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Abstract.  Spatial density and temperature profiles of neon metastables
produced in a radio frequency (rf) discharge were investigated by means of
tunable diode laser absorption spectroscopy. The experiments were performed in
the PULVAL reactor, which is designed for the study of complex (dusty) plasmas.
The line averaged measured density is abdut110* m=2 in the bulk and drops
almost linearly in the plasma sheath. The gas temperature is in the range of 370—
390K. The flow of metastable atoms in the plasma sheath deduced from the
spatial density distribution is dominated by the flow towards the rf electrode. The
sheath length is supposed as the effective diffusion length in the plasma sheath
region. This approximation was used to investigate the interaction of injected
particles with the plasma. The observations and estimation provide evidence for
a significant interaction between metastable atoms and powder particles which
is important for energy transfer from the plasma to the particles. The power per
unit area absorbed by dust particles due to the collision of metastable atoms with
the dust particle surface is in the range of a few tens of nT&l m
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1. Introduction

The interest in plasma—patrticle interactions in dusty plasmas has grown enormously during the
last decade. At present, the interest is mainly caused by applied research related to materials
science I]-{3] and, recently, also with regard to plasma diagnostgs[p]. Powder formation

has been a critical concern for the microelectronics industry, because dust contamination can
severely reduce the yield and performance of fabricated devices. Sub-micron particles deposited
on the surface of process wafers can obscure device regions, cause voids and dislocations, and
reduce the adhesion of thin films,[8].

Nowadays, dust particles are not considered as unwanted pollutants any more. Positive
aspects of dusty plasmas have emerged, and they have even turned into production goods.
Powders produced by plasma technology have interesting and potentially useful properties,
e.g. very small sizes (nanometre to micrometre range), uniform size distribution and chemical
activity. Size, structure and composition can be tailored to the specific requirements dependent
on the desired applicatior8[ 6, 9]. There are several links between dusty plasma physics
and materials science. The trend is similar to the well-established plasma surface modification
technology, except that now the surface of dust particles is the subject of the treatment. In
these types of processing, particles are either grown in the plasma or are externally injected for
subsequent treatmerit(). In particular, the increased knowledge and ability to control particles
in a plasma environment has recently led to new lines of technological research, namely, the
tailoring of particles with desired specific surface properties. Energetic metastables are species
involved in the particle surface modification process. So far, the role and effects of metastables
in dusty plasmas have not been considered to a large extent. A few years ago, Graves and co-
workers measured the dust particle surface temperature and proposed a model to explain the
result but the heating channel by the metastable was not taken into actdjuiiiiere exists a
lack of consideration of these species in such a plasma environment.

Tunable diode laser absorption spectroscopy (TDLAS) can support the optimization of
industrial plasma processes by permitting highly specific, accurate and non-intrusive real-time
monitoring of species densities. TDLAS offers significant advantages compared to conventional
spectroscopy. The spectral width of the laser radiation (a few megahertz) is much smaller than
the width (a few gigahertz) of the Doppler-broadened absorption profile. Sensitivity and signal-
to-noise ratio are also increased in TDLAS due to the use of a high-power coherent source.
The high sensitivity provides TDLAS with the ability to detect and measure gas temperature and
low concentrations as successfully applied in determining the density of ground states. For
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Figure 1. Experimental set-up of PULVA1 (schematic).

example, such measurements have been successfully shown during Al sputtering from a
magnetron dischargé?, 13]. Moreover, an advantage of this method in studying dusty plasmas
is that the presence of dust particles does not influence the metastable density measurement. The
scattering and absorption effects can be taken out from the intensity profile.

In this work, the interaction between dust particles and metastable atoms is the focus of
interest. The density and temperature of neon metastable atosiéd)lare measured by means
of TDLAS in both pristine and dusty plasmas with injected Silcro-particles.

