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Stark Deceleration / Cold Molecules / Scattering

We report on the Stark deceleration of a pulsed molecular beam of NO radicals. Stark deceleration
of this chemically important species has long been considered unfea51ble due to its small electric
dipole moment of 0.16 D. We prepared the NO radicals in the X 17;/2, v=0, J=3/2 spin-orbit
ex01ted state from the X °I7, o v=0,J=1/2 ground state by Franck— Condon pumping via the
A’X* state. The larger effective dipole moment in the J =3/2 level of the X Hm» v =0 state, in
combination with a 316-stages-long Stark decelerator, allowed us to decelerate NO radicals from
315.0m/s to 229.2m/s, thus removing 47% of their kinetic energy. The measured time-of-flight
profiles of the NO radicals exiting the decelerator show good agreement with the outcome of
numerical trajectory simulations.

1. Introduction

Over the last decade, there has been a growing interest in the development of
methods to manipulate the velocity of neutral molecules in a molecular beam. Using
accelerators/decelerators that are the analogues for neutral molecules of LINACs
(linear accelerators) for charged particles, full control over the velocity and velocity dis-
tribution of molecules can be obtained [1]. Interest in this approach is triggered by the
various applications of these tamed molecular beams. Molecules decelerated to a near
standstill, for instance, can be loaded and confined in traps, offering observation times
that are orders of magnitude larger than what can be achieved in a beam [2,3]. Thus
far, this has been exploited to measure the lifetimes of long-lived excited states, or
to study collision processes at (ultra)low temperatures. The advantages of increased
interaction times afforded by slowly moving molecules have also been exploited in
high-resolution spectroscopy and metrology [4—6]. In crossed molecular beam ex-
periments, these beams offer the possibility to study molecular collision processes as
a function of the collision energy with a high intrinsic energy resolution [7—11].
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A variety of approaches have been followed to accelerate or decelerate neutral
molecules. In 1999, the first deceleration of molecules was demonstrated using an
array of electric field electrodes that were switched to high voltages at the appro-
priate times. In this so-called Stark decelerator, the quantum-state specific force that
polar molecules experience in an electric field is exploited. In this seminal experi-
ment, a small part of a pulsed beam of metastable CO molecules was decelerated
from 225 m/s to 98 m/s [12]. Since then, a variety of Stark decelerators have been
designed and built, ranging in size from decelerators integrated on a chip to several
meter long ones [13,14]. Various species, including ND;, OH, and NH, have been
Stark-decelerated, trapped, and used for further experiments exploiting the exquisite
properties of Stark-decelerated molecular beams [1,2,15].

Inspired in part by these successes, a magnetic analogue of the Stark decelerator has
been developed as well [16]. Deceleration based on the magnetic interaction allows the
manipulation of a wide range of atoms and molecules to which the Stark deceleration
technique cannot be applied. Zeeman deceleration of H, D, Ar and Ne atoms as well
as O, molecules has been demonstrated recently [17-20]. The development of both the
Stark and Zeeman deceleration techniques has been one of the most important advances
in molecular beam technology in the last decade, and has been (and beyond doubt will
be) used to advantage in a broad variety of research fields in molecular physics and
physical chemistry [1,21].

The Stark and Zeeman deceleration techniques can be applied to a relatively large
variety of molecular species. The suitability of a molecule depends mostly on its mass
and its effective electric or magnetic dipole moment. The choice for using a certain
molecule further depends on the scientific relevance of the molecular species, as well as
on experimental factors such as ease of production and detection. To date, the molecules
ND;, CO (a’IT) and OH (X 'IT ) have been used most successfully.

In view of many of these desiderata, the nitric oxide (NO) radical appears a promi-
nent candidate for the Stark or Zeeman deceleration techniques. The NO radical is
one of the most extensively studied molecular species to date, and plays a key role in
atmospheric chemistry as well as in combustion and biological processes, and is an
important intermediate in the chemical industry. Its significance to the scientific com-
munity was further cemented by its proclamation as “Molecule of the Year” in 1992.
In molecular beam laboratories, the NO radical in the X °IT 1,2 ground state has been
one of the most favorite species to use in, for instance, scattering experiments [22—24].
NO is one of the few open-shell radicals that can be stored at large pressure in the gas-
phase, and can be directly seeded at large quantities in a carrier gas. Extremely sensitive
and easy to implement state-selective detection methods exist, using either Laser In-
duced Fluorescence (LIF) or Resonance Enhanced Multi Photon Ionization (REMPI)
techniques.

