T =TS, WINEFPRRICRD XD REMEZRE LI, 7 un—7 ONESREZ &
Ll Ta—=7NIT A U ATHEE 1 mm OKRE SIZEP L%, EAEHE 200 mm O™ L

RIZEVEHL, TN —LOFLTEREZ‘ESLIIC L, T —2EFER LI v —7 Y
RRHURE 2 @b S 72D, FE, FEAEERE 100 mm O L X THENS LT, Tr—TIRAT S
Nd:YAG L —H—DOHELE & T — D3N % /N R/NA 7 4 0% (Edmund Optics, 65131)
KO v F7 405 (Semrock, NF03-532E-25) (T &V BV R 2%, 4718 10 MHz O Je#k i
%% (Thorlabs, PDA36A) THiHiL7=,

70‘3*7‘%@?52:'%7&@%@@ I RICHE S D &, Te—7 7 v —2%z@0 ki 5M

(SRR S 40, B IESRE DS SV ARSI T D, T Oy O R FALBIR TR 200 MHz
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TVENAr Aa—7 (Iwatsu Electric, DS-5624A) THIHIL7-, v a v FZT LD AT HOx
BWOT 0, —HOT—HIco&x 128mO v a v NERFE L, £/, ' — MEZ 50 ns IZ#%
E LRy 7 Al —FE5r %+ (Stanford Research Systems. SR250) #HW<C., HHI 57—k
RN 31 B8 Bk 2 -2k LT A/ID A"— K (Contec, AD16-16U(PCDEV) #4rLCar &
2 —% (Fujitsu, NE7/800) TitdkL 7z,

Nd:YAG Laser 532 nm
; ; Boxcar
FPI ICD Colll_lrennastlon Integrator
[C Dl L
Ol Oscilloscope
Stabilized Dl L/
HeNe
Ol
ECDL n ﬂ ] ﬂ
_DI U Sample U J ” )qg/
Laser Lock I TRS BPF NF
\VA
A
FRV He
1 w To Rotary Pump Gas

1 77 L— g RSt EZRR I E oKX, (Nd:'YAG Laser : 7 7 L—y 3 v L—H—,
ECDL : External Cavity Diode Laser, OI : Optical Isolator, FPI: Fabry-Perot Interferometer,
BPF : Bandpass Filter, NF : Notch Filter . PD : Yt %+, TRS : Translation and Rotation
Stage. FRV : Flow Regulating Valve)

2.2. fERHER O

BBV Ti & HE R OEBHEE B8 1RE, ETFECo R LX— 2fEGHE J
fill [16]% 2% 112773, FIT 396 nm iTf5 T, FHENLA 10000 cm 1 LA N ChHEB A RE LT-, £
OFERE, HAAREL TSN LERBIL Til THEAR, Hf I CTARGFETHZ L3 ot A4
IZOWTIE, Ti & Hf E5 5 b EMFISY T L 2BEBEE LW, AR CiIh R 772
FEEZ—T v MLz,

D OBEBGEM N FEEIC LAAS IZME X 5008 2 AR T 572 A58 ORI A JIE LTz,
R1DEI T UL b= LHIZ HWIUE, @Rl b 71— 5 O - FE O FH 55 D
REf 2 b A2 kT x 5 [3,17],

ey

1. I(t,h)
n(t,[,h)dl <« —=In
[ remare -z

Z T OTREFIRE, I S I R)IFAS, FHR T m— T B — A OE, n(t, |, h)IXAFEE
RI7 e —7 b — 205X UTBRLE SV —LA R Z0ESThh, X 21213 Ti R FOER



JAEA-Research 2017-008

R ORI T DR T EEA LA, K 3 12i% Hf K O@EB MO bz ~d, BIEX
D—7%0EHEE 1 mm, Ye—7/U—1.0 mW, 77 L — 3 T %1% —0.19 mJ. He
A AJE 200 Pa DEBRGMTITo72, TR, HE BT L B, tRIREEN E < 72 51F B
ORI E D ZE NS0 D, FRICHE T @ 395.1818 nm DB ITIAINAEN 2356.68 cm'! &
W2 FRAIEENIEFICRS 2o TV D, ZAUTREZ XL F =R/ W0 E, 218D