2. Experimental set-up

The experiments were performed in the PULVAL reactor (fighrgl4]-[16]. It consists of a
vacuum chamber with 40 cm diameter. The chamber is pumped by a turbo molecular pump
with a pumping speed of 260 litres'sthat is backed by a membrane pump. The residual gas
pressure is 16" Pa. Working gases are introduced into the vacuum chamber by two separate
flow controllers. Neon was used as buffer gas. The discharge is driven at 13.56 MHz by a radio-
frequency (rf) generator coupled to the bottom electrode by a matching network. The bottom
electrode of the asymmetric rf discharge has a diameter of 13 cm and is situated near the centre
of the chamber; the chamber’s wall serves as the other electrode. An adjustable butterfly valve
is mounted between the pump and the chamber for controlling working pressure. Measurements
were carried out at working pressures of 1-10 Pa and at rf powers of 1-60 W. A copper ring with
aradius of 4 or 6 cm was placed on the powered electrode to confine injected dust pdrTicles [
The laser system consists of a tunable single-mode diode laser and a control unit for diode
temperature and diode current (Toptica DL 100). The diode laser utilizes an extended cavity
laser set-up with optical feedback into the laser diode from the first order of a spectrally selective
grating. The laser light passes through a polarization filter and is directed onto a beam splitter.
The transmitted light is registered by a photo diode behind a Fabry—Perot etalon to monitor the
light frequency [L2]. The second light beam passes through the plasma chamber and is detected
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Figure 2. Neon term diagram of the 1s and 2p levels (in Paschen’s notation).
Values were taken from the NIST database.

by a second photodiode. The laser was tuned to the wavelength of the transition fromdevel 1s
to level 2y of neon atoms (figurg).

Without plasma, the laser intensity, as measured by the second photodiode, linearly
increases (see dashed line in figue In the case of discharge operation, the photodiode
signal shows pronounced variations in the neighbourhood of wavelength 653.28 nm due to
absorption by excited neon atoms. The transmitted intensity follows the Lambert—Beer law of
absorption 18]

[ (v) = lg(v) exp(— /K(U, 2) dz) , Q)
|

where ly and | are the incident and transmitted intensityjs the laser frequency; is the
absorption coefficient andis the absorption length. The plasma occupies the whole chamber.
We thus use the chamber diameter (40 cm) as the absorption length. Under the assumption of a
constant Ne density inside the plasma region, equatipis §implified to

| (v) = lo(v) exp(—k (W)]). (2)
The atom density, is calculated from the integrated absorption profiie) [19]

0 AreomeC | 2KT 3
= K, ,
T @fa Tmy ¢
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Figure 3. Sample of absorption profile and fit function (blue solid line). The
contribution from the?°Ne (green dashed line) and th&e (red dotted line)
components are also shown.

wherexg is the absorption coefficient in the centre of the profélgthe dielectric constant,
c the speed of lightine ande, electron mass and charge, respectivelythe atomic mas the
Boltzmann constanf,, = 65328 nm the central wavelength of the investigated transition and
f the optical oscillator strength for the investigated transition.
The width of the absorption signal due to Doppler broadening is related to the temperature

T of Ne atoms by equation:

AMMa

Bkin2"" @)
where Av is the effective full-width at half maximum of the measured absorption profile. In
order to account for isotope effects, the transmitted photodiode signal was fitted with a sum of
two Doppler line profiles for thé&°Ne and??Ne components,

2
| (v) = (a+bv +cv?) exp{—xol exp [— (; (;sz) }

Kol b — Vg — Viso \ 2

9.3268Xp[ < 0.572Av ) } } ' ®)
The parameters, b andc represent the baseline of the signal, i.e. the transmitted signal without
plasma, approximated by a second-order polynonwgals the central frequency, taken as a
free fit parameterAvig, is the isotope shift of thé?Ne component. A typical least-squares fit
result is displayed in figur& together with the measured signal. The fit quality is excellent
with deviations on a point-to-point comparison of less than 1%. The overall accuracy of the
extracted temperature derived from equatidig typically 2—5 K. The accuracy of the obtained
atom density derived via equatioB) (s essentially determined by the estimated accuracy of the
underlying oscillator strengtl of +25%, an estimated accuracy of the absorption length inside
the plasma oft5% and a negligible statistical uncertainty of less than 0.1%, adding up to an
estimated overall accuracy for the absolute mean neon atom density of-aR@Mt.
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Figure 4. The coordinate system in the plasma chamber.