The manipulation of NO radicals with electric or magnetic fields, however, is noto-
riously difficult. NO radicals in their X T, 52, J = 1/2 rotational ground state possess
only a small effective electric dipole moment of 0.05 Debye [31], whereas their mag-
netic dipole moment vanishes almost completely. This important species has therefore
been exempt from the Stark or Zeeman deceleration techniques; the velocity of a beam
of NO radicals could thus far only be manipulated using optical Stark deceleration and
by billiard-like inelastic scattering processes [25,26].
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Fig. 1. Scheme of the experimental setup. A pulsed molecular beam of NO is produced by a supersonic
expansion of a gas mixture (20% NO seeded in Xe) from a cooled pulsed valve. After the supersonic ex-
pansion, just in front of the skimmer, a packet of NO X *ITy),, v =0, J = 3/2 radicals is created from the
X’M, 52, V=0, J =1/2 ground state via Franck—Condon pumping via the A Xt state using a pulsed dye
laser. After passing through the 2.6 m-long Stark decelerator, the NO X z173/2, v=0, J =3/2 radicals are
detected using a saturated laser induced fluorescence scheme.

Here, we report on the successful Stark deceleration of a pulsed molecular beam
of NO radicals. Prior to Stark deceleration, a packet of NO radicals is prepared in the
X 21"[3/2, v =0, J = 3/2 spin-orbit excited state from the X n 12, v=0,J =1/2 ground
state by Franck—Condon pumping via the A >+ state. The factor 1.8 larger effective
dipole moment of the J = 3/2 level in the X 21"[3/2, v = 0 state allowed us to deceler-
ate NO radicals from 315.0 m/s to 229.2 m/s using a 316-stages-long Stark decelerator,
thus removing 47% of their kinetic energy. The measured time-of-flight profiles of the
NO radicals exiting the decelerator show good agreement with the outcome of numeri-
cal trajectory simulations. These velocity controlled beams of NO are ideal to perform
high-resolution state-selective scattering experiments involving NO radicals and atoms,
molecules, or surfaces.

2. Experiment

The experiments are performed in a Stark deceleration molecular beam apparatus that
is schematically shown in Fig. 1. A molecular beam of NO radicals is generated by ex-
panding a gas mixture (20% NO seeded in Xenon, 3 bar) into vacuum using a pulsed
valve (General valve series 99, 10 Hz repetition rate, 1 mm diameter orifice). The ini-
tial velocity of the molecular beam is reduced to approximately 315.0 m/s by cooling
the valve body to —70 °C. After the supersonic expansion, most NO radicals reside in
the X 1T 12, V=0, J =1/2 rotational ground state. This rotational state consists of two
A-doublet components of opposite parity. The lower and upper components of e and
f parity, respectively, are separated by only 318 MHz and are equally populated in the
molecular beam.
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Fig.2. Schematic representation of the energy level diagram of the NO radical, showing only the states
that are of relevance to the experiments. The electronic transitions that are involved in the optical ex-
citation scheme to produce a packet of NO radicals in the X 2173/2, v=0, J =3/2 state are shown as
well. The Stark shifts for the X °I7, 2o J =1/2 and the X 2173/2, J =3/2 states are shown in plots (b) and
(c), respectively. The vertical axis indicates the energy difference relative to the field free case. The A-

doublet splittings for the X *IT, 52, J =1/2 and the X 2H3/2, J =3/2 states in zero electric field amount to
0.0106 cm™! and 0.0013 cm™!, respectively.