EWEHEREE NG L THEDBL TS ARF LD b, KVEVIRE~EHE D T T DA
LW THDH, FEZRXAF—RNEWVIEE, BAICE o THEDHDH Z L DOTE S FHEMHEN
2B EHL1IODORKRTH D, BEATHED DO VEEREBOLEIX, TV — A0
WD BEEIR T, BEC7 7 A2 — (b & W o T G L E ORI K D RO ORI X
STEERINEZ DEEZExbNL18], AERELMREL T2ERIT TI KT
394.8671 nm, 396.2851 nm 3% ¥ . Hf i 7-121% 396.8001 nm 3 5, & Z TAMIAK ﬂE
HT 2EBBICIL, BMOEENDRONERREAMRE L T2EB T, AVOEEENNS
Wo0ERE (Til: 396.2851 nm, HfI: 396.8001 nm) #i#/E L 7=,

— 14F T T ' | ‘ i

= Til gf

5 12 — (394.8671nm 0.340 (0 cm™)

o __ (2395.6335nm 0.352 (170 cm™?)

s 101 — (3395.8206 nm 0.665 (386 cm?)

— — @396.2851nm 0.068 (0 cm™)

2 8F — (5)396.4268 nm 0.065 (170 cm™)

wn

& 6 i

© Beam height: 1 mm

5 AF |

£

S 2H <

- O 1 | 1 | 1 t T |
0 100 200 300 400

Time [ps]

BJ 2 FERIZHT 2 F & VR SRR W IR Bl O RL 125 BE 25 b
= 25F T T ' - T B
=
= Hf I gf
o 20 @ —— (1395.1818 nm 0.074 (2356 cm)
© —— (2)396.8001 nm 0.028 (0 cm™)
> 15F -
®
©
0 10 -
5 Beam height: 1 mm
o) 5H
= \@

Z 0 1 l 1 | 1 I 1 —‘
0 100 200 300 400
Time [ps]

3 W 27 = U LSRG R O hL - FE AL
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#£ 1 WEICHWS Ti L, Hf I ORI & 5 er — %

Wavelength Lower dJ Upper dJ
Element gf

(nm) level (cm1)  Lower level cml) Upper

Til 394.8671 0.340 0.00 2.0 25317.81 1.0

I 395.6335 0.352 170.13 3.0 25438.90 2.0

I 395.8206 0.665 386.87 4.0 25643.70 3.0

I 396.2851 0.068 0.00 2.0 25227.22 3.0

I 396.4268 0.065 170.13 3.0 25388.33 4.0

Hf I 395.1818 0.074 2356.68 3.0 27654.33 3.0

I 396.8001 0.028 0.00 2.0 25194.48 1.0

28. 771 — g HHE

TT L= a YOIV AT R =RNEN S T— SR ORLAFRITTRO I ST L0
REREIH TR NLX—ZEEH L, B RINART MK ER Ry 771 R8N, £/,
TN—LDBHE G EL 257 a4 VIR BREL LD, WOV AT RLF =R X
LHe, TTL—varBRBERIORL D, TZTT 7 Lb—yva vl HBEAED FERE
fTo72, He DA AJE% 700 Pa, 7 —7 X0 @ S 2 k&£ E 25 0.5 mm |2 L7REETT 7 L
—Yar O X =2 S, FEFEOZEBR LT, ZOFmEFEID TL, HE O
FEOMHEZ RD TV AR AT =L OURERLTZONK 4 THDH, BHEIZET R —H
EREERT 4y FT5Z 8k RD, Ti T0.06 mJ, Hf T0.07md &V HEEGZ,

60F T T | T ! T H
50+ ¢ —
Ablation threshold
401 . ® Ti0.06mJ
O Hf: 0.07 mJ

30

20
10

(0]=3 I H

1 | |
00 01 02 03 04 05 06 0.7
Ablation pulse energy [mJ]

|

<)

Number density [arb. unit]