The rf discharge was spatially analysed at different plasma conditions. Three types of
experiments were carried out. First, the laser beam was shining alogedinection (figure4)
and scanned horizontally (along tkalirection) at two heights above the rf electrode: 1 cm
(position of the plasma sheath); 2cm (inside the plasma bulk). During the measurement, all
external conditions such as plasma power, pressure and gas flow were kept constant. From this
measurement, the radial distribution of neon metastable atom deps$ityz) and temperature
is obtained. Similarly, in order to monitor the axial neon metastable atom distribuytion 0),
the laser beam was fixed a&= 0 and moved along the-direction.

In the second type of measurements, the effect of gas pressure on metastable density and
temperature was examined. The laser beam was fixed in one postiof,(y =0, and at
different heights) while the plasma conditions were varied.

And finally, in order to study the influence of particles on the plasma, relatively large SiO
particles (1Qum) were injected into the plasma. They were confined in the sheath boundary,
about 1.5 cm above the rf electrode. The laser beam was placed at this height and moved radially
to monitor the radial metastable density in the presence of dust particles. In addition, the laser
beam was placed in the centre and moved alongtigection to measure the axial density.

3. Results and discussions

3.1. Plasma characterization

The Ne metastable atom density in PULVA1 was observed to be radially and axially
inhomogeneous. Typical values are a few*10-2 in the bulk and some £0m~2 in the plasma
sheath. The radial distribution can be fitted by a Gaussian profile giving a full width at half
maximumw ~ 14 cm (figure5). The axial density increases almost linearly from electrode
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Figure 5. Measured radial distribution of the neon metastable density and
corresponding Gaussian fits for two distances above the electrode.

to plasma bulk. The density gradually decreases towards the wall chamber, and reaches a
maximum in the bulk plasma. By comparing the axial distributions of neon metastable density at
different pressures, we can clearly observe the expansion of the plasma sheath with decreasing
plasma pressure (figu® [20]. The gas temperature is, however, nearly constant in the whole
plasma with a value of about 380 K. There is only a small increase of about 10K near the rf
electrode.

Assuming that the metastable density distribution follows a Gaussian profile and
accounting for the fact that the plasma is radially symmetric, the metastable dgpsityy, z)
at normalized coordinates y andz can be written as

y2 + 22
Nm(X, Y, 2) = Nm(X, 0, 0) exp| — : (6)
202
whereo is related to the full width at half maximum of the Gaussian distribution by
w=2+/2In20. (7)

The measured density at heightabove the electrode and distarcé&om the plasma centre
Nm(X, 2), therefore, is equal to:

2
(X, 2) = N, 0) exp( —— ) (8)
202
wherenp (X, 0) is the measured metastable density in the centre at heig@ihceo < R, we
get
+R, y2 +00 y2
/ exp(——2> dy%/ exp(——) dy = o+ 27, (9)
-R 20 00 20'2

whereR; is the chamber radius.
Combining the radial distribution of the metastable density (equat®h with the
measured axial distribution,,(x), the spatial density distribution of the metastable atoms can
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Figure 6. Axial distribution of neon metastable density at different pressures.
Vertical lines indicate the sheath boundaries.

be written as:

2R Ny (X) y?+2?
Nm(X, Y, 2) = o2 exp( 2 ) . (20)
The diffusive flow of metastable atoms in the plasma sheath deduced from the spatial
distribution of metastable density is dominated by the flow towards the electrode, since the
sheath length (about 1.5cm) is much smaller than the width of the Gaussian distribution in
y- andz-directions (about 14 cm).

Neon metastable density and temperature were also characterized in relation to the plasma
power and gas pressure. The metastable atom density increases significantly with plasma power.
This increase is more pronounced in the plasma centre compared to the plasma sheath. At 7 Pa,
it readily reaches a plateau of abou8Z 10*°m~2 (at 40 W power-input in the plasma bulk),
while it is still increasing in the sheath region. The temperature does not change significantly
with plasma power, e.g. it increases from 370 to 390K in the plasma glow, whereas it
remains approximately constant in the plasma sheath (fiQute the examined pressure range
(2-10Pa), the density of electrons which are responsible for the formation of metastable atoms
increases with increasing pressupd][and the metastable atom density, hence, also increases
with pressure (figure). The metastable atom temperature remains largely unaffected by a
pressure increase.