Before passing through a 2 mm diameter skimmer, part of the population in the
X’ 12, V=0, J =1/2, e level is transferred to the spin-orbit excited X 2173 2, V=0,
J =3/2, f level by Franck—-Condon pumping following electronic excitation to the
ATt N=1,J= 1/2 and 3/2 negative-parity levels as shown in Fig. 2. For this, the
output of a pulsed dye laser, tuned to a wavelength of 226.2 nm, intersects the molecular
beam at right angles approximately 10 mm downstream from the nozzle. The lifetime
ofthe A’S* N=1,J=1 /2 and 3/2 levels is about 200 ns [27] and following opti-
cal excitation, the NO radicals spontaneously decay back to various vibrational levels
in the “IT electronic ground state. To optimize the laser excitation, a photo multiplier
tube (PMT) is mounted in the source chamber to monitor the fluorescence intensity.
Sufficient laser intensity has been used to saturate the transition. Following the selec-
tion rules for electric dipole transitions, and the Honl-London and Franck—Condon
factors that govern ro-vibrational transitions, only about 6% of the NO (X i 12, V=0,
J =1/2, e) radicals are optically transferred into the desired X 21"13 n, v=0,J =3/2,
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f level [32]. It is noted that this fraction can in principle be enhanced significantly when
a second pulsed dye laser is added to allow for stimulated emission pumping, but this
was not done in the present experiments.

The Stark shift of the X2H3/2, v=0, J=3/2 state is shown in Fig. 2. The A-
doublet splitting between the upper and lower components that are of f and e parity,
respectively, is only 39 MHz, and is not visible on the energy scale of the figure. Hyper-
fine structure as described by Van den Ende ef al. has been neglected as well [33]. In the
presence of an electric field, the upper A-doublet component splits into a M;§2 = —3/4
and M;$2 = —9/4 component, whereas the lower A-doublet component splits into
a M;$2 = +3/4 and M;$2 = +9/4 component. For comparison, the Stark shift that is
observed for NO radicals in the X “IT 12, v=0, J =1/2 is shown in Fig. 2 as well. It
can be seen that the effective dipole moment, i.e. the slope of the Stark shift, is signifi-
cantly increased for NO radicals that are excited to the X Wi 30, V=0, J =3/2 state.
Only molecules in the low-field-seeking X 2173 2, v=0,J=3/2, f,M;2 =—-9/4 com-
ponent are decelerated in the experiments, although the M;£2 = —3/4 component also
contributes to the measured time-of-flight profiles (vide infra). It is noted that the Stark
effect of NO radicals does not dezpend strongly on the vibrational state. Consequently,
NO radicals that decay into the X "[15,,, J =3/2, f level of any excited vibrational state
are decelerated simultanuously with NO radicals in the X Wi 32, V=0,J =3/2, f level.

Approximately 25 mm from the nozzle orifice, the beam passes through a 2 mm
diameter skimmer, and enters the decelerator chamber. Details of the Stark decelerator
are described elsewhere [14] and we only give a brief description here. The 2.6 m-long
Stark decelerator consists of 316 electric field stages with a center-to-center distance
of 8.25 mm. Each stage consists of two parallel 4.5 mm diameter electrodes that are
placed orthogonally around the molecular beam axis to provide a 3 x 3 mm? area for
the molecular beam to pass. A voltage difference of 40 kV is applied to the electrodes.
A sequence of high voltage pulses is applied to the electrodes at the appropriate times to
manipulate the velocity (and velocity distribution) of the packet of NO (X Wi 32, V=0,
J =3/2, f) radicals.

The Stark decelerator can be used with different modes of operation, which are
characterized by the parameters ¢, and s. The phase angle ¢, determines the amount of
energy that is taken out from the molecules in every electric field stage, where ¢, = 0°
corresponds to guiding the packet of molecules at constant velocity through the de-
celerator, and ¢, = 90° corresponds to maximum energy loss per stage. The parameter
s determines the number of electrode pairs the molecular packet passes before the
fields are switched [28]. Operation of a Stark decelerator with s > 1 can be advanta-
geous, as these modes of operation decouple the longitudinal and transverse motions
of the molecules inside the decelerator, eliminating loss of molecules during their flight
through the decelerator. In general, for a Stark decelerator with given length, the high-
est possible deceleration (and thus the lowest final velocity) is obtained when operating
the decelerator at high phase angles and s = 1. The highest possible intensity of the NO
packet that exits the decelerator, however, is obtained when operating the decelerator at
low phase angles and s = 3. In the experiments reported here, both the s = 1 and the
s = 3 operation modes are used.