X 4Ti & HEOT7 7 L—y g VRFEE LSV AT 320X —0O %R

— IR D SV AT RV =TT T — a3 URFTECT T A D RLEITRD
Tay hITEDEZDIELDENRRKEL RS, £7-, BMELV SV RAZRALF—RNETES L,
REHZ KR EZ 2 RAET 2D TEFITFHOARLEILR D RBRANZEED 2~5 fFO =R )LF¥—T
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BENRLNLELLTVDO T, A TITFICER LRWVRY | "L A2 F—% 0.3 md
ELTHEEIT- T,

2.4, T T L—v 3 ST ORFERER]

M 2, K 3ITATEBRERID. Ti R HE L1135 100 ps A—F— L9 | HIATR WO REH]
RELOE FICHTET D 2 EXZphoTlz, LnLT 7 L— g VIRIES ORI THRE STV D
fiiose# (Y - Ba[19], Li[20]. Sr(21]. Hg- Cd [22]) OHH. £ 2 EBRFMITH2DH
PTLAFEA DS, b ps THRIUESAHEATWD, 2D OFEBRITMBILWRE T T
WDBIRZ N AREFIED X 5 724 RN e R TR b skt 0 05 DS I TERE R 3 45 U R REPE A
HLHETIE ROLIBREANREZZ OND, FHEEREE T LWV E & TREICER D
H£FY, WERTAEWVESH =R L5255 (23], 7=2A MNL—V—I2LDHT7 T L—va v
OB T, FHEEBE D DR TR L SR LV b 10 52 EEn EE SN TEY
T ANRLJER L, ZONWRI OB b RN ENEESHS, SRR IR E &
%<, BRI Lo THMRFOBEERHZ 5700 X 9 REAENEZ DIz, £ZTTi®
k¥~ 1L v ; (Kojundo Chemical Laboratory, TIO14PB. TiO:#fifE 99.99% D #E 2 pm D
¥ % 5 MPa OJF ) TIHEMRE LT b D) L &Rk CERBORM AL k4 5 KR A 1T - 72,
ZOREREX 5I1RT, FEBRSMIE He 7 AJE 200 Pa, 7’2 —7 HO58E 500 y/W, 77 L —
2 DNV AZRAF—0.3 md &L, Ti I OERITIF 396.2851 nm & W\ o, ZHHDEMET
X7 N — A OMIERF XL O LR REIR A L7 N2 R o te, TIR HE 2 EDT7 7 L—
va VR OWIERN T % ) A4 RRT 7 F /A4 RERICHRTEWHBIZOWTIX, E4d
WP LT E Bbivs,

1007 T T T
3 @
2 80 = 4
c
£  60f -
e — (1) Metal
7] — (2) Oxide
S 40 it
|_

20k L l | A

0 200 400 600 800
Time [ps]

X 5 @M OB~y b a2z Ti T O iR ik
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3. FEFREBE

3.1. Ti & Hf OEEEE(b

He 7 A[E% 700 Pa, 7’2 —7 /"0 —% 500uyW, 77 L — a3 TxL¥—%0.12md &L
TTil & Hf 1 OJFFHBEE b2 TR E R 6 1R T, Hf OFFHBEIX T L0 9o E5
BT BB LORDEE L RS 2o TWnD, ZHUE T XV HE O pEER-CE LSS 25 A B =
DB AR, E ZCRIICKT 2280 % 5720 Ti & HE P HEEOWLEREK 7128 L,
Z O HHIT 0~100 ps OHFIPH TIZAIIZHTA T 2203, 100 ps AT —EEISZEL TV D, Z
DL REITHONTIL 34 TEERT 5,

I . s e Bae S S G S

= Til

| o

] Wavelength  gf

5 20+ —— Til 396.2851nm 0.068 (0cm) .

= —— Hfl 396.8001nm 0.028 (0cm?)

> 15 .