3.2. Interaction of metastable atoms with dust particles

In this section, we present results for a dusty plasma where the dust particles (silicon oxide
of 10um diameter) are injected from outside into the plasma. By the combined action of
electrostatic and gravitational forces, the grains are trapped in the plasma sheath adjacent to
the glow 22]. Two copper rings with different radii (4 or 6 cm) are used to confine the particles.
The radii of the confined dust cloud& are about 3 and 5cm for the small and the large rings,
respectively. With the larger confining ring, it is possible to capture a larger dust cloud with a
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Figure 8. Dependences of neon metastable density and temperature on gas
pressure.

higher dust density. Therefore, the effect of dust particles on the metastable atom density can be
enhanced and becomes easier to observe.

The spatial distribution of metastable atoms in a dust-containing plasma was measured
and compared to that of pristine plasmas under the same plasma conditions. It is believed that
the metastable density in the dusty plasma is higher when compared to pristine pk&ma [
However, when the dust density is low and the dust surface is large which is the case in the
present work, the loss effect overcompensates the enhancement resulting in a lower metastable
density in the dusty plasma. The line integrated metastable atom density within the dust cloud
drops significantly (® x 10"*m~2 for the small ring and 3 x 10'*m~2 for the large ring) in
comparison to that of dust-free plasma at the same conditions and positions (8gunck0).
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Figure 10. Axial neon metastable density of dusty plasma with a 6 cm ring.

The decreasing metastable atom {Nelensity provides evidence for a significant
interaction between metastable atoms and particles. The micro-particles act as quenching agents
in the energy transfer process:

Ne" + particle— Ne + particléheateql. (11)

Metastable atoms which carry an internal energy of about 16.715eV should thus play a
considerable role in the heating of dust particles confined by a plasma.

Considering a simple corona model, metastable atoms are generated by direct excitation of
ground state neon atoms by impact of energetic electrons and lost by diffusion to the electrodes
and to the dust particles. The de-excitation of metastables in collision with cold electrons is
neglected since the electron density in the plasma sheath is small. The density of metastable
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atoms within the dust cloud is therefore given by the relation:

w = KmNoNe — [2) Nm(X, Y, 2) — 2[zmnm(x, Y. 2). (12)
t 53 5
Here,ng andn, are ground state and metastable state density, respectively, of neonmatasns,
the electron density, arlg, is the rate coefficient for electron impact excitation from the ground
state to the metastable state. The second and third terms in the right-hand side of ed@ation (
are the losses by diffusion to the chamber wall and to dust particles, respectively, with
corresponding effective lengthg andlp, and Dy, is the diffusion coefficient of metastable
neon atoms in neon. The ground state atom density is approximately equal to the neutral gas
density of neon and thus independent of the presence of particles.

For a dust-free plasma, the loss of metastable atoms by diffusion in the plasma sheath is
dominated by the flow towards the electrode. Hence, the sheath Ikpgtn reasonably be
used as the effective length.

For a dust particle-containing plasma an additional loss of metastable atoms at the surface
of grains occurs; the effective length is

o=y _No/to 1 (13)
S NS NS

whereV is the dust cloud volumeS is the total dust surface areblp is the total number of
dust particles in the dust cloudy is the dust density an§,; is the surface area of one particle,
respectively.

With this approach, we obtain the following relation between the steady state density in the
plasma sheath for the cases witlf) and without dust particlesig,):

1
no(X, Y, 2) = Tnm(x Y, 2), (14)

with
/zzleﬁ/ID :IshnDSD' (15)

The so-called quenching facteraccounts for the loss of metastable atoms due to the presence

of dust particles; it becomes zero for a dust-free plasma, e.g. outside the dust particle cloud.
The quenching factor is estimated from the measured radial distributions in dust-free

(Nm(X, 2)) and dust-containingP (x, 2)) plasmas, together with the radius of the dust cl&Jd

The measured metastable density in the presence of dust particles can be written as:

+R RC2 22
2(x, 2) = / (X, ¥, 2) dy — / (Mm(X. Y. 2) — N2(X. y. 2} dy

R Rg 72
a 0 z? +y/ RE-22 y2 .
= Np(X, 2) — 1 +anm(X, ) exp (_ﬁ) /; o exp<_ﬁ> y
= N(X, 2) = ——K (2)N(X, 0). (16)
l+a

The quenching factor is expressed as follows:
Anp(X, 2)