The NO X°IT 30, v=0, J =3/2 radicals that exit the decelerator are state-
selectively detected using a Laser Induced Fluorescence scheme. The molecules are
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transferred to the A X+ state by inducing the Q;, (3/2) and P, (3/2) [AJwr-(J”)] lines
of the A 22*, v=0<« X'IT , v = 0 transition around 227 nm. The transitions are in-
duced under saturated conditions. The off-resonant fluorescence is collected by a lens
and imaged onto a PMT. Stray light from the laser is suppressed by light baffles and by
optical filters in front of the PMT.

3. Results and discussion

In Fig. 3, time-of-flight (TOF) profiles of NO (X ', 2, v=0,J =3/2, f)radicals exit-
ing the decelerator are shown for different modes of operation of the Stark decelerator.
In curves (a) and (b) the TOF profile is shown that is obtained when the decelerator is
operated at ¢, = 0° and s = 1 and s = 3, respectively. These modes of operation corres-
pond to guiding a packet of NO at a constant velocity through the decelerator. A packet
of NO radicals with a mean velocity of 315 m/s is selected, transported through the
2.6 m-long decelerator, and arrives in the detection region some 8.5 ms after optical ex-
citation in the source region. The wings of the TOF profile contain sharp features, as has
been observed and interpreted before in deceleration experiments of OH radicals [28].
The signal intensity is about a factor two larger when the Stark decelerator is operated in
the s = 3 mode compared to the s = 1 mode, in agreement with earlier findings [14,29].

In view of the relatively small Stark shift of NO (X 2173 2, v=0,J=3/2, f)rad-
icals, deceleration is only possible when the Stark decelerator is operated in the s = 1
mode. In curve (c) of Fig. 3, the TOF profile is shown when the decelerator is operated
at s =1, ¢, = 55°. The Stark decelerator is programmed to remove a constant kinetic
energy of 0.14 cm™ per electric field stage from NO radicals in the M;§2 = —9/4 com-
ponent of the X i 30, V=0, J =3/2, f state. A packet of NO radicals with an initial
velocity of 315 m/s is selected, and decelerated to a final velocity of 253.8 m/s. The
decelerated packet arrives in the detection region some 9.4 ms after production, and is
split off from the remaining part of the molecular beam that is not decelerated. It is
noted here that the preparation of NO radicals in the (X i 32, v=0,J =3/2, f) state
using excitation via a spatially well-defined laser beam results in highly structured TOF
profiles in which the guided or decelerated NO radicals are well separated from the re-
mainder of the molecular beam pulse. This facilitates the accurate interpretation of all
features in the TOF profiles, and is essential for the future use of the Stark decelerated
packets in, for instance, scattering experiments.

The TOF profiles that are obtained from three dimensional trajectory simulations
of the experiments are shown above the experimental profiles in Fig. 3. The simulated
TOF profiles are in good agreement with the observed profiles for all modes of oper-
ation of the Stark decelerator. In these simulations, the individual contributions of the
low-field-seeking M;§2 = —3/4 and M;£2 = —9/4 components of the X 2173/2, J=3/2,
S state are taken into account. Both components contribute to the main central peak
when the decelerator is operated at ¢, = 0°. In deceleration experiments, however, only
the M;§2 = —9/4 component contributes to the decelerated peak. This is illustrated in
curves (f1) and (f2) of Fig. 3 that display the M;$2 composition of the full TOF pro-
file. The Stark shift of the M;§2 = —3/4 component is a factor three smaller than the
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Fig. 3. Time-of-flight profiles of NO X I, 2, v =0, J =3/2 radicals exiting the Stark decelerator when the
decelerator is operated at s = 1, ¢y = 0° (curve (a)), s =3, ¢, = 0° (curve (b)) and s = 1, ¢y = 55° (curve
(c)). The time-of-flight profiles that result from three-dimensional trajectory simulations of the experiment
are shown above the experimental results (curves (d), (e) and (f)). For ¢, = 55°, the individual contributions
of the M;£2 = —3/4 and the M;£2 = —9/4 components to the time-of-flight profile are shown as curves (f1)
and (f2), respectively. The simulated TOF profiles are given a vertical offset for clarity.
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Fig. 4. Time-of-flight profiles of NO X 2173/2, v=0, J =3/2 radicals exiting the Stark decelerator when
the decelerator is operated at s =1 and ¢, = 0°, 30°, 55° and 80°. The time sequence was calculated for
NO radicals with an initial velocity of 315.0 m/s that reside in the M;§2 = —9/4 component of the X ', /25
v=0, J =3/2 state. For these settings, the final velocities of the NO packets are 314.9 m/s, 283.9 m/s,
253.8 m/s and 229.2 m/s, respectively.