‘0

S

2 10R 7]

g

£ 9f i

=

z O i 1 i | f I 1 g e
0 100 200 300 400

Time [ps]

6 MILT 7L —ya R CHELRE TIT & HET OJF-F# 2L

H
l_

0.8
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FHEHNS 0.5 mm Thd, HAEREWNMIE S L —LIFE LIZ K 20 R/ Uk 723 X
DERNZERICERN SND Z LD, LEEN> TL—P— L HIET D T — A LD A5
FERFEL 720 HRAEREL 721 Z EWIESNEINT 28R TiT & HE T il 5 TR TXx 5, Til
Tﬂ%aﬁx%%ﬂbﬁw%%(%Pw‘?%@ﬁ TR A fERR 47223, HET Tk 190 Pa LA F
EIN2ME & A EBIIE 20T, 190 Pa B DEFERLTWD, FRINA— B KIZ
%LT#%IEH’E@“%EET@E#F% TiI XV, HIIDIE I DR &b 0D,

1 0 —r = . - T - T = ==
_ T -

Lg@t’@’/k/,ﬂ;
o 1 )
=
S @ -
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7] _
% He gas (Pa) —_— 25
I: — @ 60 —— 3100
02H — @140 —— ©)240
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0.0k | ] ] | R
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& 0.7F 400 ]
e — @500
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Time [ps]
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3.3. Ry 7 I7—520c XK AR

INFETOMEIZED B TLARH K =T ADOGE, U AR
AGA-E DERIZE ST 10 O L H RO 27 NEEFEMAT 5 H1
ZoRETTrn—7 L —HF—DEE LAY F ot

LIS EE NSO LT HOTF =

PR TR 2 7 v — D3
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—= 7L CEAR
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FROEEPE LR TH D, ORI —7 (FE=Rihi CTiETr « v 7) B8N DD
X7 7 b—a VERZRICRYIOR DR L~ i@l Lok, BEEPTIEE RN, Tr—T
L —H— ORI 0 2 EE CRAT T D DK EICAER SN D =D Th D, BEREREOE{IC
® LT 0.3 ps fHT ORI 356 EBIL LW, Z OB ORI RL - DOWGEIZfE > TE—27 D
R R I DR ELSELT D, 22T, Ti THIREROBGNE X 5008 D 2R 5 FREAT
-7z, ECDL OJE#%a Ti 1T oI E D54 L3Ol & & CTHIE L 72RO Z %X 12
W27, Ce IT &IFEARY | BOADE) BRI R Z 220, T OFFMIITR VR 2
DINDTDT T —a VEBOZERBII LIS W L Bbhd, Zo7—2E2H0T, %
UL AM e KAZ 72 5 IREf] 2 Appearance time & 37 4UE, 20 (06 7V — A OHEZFHE TX 5 [21],

— SDoppler c (2)
Vo

2uy
T Z Cuyld Horizontal velocity. Spopprerldt—7 D &MEZRT, K 13 IZFHHR LT L— L0
lateral A & Z 20 O0ME L2 EZ "7, TilO7 7 L— 3 VEFOWIIEE X
#9 2.5 km/s EFHH ST, KA OEE A 7 —/WTE RIS G 2 0T [22,24], SCHEROBILR
luoc 1/vm) Z 5 & HE OFIIEE 1L 1.3 km/s F2E &Gl S5,

ambient gas
‘ probe beam

column

contact layer

X 10 FERE 21 Lo CTET 2 7L —o s a2 7 NEIZBITARINOET L

10_.) il | | | o
o L
2
5 0.8
. —d | Freq. Shift (GHz) |
uE> —_— D0 — @1
£ 06 — @2 — @4 -
- I

041

] | | | | ] |

X 11 7u—7 L —%—0REEEEEGRIC X D Ce IT OF RO
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Transmittance

ook : | . ! . ! "
0 10 20 30 40

Time [ps]
12 v —7 L= —DREEEEIC X 5 Ti I OFiERihfR o2k

3000FT e B

)
E y = 457.00-284 84*(x-4) |
2 2000 | +56.828"(x-4)"2
§ I ‘
©
>
I 1000 -
Q i
®
-
0kl

o 1 2 3 4 5 6 7

Apperance time [ps]
B 13 Ry 7T =8 ER0 O E Lz TL T 0K J5 s

3.4, mNYwrTay hEHWET T A ERNE
7T A P ORFFEN T RLX—UERL 1) @TYERL, j LR oM ZEB T 5 &R0
AT MAPFEAET D, ZODOANT FVRROMEKIREL T j B WD RF DR EN; & j YL
(AN kBB A R — B ORI FES B IRFH 2 72 0§ MEGZN O 1 YERL I B 3 D MR A L5,
BB 1 EHTZ ) OFREIThc/A; TH DO T, s TREDRFHIRD X HIZES ZENTE D,