= , a7
K(@2)nm(X, 0) — Anyn(X, 2)
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where Ang(X, 2) = Np(X, 2) —NR(X, 2) is the difference of measured metastable densities
between the dusty plasma and the dust-free plasma.
SinceR. is smaller tharr, we can use the following approximation fer(z):

K(2) ~ é\/g,/ R2 — 72 {exp(— R°22;222> + 1] . (18)

At different positions within the dust cloud the calculated results give almost the same
value ofa= 0.038 for a neon dusty plasma of 10 W rf power, 7 Pa gas pressure and with a 4 cm
radius confining ring (figur®). In our experimentdg, is estimated from the axial distribution
of metastable density of about 1.5 cm agdequals 314 x 10-°m=2 for 10 4m dust particles.

The dust densityp is, therefore, about.24 x 101°m=2 which corresponds to 42 particles per
cubic millimetre.

However, with increasing plasma power, the dust cloud thickness decreases due to the
increased wakefield attraction forc&4], which compresses the dust cloud in thelirection.

The increase of the quenching factor is in agreement with the decreasing dust cloud thickness,
which is associated with an increasing dust particle density (figi)ré he dust cloud thickness

is deduced from the axial distribution of metastable density in the presence of dust particles
(figure10). The estimated dust density using equatit®) (vith the calculated increases from

200 to 440 particles per cubic millimetre.

In order to calculate the particle heating by metastable atoms, the metastable dBnsity
around the dust particles should be known. This quantity is calculated from equafipn (
using the radial distribution of pristine plasma together with the quenching factor. Assuming
the energy transfer probability of metastables to be unity, the power per unit area absorbed by
dust particles due to the collision of metastable atoms with dust particle suRa¢&s25] can

be written as:
8kgT 1
—0.25n°(X, Y, 2).| =8.07x 1071
m(X. Y. 2) My % 1+«
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wheree is the energy of the metastable level (16.715 eV for levgbiseon). At 10 W plasma
power, within the dust cloudy, is of the order of 66 x 10**m~2 andT is of the order of 380K,

thus the energy influx is.04 W nT2 in the case of the small cloud and about 0.03 (W)rin

the case of the large ring where we have a lower metastable density (large cloud). The energy
transfer by the metastables is in the same order as the contributions of kinetic energy of ions
and electrons and the energy released by their recombination on the grain sbitface [

4. Conclusion

The radial distribution of metastable atom density in a capacitively coupled rf discharge can be
approximated to a Gaussian profile with width much smaller than the plasma chamber diameter.
The diffusion flow of metastable atoms deduced from their spatial density distribution gives the
loss of metastable atoms in the plasma sheath mostly contributed by flow towards the electrode.
This approximation was used to investigate the experimental results for a dusty plasma with
injected SiQ particles trapped in the plasma sheath. The quenching facitdrich accounts

for the interaction between dust particles and metastable atoms was estimated to be of the order
of 0.038 for the case of a small ring (4 cm radius) and the corresponding estimated dust density
1.3 x 10°m~3. Meanwhile with a bigger ring which confined higher dust density, the factor
becomes large (about 0.8).

The particle heating by metastable atoms was strongly evidenced. The quenching factor
was then used to calculate the power per unit area absorbed by dust particles due to
bombardment of metastable atoms onto dust particle surfdged our experimentspPy, is
about 004 W n12 for the low dust density case and smaller for higher dust density.

Acknowledgments

Part of this work was supported by the Deutsche Forschungsgemeinschaft through SFB/TR 24.