Stark shift of the M;£2 = —9/4 component, and does not contribute to the decelerated
peak.

The final velocity of the packet of NO radicals can be tuned by choosing a differ-
ent phase angle ¢, for the Stark decelerator. In Fig. 4, the TOF profiles are shown that
are observed when the decelerator is operated at ¢, = 30°, 55° and 80° (all s = 1), re-
sulting in a packet of NO radicals with a final velocity of 283.9 m/s, 253.8 m/s, and
229.2 m/s, respectively. Only the segment of the TOF profile that contains the decel-
erated molecules is shown. For comparison, the central peak of the TOF profile that is
obtained for s = 1, ¢, = 0° is shown in Fig. 4 as well. The maximum intensity of the de-
celerated peak decreases for lower final velocities, following the decreasing acceptance
of the Stark decelerator for higher values of ¢j.

4. Conclusion

In this paper, we demonstrate the Stark deceleration of a molecular beam of NO rad-
icals, which is one of the most widely used and most intensely studied species in
molecular beam experiments. Due to its very small dipole moment of 0.16 D, Stark de-
celeration of NO radicals has long been considered unfeasible. We prepared the NO
radicals in the X 21"13 12, V=0, J =3/2 spin-orbit excited state from the X i 12, V=0,
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J =1/2 ground state by Franck—-Condon pumping via the A" state. The larger
effective dipole moment in the X n 32, V=0, J =3/2 state, in combination with a 316-
stages-long Stark decelerator, allowed us to decelerate NO radicals from 315.0 m/s to
229.2 m/s, removing 47% of their kinetic energy. The measured time-of-flight profiles
of the NO radicals exiting the decelerator show good agreement with the outcome of
numerical trajectory simulations.

The packets of NO radicals with a tunable velocity as produced here are ide-
ally suited for, in particular, scattering experiments of the NO radicals with atoms,
molecules, and surfaces. The density of the NO packets that exit the decelerator has
proven to be sufficient for crossed beam scattering studies, and experiments of this kind
are currently underway at Radboud University Nijmegen. The intensity of the packets
of NO X 2173/2, v=20, J =3/2 can be further enhanced by adding an additional laser
to allow for stimulated emission pumping in the preparation scheme. The tunability of
the final velocity can be further increased by using decelerators of different designs, that
may also be used to slow the NO radicals to standstill and to subsequently load them
into traps. A decelerator consisting of ring-shaped electrodes [30], for instance, is better
suited for molecular species with a small Stark-shift-over-mass-ratio like the NO radi-
cal. It is noted that NO radicals prepared in the X T, 5, V=20, J =3/2 state possess
a 1.2 Bohr magneton magnetic moment, making efficient deceleration using a Zeeman
decelerator a good alternative.

Acknowledgement

X. W. acknowledges the Alexander von Humboldt foundation for a research fellowship.
G. M. acknowledges support from the ERC-2009-AdG under grant agreement 247142-
MolChip. S.Y.T.v.d.M. acknowledges support from the Netherlands Organisation for
Scientific Research (NWO) via a VIDI grant. We thank Alexander Klenner for his help
to produce NO radicals in the spin-orbit excited state. We dedicate this paper to the
memory of Kevin Strecker, who recently passed away. Kevin has worked for several
years on the kinematic cooling of NO radicals in collaboration with David W. Chandler.
We have lost a respected colleague and a dear friend.

References

1. S. Y. T. van de Meerakker, H. L. Bethlem, N. Vanhaecke, and G. Meijer, Chem. Rev. 112
(2012) 4828.

2. H. L. Bethlem, G.Berden, F. M. H. Crompvoets, R.T.Jongma, van A.J.A.Roij, and
G. Meijer, Nature 406 (2000) 491.

3. B. C. Sawyer, B. K. Stuhl, D. Wang, M. Yeo, and J. Ye, Phys. Rev. Lett. 101 (2008) 203203.

4. J. van Veldhoven, J. Kiipper, H. L. Bethlem, B. Sartakov, A. J. A. van Roij, and G. Meijer, Eur.
Phys. J. D 31 (2004) 337.