I; =N, -

ji

c
—4ji (3)

T RA2 DB DB R T AR O N T — 72 T B K e (Local
Thermodynamic Equilibrium, LTE) R, K% EN; i/)"(@i YIRARINY = UGARIZHE D,
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N;=Nj - 9i exp (— —J> (4)

Z 2 ONoI T HRRRL FRED L, g;13 j WEMLOMGRE, Z(TIIRF RO NI B, Ejidj %
MOTZENF— kglIR VY~V EHTH D, LTERED T 7 X< Z5ERESF R L 0
BHEEE AR L T 7 XAv 2k e L OIBRAHPIEIC R 50T, 2O bR 5 L IRE
DERZRD BN D K917 D, N FRREEEZHNWTT 7 A DIREZRD 2 kL LT
AR NIVEROHREKIRIE 2RI 9 5 J715, Fowler-Milner ., fidifbih, = Z V7 kil
WD T DFHIETFEICHN SN 2 EBHEREME L 272 1T LMER Lno T,
FIHT DIEOREEICRE S BEZ T 5 FIC, A7 MLORSSRE G BE LT HEAND 5,
R L TRALY T a vy b [25,261% V2D HIEITENE S 78 A7 N VRO FE %8
ERWRERLL, 2L OBBREREFATL L TREL2EL TE 5, @WREZ@RUTAT S L
AT D IVBROMER TR N ZHE R OWRIERB 2 ] L 72X R LR O X 5125615,

I.’.: J 0 S 5
) V7V R ( kBT> ®
ZOXERD L HIEET D,
I'nm/lnm En I\IOhc
1 =— +1 6
n ( g Ao ) kT (Z(T)B) ©

O HRAFEOIRETE —E THIUX, ZOR TR T 5T X TDO AT VI EBW TRl
ZMB LY, BENIETH D, ZORRINE B M EIKA LRWEPHIZIB W T AR b
MOBETRED HE BN BIn(LnAnm/gAmm) & EglCx LT 2y M AUTEMRBIRE S,
ZDOHEMDEEZ NG T T XA<iiE T NRKRE D,

BIEOEE, EO XD RBRANDL 77 XAEENRD N HN, WHREOEEIZIE, T
(i DHERBENLRALY v Ty P& ZENTE S,

P=(2J+1)-exp (— %) (7

L7z o TERZFMATHITERBR S = HLL EFET 2 TITICH L TARLY w7 ry FRIT 5,
B4 2 75 FHERLAY 0.00, 170.18, 386.87 cm'l Th D — DDOEBNOEIR L7 7 AviREL, #l
HIEERIC S L CHHE LR AN 14 (R, 77 b—ya VERIIEN -7 T A~ RN
P U CHEERBEEIAR T L, #9100 ps IR I EHFIRIEICE L TS Z LD mnd, M7 TR
L 7= TV/Hf OJF LA 100 ps LI —E/2 D b 7T A~ iRENEFIRIBIC Ao E L E X
Lbd, T ATOREITN 220K TEZEL TS, BRIV EFEWEEE CTT I X~ mz
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5DI1%, He H AN 200Pa OWJEEREE TICH H7-0, H AT L D55V HIZH RSB 7= WTREME D
bHHEEZLND,

T 450 e T
0}
5 400 -
©
o 350 -
3
o 300 -
©
E 250 i -
@© > ~ = » - &b
O 200 by oo

0 100 200 300 400
Observation time [us]