References

[1] Selwyn G S, McKillop J S, Haller K L and Wu J J 1990Vac. Sci. Techno” 8 1726
[2] Bouchoule A ed 199®usty Plasmas: Physics, Chemistry and Technological Impacts in Plasma Processing
(New York: Wiley)
[3] Stoffels E, Stoffels W W, Kersten H, Swinkels G HP M and Kroesen G M W ZRi\ls. ScrT 89 168
[4] Law D A, Tomme E B, Steel W H, Anaratonne B M and Allen J E 1%8c. XXIV ICPIG, Proc. 1V/109
(Warsaw, Polanyl
[5] Swinkels G H P M, Kersten H, Deutsch H and Kroesen G M W 2008ppl. Phys88 1747
[6] Kersten H, Deutsch H, Stoffels E, Stoffels W W and Kroesen G M W 20@3J. Mass Spectrom.
223-224313
[7] Selwyn G S, Singh J and Benett R S 19B&/ac. Sci. TechnoA 7 2758
[8] Bouchoule A 1993hys. Worldb 47
[9] Kersten H, Schmetz P and Kroesen G M W 188f. Coat. Technoll0§109507
[10] Kersten H, Deutsch H, Stoffels E, Stoffels W W, Kroesen G M W and Hippler R Zaf1trib. Plasma Phys.
41598
[11] Daugherty J E and Graves D B 1993Vac. Sci. Techno”A 111126
[12] Wolter M, Tung Do H, Steffen H and Hippler R 2005Phys. D: Appl. Phys38 2390-5
[13] Olejnicek J, Do H T, Hubicka Z and Jastrabik R H L 20@pan J. Appl. Phy<l5

New Journal of Physics 10 (2008) 053010 (http://www.njp.org/)


http://dx.doi.org/10.1116/1.576838
http://dx.doi.org/10.1238/Physica.Topical.089a00168
http://dx.doi.org/10.1063/1.1302993
http://dx.doi.org/10.1016/S1387-3806(02)00867-9
http://dx.doi.org/10.1116/1.576175
http://dx.doi.org/10.1016/S0257-8972(98)00604-5
http://dx.doi.org/10.1002/1521-3986(200111)41:6<598::AID-CTPP598>3.0.CO;2-Z
http://dx.doi.org/10.1116/1.578452
http://dx.doi.org/10.1088/0022-3727/38/14/014
http://www.njp.org/

14 I0P Institute of Physics () DEUTSCHE PHYSIKALISCHE GESELLSCHAFT

[14] Kersten H, Thieme G, Frohlich M, Bojic D, Tung D H, Quaas M, Wulff H and Hippler R 2B0% Appl.
Chem.77415-28

[15] Kersten Het al 2003New J. Phys5 93

[16] Matyash K, Frohlich M, Kersten H, Thieme G, Schneider R, Hannemann M and Hippler RI2604/s.
D: Appl. Phys372703

[17] Thieme G, Basner R, Wiese R and Kersten H 2B8&day Discussl137157

[18] Demtroder W 200Q aserspektroskopi@Berlin: Springer)

[19] Scheibner H, Franke S, Solyman S, Behnke J F, Wilke C and Dinklage AR8@2Sci. Instrum/3 378

[20] Kersten H, Stoffels E, Stoffels W W, Otte M, Csambal C, Deutsch H and Hippler R 208@pl. Phys.
873637

[21] Tatanova M, Thieme G, Basner R, Hannemann M, Golubovskii Yu B and Kersten HR2886a Sources
Sci. Technol15507

[22] Vladimirov SV, Ostrikov K and Samarian A A 200%hysics and Applications of Complex Plasnflasndon:
Imperial College Press)

[23] Denysenko I, Berndt J, Kovacevic E, Stefanovic I, Selenin V and Winter 20BGys. Plasma$3 073507

[24] Melzer A, Schweigert A V and Piel A 200Rhys. Scr61 495

[25] Piejak R, Godyak V, Alexandrovich B and Tishchenko N 189&sma Sources Sci. Techndb90

New Journal of Physics 10 (2008) 053010 (http://www.njp.org/)


http://dx.doi.org/10.1351/pac200577020415
http://dx.doi.org/10.1088/1367-2630/5/1/393
http://dx.doi.org/10.1088/0022-3727/37/19/013
http://dx.doi.org/10.1039/b703733n
http://dx.doi.org/10.1063/1.1430548
http://dx.doi.org/10.1063/1.372393
http://dx.doi.org/10.1088/0963-0252/15/3/029
http://dx.doi.org/10.1063/1.2222258
http://dx.doi.org/10.1238/Physica.Regular.061a00494
http://dx.doi.org/10.1088/0963-0252/7/4/016
http://www.njp.org/

	1. Introduction
	2. Experimental set-up
	3. Results and discussions
	3.1. Plasma characterization
	3.2. Interaction of metastable atoms with dust particles

	4. Conclusion
	Acknowledgments
	References