5. E.R. Hudson, H. J. Lewandowski, B. C. Sawyer, and J. Ye, Phys. Rev. Lett. 96 (2006) 143004.

6. H. L. Bethlem, M. Kajita, B. Sartakov, G. Meijer, and W. Ubachs, Eur. Phys. J. Spec. Top. 163
(2008) 55.

7. J.J. Gilijamse, S. Hoekstra, S. Y. T. van de Meerakker, G. C. Groenenboom, and G. Meijer,
Science 313 (2006) 1617.

8. M. Kirste, X. Wang, H. C. Schewe, G. Meijer, K. Liu, A. van der Avoird, L. M. C. Janssen,
K. B. Gubbels, G. C. Groenenboom, and S. Y. T. van de Meerakker, Science 338 (2012) 1060.



1604 X. Wang et al.

11.
12.
. S. A. Meek, H. Conrad, and G. Meijer, Science 324 (2009) 1699.
14.

15.

33

. A.B. Henson, S. Gersten, Y. Shagam, J. Narevicius, and E. Narevicius, Science 338 (2012)

234.

. L. Scharfenberg, J. Ktos, P.J. Dagdigian, M. H. Alexander, G. Meijer, and S. Y. T. van de

Meerakker, Phys. Chem. Chem. Phys. 12 (2010) 10660.

L. Scharfenberg, K. B. Gubbels, M. Kirste, G. C. Groenenboom, A. van der Avoird, G. Meijer,
and S. Y. T. van de Meerakker, Eur. Phys. J. D 65 (2011) 189.

H. L. Bethlem, G. Berden, and G. Meijer, Phys. Rev. Lett. 83 (1999) 1558.

L. Scharfenberg, H. Haak, G. Meijer, and S. Y. T. van de Meerakker, Phys. Rev. A 79 (2009)
023410.

S.Y.T. van de Meerakker, N. Vanhaecke, M. P.J. van der Loo, G. C. Groenenboom, and
G. Meijer, Phys. Rev. Lett. 95 (2005) 013003.

. N. Vanhaecke, U. Meier, M. Andrist, B. H. Meier, and F. Merkt, Phys. Rev. A 75 (2007)

031402.

. S. D. Hogan, D. Sprecher, M. Andrist, N. Vanhaecke, and F. Merkt, Phys. Rev. A 76 (2007)

023412.

. E. Narevicius, A. Libson, C. G. Parthey, I. Chavez, J. Narevicius, U. Even, and M. G. Raizen,

Phys. Rev. Lett. 100 (2008) 093003.

. A. Trimeche, M. N. Bera, J.-P. Cromieres, J. Robert, and N. Vanhaecke, Eur. Phys. J. D 65

(2011) 263.

. E. Narevicius, A. Libson, C. G. Parthey, I. Chavez, J. Narevicius, U. Even, and M. G. Raizen,

Phys. Rev. A 77 (2008) 051401.

. E. Narevicius and M. G. Raizen, Chem. Rev. 112 (2012) 4879.
. H. Kohguchi, T. Suzuki, and M. H. Alexander, Science 294 (2001) 832.
. C.J. Eyles, M. Brouard, C.-H. Yang, J. Klos, F. J. Aoiz, A. Gijsbertsen, A. E. Wiskerke, and

S. Stolte, Nature Chem. 3 (2011) 597.

. N. H. Nahler, J. D. White, J. LaRue, D. J. Auerbach, and A. M. Wodtke, Science 321 (2008)

1191.

. M. S. Elioff, J. J. Valentini, and D. W. Chandler, Science 302 (2003) 1940.

. R. Fulton, A. I. Bishop, M. N. Shneider, and P. F. Barker, Nat. Phys. 2 (2006) 465.

. J. Brzozowski, N. Elander, and P. Erman, Phys. Scripta 9 (1974) 99.

. S. Y. T. van de Meerakker, N. Vanhaecke, H. L. Bethlem, and G. Meijer, Phys. Rev. A 71

(2005) 053409.

. L. Scharfenberg, S.Y.T.van de Meerakker, and G. Meijer, Phys. Chem. Chem. Phys. 13

(2011) 8448.

. S. A. Meek, M. F. Parsons, G. Heyne, V. Platschkowski, H. Haak, G. Meijer, and A. Oster-

walder, Rev. Sci. Instrum. 82 (2011) 093108.