14 FYEALDS 0.00, 170.18, 386.87 cm'l T 5 Ti I EBORLFBEZ(L (X 2) NHEFE L
7T A< iR E ORFE 24l

3.5. NFHFRATIREINEIC X 2 E 2231 2R O FnE 7 [ 43 A

T L—va I N— LOBEORE T R D T2 JEERIRATIRERNE (Time of flight: TOF)
WCLDEREIToT-, 7r—T =205 IR EEREHNS 0.5 mm EAFS 7.5 mm F TEL
S, He #ADEJ1% 60 Pa 75 500Pa (2L S TWINEDO L 2R IE Lz, BIEREND
FHRLETIIORFEELZK 1512, HE IOFRFHEAK 16 17T, 70— AOFHER S &
W TR HE e OFED S| X 15, 16 DWT IO EERFE R 5 b EWEEF COZRIZ A b
o lz, £-. BEWERICHE LTI T e —7H0E S0 Eb o> Th ., 15 O i RKAE DB
SNDHFITIZ EA EBERN N E BRI N, BIICL D=7 HOE(IL, T —2D
TERZD L DIZHE- TND Z ER gD,

INELD DT T, £7 1 —7 BE— LGS TORFEEZRFFIC L TXAIL
7=t D EXAAL LT 17~20 1ZRr Lz, 7—#1% 2, 10, 20, 30, 50, 70, 80, 100, 150, 200,
400, 800 ps DM DO LD ZMIH Lz, y#liZ 7o —7%omE (0.5~7.5mm) TH V., x fillx
KEEBRTHONTRFBEORKELZEECL THEEL, FOREY e s U CEAIHRICHN
boOTHDH, K 17, X 181X He HAH 200 Pa DFADOTIT & HE I DR FEEEILTH Y |
4 19, ¥ 20 (X He &/ 27" 500 Pa DHAEDOETH 5, HARRHIZAROL BIR Lz, Tild
200 Pa TIIXmEEHS O LA PRBD OS2 (K 17), 500 Pa TIEEREITIZE EE->TND

(K 19), —J7. Hf X500 Pa TH@m&EEHSO LANRDOHNLD (K 20),

ZORERND, TAEMENG AL T & HE 7V — A REL ETHIRTE 528, T AENR
mWNE T NIEMENTNWD Z EBynd, £, TOEIICERTH L, He 7 AD 200
Pa & 500 Pa Oifi FOHE L b B TII O HE L X0 HIEWLEICE EE o> T D, KK
FRICT 7= a 2 x X —OTTIIO N HFL LD HENRENEEZLNDN, LVE
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WERFIZEE BT ADTERENCH B> T, P —A0NLViE EFTCHIETXAEE2 N5,
ZORERITT T L —2 a3 o F— 2 &2FIHT 5 LIBS ° LAAS 0w E MRS i A 2 2 5 ET
ABEERMA L RDARENEND S,

_ 6 T T T T 25 T T T T
= ® (a) 60 Pa Height (mm) = @ (b) 100 Pa Height (mm)
5 5¢ — @os 1 3 20H Ve — @os -
£ — @15 o — @15
&, 4+ @2s 1 s, @ ®2s
> — @35 > 15H — @35 1
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3 Ll {8 10 — @65
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L ] 5 .
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g g ®75
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-4 D ® > 1
0

0 200 400 600 800 1000
Time [ps]

15 He #AJEIZx L7 7 m—7 D@ S k2 Ti I oK% 24k (a) 60 Pa, (b) 100 Pa,
(c) 200 Pa, (d) 300 Pa, (e) 500 Pa
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20 ps

10 ps

Probe height [mm]
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1
i

0. I i 04 H 04 4
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3.6. [AIfNIAE AT kv

4 2112 Ce I DFEINLIRT 7 P ORIER R E2 RS, FEEICHM LI2EZIT 0 > 24619 cm? Th
D, 74T 4712k 0HEbN7 142Ce & 140Ce A7 hVIEIX 1.36 GHz, 1.53 GHz TH %,
FRMART 7 i3 2.839 GHz LMl ESNTZ, ZD X 912 LAAS FiE7E LU R B EMFD T T
FNLAEED AT VDY 7 NBEERDD ZENARETH D, BEIEW/IH TlE. FHFHMEOR
NARTFAEL N ME L 2R D AT D202y 7 FEOERLEETIZR2VWHO0, AT LTI
XL Hf OFRFES 7 SBRRIETE 2089 nE Mo TEL ZEIINETH D,

Ti & Hf O FKRFENLAME (NA) 2% 21cF D5, FilL (300K) TO Ky 77— v ik
Ti (396.2851nm) D4 1356 MHz, Hf (396.8001 nm) DA 701 MHz TH V. ) (D
Wb, X 22ICERTHOLNTI ITOARY hMvERT, FHL7-EST 396.2851nm (0 —
25227 cml) TH Y, He FAEIX 210 Pa, ¥ —hT 4 L A1E50pus & L7z, ZDAXT fLD
PAEEIE 2.26 GHz EFHI S 72, Ti 1 O 396 nm (L DOEBOFRNAKRT 7 MEFE 3D L DIl
HRIIENTVDER, FEAEDY T ERBEO Ry 77 —ERY ORI L TLE H DT,
I B DER T LAAS FEICK 2 Ti 1 OBEBFENIAS 7 FORIEIZES TlEhnweEEZL D,
—7J5. X 23121 LAAS FEICE v Bon HE T O A7 FLvA5Rd, EBRICHIT LB
396.8001nm (0 — 25194 cm!) T&H Y, He # AJ£(L 800 Pa, #— hF 4 L AL 200 us, 71
— 7 =P —RT—T 500 pW, 77 L — a3 T RAX—30.15 md TH5, HF T Ti &~
HERYTT—PRORYNRETH LT, AT MLOSBERRINES 2> T b, kg
TR CIERIRFNLIR L O/ S W FRRARIZ DWW TIE B — 27 QIR EE L 2o 7273, 180HS, 178Hf L35
AONOE—=T /ST HZ LN TE, ENENOHfEME % 1.17 GHz, 0.77 GHz LR 5 Z &
INTET, BEORIICE > TUIMOFNMARIZBE L THEHIITE 2 AREMERH L LB 2 b5,

1.0F T T T T T T T BE
14OCe

Cel:0to24619cm” S

1S =2.39 GHz

0.5

0.0

Absorbance [arb. unit]

] |

o 1 2 3 4 5 6 7 8
Relative frequency [GHz]

21 BEDO-DICEIG Lz Ce R FDRNAARS 7 by RRFNAAD DAL, 7 FEHRE N
D THIBEIZTBECE 5,

X
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# 2Ti & Hf OFRNAAHRL & 2 O RIRAFAELL

Isotope Isotope

NA
(Z=22) (Z=12)
46T 8.00% 174Hf 0.16%
47T 7.30% 176 Hf 5.21%
48T 73.80% 177THf 18.61%
49T 5.50% 178Hf 27.30%
50T 5.40% 179Hf 13.63%
180Hf 35.10%
20F—— T T T T —F—H
46_., 48_. 50_
1.5F 1
FWHM:

2.26 GHz

Ti Ti Ti
1.0

0.5

Absorbance [arb.unit]

0.0

0 2 4 6 8 10

Relative frequency [GHZ]
22 Ti I DB AT ¥ v A7 hb, ZX7 MLDOE—7 % 8T LRE LT, XMEA 5%
W L7Z[RNAR DL E 2 3SR THRoR LTz,

# 3Tl RN 7 b EHANE

Transition Isotope shift (MHz)

(nm) 50—48 49-48 48-47 48-46
394.867 1631.4(28)  860.4(25)  837.2(27)  1745.0(26)
395.634 1403.3(24)  747.8(21)  710.8(20)  1487.4(20)
395.821 1667.2(27)  878.3(21)  857.1(21)  1780.4(20)
398.176 1172.2(20)  619.8(21)  595.3(21)  1241.7(20)
396.285 1216.8(24)  640.4(21)  628.2(24)  1303.3(18)
398.976 1215.6(19)  638.5(21)  627.6(22)  1305.2(18)
398.427 1190.7(29) 625(50) 612(25)  1265.9(20)
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