. Y. Liu, Y. Gou, J. Lin, G. Huang, C. Duan, and F. Li, Mol. Phys. 99 (2001) 1457.
. T.J. McGee, G. E. Miller, J. Burris, and T. J. Mcllrath, J. Quant. Spectrosc. Ra. 29 (1983) 333.

D. van den Ende and S. Stolte, Chem. Phys. 89 (1984) 121.



	1 Introduction
	2 Experiment
	3 Results and discussion
	4 Conclusion
	Acknowledgement
	References


<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /None
  /Binding /Left
  /CalGrayProfile (Dot Gain 20%)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (U.S. Web Coated \050SWOP\051 v2)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Warning
  /CompatibilityLevel 1.4
  /CompressObjects /Tags
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages true
  /CreateJDFFile false
  /CreateJobTicket false
  /DefaultRenderingIntent /Default
  /DetectBlends true
  /DetectCurves 0.0000
  /ColorConversionStrategy /CMYK
  /DoThumbnails false
  /EmbedAllFonts true
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams false
  /MaxSubsetPct 1
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveDICMYKValues true
  /PreserveEPSInfo true
  /PreserveFlatness false
  /PreserveHalftoneInfo false
  /PreserveOPIComments true
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts true
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Preserve
  /UsePrologue false
  /ColorSettingsFile ()
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /CropColorImages false
  /ColorImageMinResolution 300
  /ColorImageMinResolutionPolicy /OK
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 150
  /ColorImageDepth -1
  /ColorImageMinDownsampleDepth 1
  /ColorImageDownsampleThreshold 1.50000
  /EncodeColorImages true
  /ColorImageFilter /DCTEncode
  /AutoFilterColorImages true
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /ColorImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasGrayImages false
  /CropGrayImages false
  /GrayImageMinResolution 300
  /GrayImageMinResolutionPolicy /OK
  /DownsampleGrayImages true
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 150
  /GrayImageDepth -1
  /GrayImageMinDownsampleDepth 2
  /GrayImageDownsampleThreshold 1.50000
  /EncodeGrayImages true
  /GrayImageFilter /DCTEncode
  /AutoFilterGrayImages true
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /GrayImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasMonoImages false
  /CropMonoImages false
  /MonoImageMinResolution 1200
  /MonoImageMinResolutionPolicy /OK
  /DownsampleMonoImages true
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 800
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.50000
  /EncodeMonoImages true
  /MonoImageFilter /CCITTFaxEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects false
  /CheckCompliance [
    /None
  ]
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile (U.S. Web Coated \050SWOP\051 v2)
  /PDFXOutputConditionIdentifier (CGATS TR 001)
  /PDFXOutputCondition ()
  /PDFXRegistryName (http://www.color.org)
  /PDFXTrapped /False

  /Description <<

    /BGR <>
    /CHS <FEFF4f7f75288fd94e9b8bbe5b9a521b5efa7684002000410064006f006200650020005000440046002065876863900275284e8e9ad88d2891cf76845370524d53705237300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c676562535f00521b5efa768400200050004400460020658768633002>
    /CHT <FEFF4f7f752890194e9b8a2d7f6e5efa7acb7684002000410064006f006200650020005000440046002065874ef69069752865bc9ad854c18cea76845370524d5370523786557406300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c4f86958b555f5df25efa7acb76840020005000440046002065874ef63002>
    /CZE <>
    /DAN <>
    /DEU <>
    /ENU (Use these settings to create Adobe PDF documents best suited for high-quality prepress printing.  Created PDF documents can be opened with Acrobat and Adobe Reader 5.0 and later.)
    /ESP <>
    /ETI <>
    /FRA <>
    /GRE <>

    /HRV (Za stvaranje Adobe PDF dokumenata najpogodnijih za visokokvalitetni ispis prije tiskanja koristite ove postavke.  Stvoreni PDF dokumenti mogu se otvoriti Acrobat i Adobe Reader 5.0 i kasnijim verzijama.)
    /HUN <>
    /ITA <>
    /JPN <FEFF9ad854c18cea306a30d730ea30d730ec30b951fa529b7528002000410064006f0062006500200050004400460020658766f8306e4f5c6210306b4f7f75283057307e305930023053306e8a2d5b9a30674f5c62103055308c305f0020005000440046002030d530a130a430eb306f3001004100630072006f0062006100740020304a30883073002000410064006f00620065002000520065006100640065007200200035002e003000204ee5964d3067958b304f30533068304c3067304d307e305930023053306e8a2d5b9a306b306f30d530a930f330c8306e57cb30818fbc307f304c5fc59808306730593002>
    /KOR <FEFFc7740020c124c815c7440020c0acc6a9d558c5ec0020ace0d488c9c80020c2dcd5d80020c778c1c4c5d00020ac00c7a50020c801d569d55c002000410064006f0062006500200050004400460020bb38c11cb97c0020c791c131d569b2c8b2e4002e0020c774b807ac8c0020c791c131b41c00200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000410064006f00620065002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /LTH <>
    /LVI <>
    /NLD (Gebruik deze instellingen om Adobe PDF-documenten te maken die zijn geoptimaliseerd voor prepress-afdrukken van hoge kwaliteit. De gemaakte PDF-documenten kunnen worden geopend met Acrobat en Adobe Reader 5.0 en hoger.)
    /NOR <>
    /POL <>
    /PTB <>
    /RUM <>
    /RUS <>
    /SKY <>
    /SLV <>
    /SUO <>
    /SVE <>
    /TUR <>
    /UKR <>
  >>
  /Namespace [
    (Adobe)
    (Common)
    (1.0)
  ]
  /OtherNamespaces [
    <<
      /AsReaderSpreads false
      /CropImagesToFrames true
      /ErrorControl /WarnAndContinue
      /FlattenerIgnoreSpreadOverrides false
      /IncludeGuidesGrids false
      /IncludeNonPrinting false
      /IncludeSlug false
      /Namespace [
        (Adobe)
        (InDesign)
        (4.0)
      ]
      /OmitPlacedBitmaps false
      /OmitPlacedEPS false
      /OmitPlacedPDF false
      /SimulateOverprint /Legacy
    >>
    <<
      /AddBleedMarks false
      /AddColorBars false
      /AddCropMarks false
      /AddPageInfo false
      /AddRegMarks false
      /BleedOffset [
        0
        0
        0
        0
      ]
      /ConvertColors /ConvertToCMYK
      /DestinationProfileName (U.S. Web Coated \(SWOP\) v2)
      /DestinationProfileSelector /UseName
      /Downsample16BitImages true
      /FlattenerPreset <<
        /PresetSelector /MediumResolution
      >>
      /FormElements false
      /GenerateStructure false
      /IncludeBookmarks false
      /IncludeHyperlinks false
      /IncludeInteractive false
      /IncludeLayers false
      /IncludeProfiles false
      /MarksOffset 6
      /MarksWeight 0.250000
      /MultimediaHandling /UseObjectSettings
      /Namespace [
        (Adobe)
        (CreativeSuite)
        (2.0)
      ]
      /PDFXOutputIntentProfileSelector /UseName
      /PageMarksFile /RomanDefault
      /PreserveEditing true
      /UntaggedCMYKHandling /LeaveUntagged
      /UntaggedRGBHandling /UseDocumentProfile
      /UseDocumentBleed false
    >>
    <<
      /AllowImageBreaks true
      /AllowTableBreaks true
      /ExpandPage false
      /HonorBaseURL true
      /HonorRolloverEffect false
      /IgnoreHTMLPageBreaks false
      /IncludeHeaderFooter false
      /MarginOffset [
        0
        0
        0
        0
      ]
      /MetadataAuthor ()
      /MetadataKeywords ()
      /MetadataSubject ()
      /MetadataTitle ()
      /MetricPageSize [
        0
        0
      ]
      /MetricUnit /inch
      /MobileCompatible 0
      /Namespace [
        (Adobe)
        (GoLive)
        (8.0)
      ]
      /OpenZoomToHTMLFontSize false
      /PageOrientation /Portrait
      /RemoveBackground false
      /ShrinkContent true
      /TreatColorsAs /MainMonitorColors
      /UseEmbeddedProfiles false
      /UseHTMLTitleAsMetadata true
    >>
  ]
>> setdistillerparams
<<
  /HWResolution [600 600]
  /PageSize [612.000 792.000]
>> setpagedevice


