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Quantum

Chemistry at CHPC

By Prof. Ryan P. Steele, Dept of Chemistry

Chemistry powers the world. From combustion reactions
that propel automobiles to photosynthesis reactions that
harness the power of sunlight, chemistry drives the conver-
sion from molecules to useful energy. Quantum chemistry
research at CHPC includes the study, simulation, and de-
sign of these processes in new areas.

Renewable Energy Applications

The world’s energy appetite is perpetually growing, and fac-
tors ranging from environmental concerns to national se-
curity motivate the search for clean, renewable sources of
energy. Solar technologies are a potentially viable source,
but this option also highlights the need for new chemistry.
Rather than direct conversion of sunlight into energy, as
in the ubiquitous solar panel, our current focus is on the
chemical storage of solar energy. Simply put, energy de-
mands continue when the sun sets and on cloudy days,

A major caveat to the so-called “green” label for this pro-
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must be available. Rather than turning to fossil fuel-based
feedstocks for hydrogen, for example, sunlight can be har-

nessed to run the reaction in reverse.

This reverse process is called “water splitting” and stores
the sun’s energy in chemical bonds. Instead of its tradi-
tional role as a benign solvent, this process involves the
chemical activation of water as a reactive species. The
fuel cell (forward) releases energy while forming water,
and water-splitting (reverse) reactions take energy from
the sun as input and store the energy as hydrogen and
oxygen. This process requires an uphill climb on the en-
ergy landscape, which is not naturally viable. However,
the energy of the sun can be used to enable this reaction.

Traversing a large energy barrier en route to these chemi-
FDO VWRUDJH VSHFLHV LV LQHI¢{¢FLEHQW
mal use of the sun’s energy. Catalysts lower these barri-
HUV WKHUHE\ LQFUHDVLQJ FKHPLFDO H
promising catalysts have appeared in recent years in the
chemical and engineering communities. These catalysts
generally offer as much promise for renewable energy as
they do ambiguity for chemistry. Their catalytic mecha-
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cal for widespread solar energy storage.
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A traditional hydrogen fuel cell forms the basis of our ap-
proach. This cell combines hydrogen and oxygen to form
water, along with a release of energy. This process is ex-
quisitely environmentally friendly; the sole chemical by-
product is water itself. Along the way, the chemical energy
that is stored in hydrogen and oxygen bonds is released to
power devices.
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mechanistic information is a formidable bottleneck for cat-
alyst optimization and improvement.
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Water Oxidation
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Work in our lab has recently focused on the detailed

mechanism of water oxidation. During water splitting, a

four-electron oxidation (loss of electrons) must occur to

eventually yield O,. By simulating the atomic behavior of

this ionization process using quantum chemistry tools, key
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above, the solar catalyst enables the loss of an electron
from water, which drives proton transfer to neighboring wa-
ter molecules. This initial step—Iloss of an electron induc-
ing atomic motion—is the key interaction between elec-
WURQLF DQG QXFOHDU PRYHPHQW
several important steps.

Quantum Chemistry

The simulation of chemical motions, including the intricate,
correlated dance of the electrons (i.e., bonds), requires
chemists to delve into the rather bizarre world of quantum
mechanics. In doing so, these simulations provide a bot-
tom-up modeling approach with the potential for an exact
simulation of chemical processes.

In quantum mechanics, particles behave as waves. This
wavefunction describes all of a particle’s properties and
behavior. Two aspects seemingly preclude this knowl-
edge: 1) the principles of quantum mechanics dictate that
a wavefunction is an experimentally unobservable object;
and, 2) for all but the simplest of systems, this wavefunc-
tion cannot be calculated analytically.

The fundamental laws necessary for the treatment of a
large part of physics and the whole of chemistry are thus
completely known, and the difficulty lies only in the fact that
application of these laws leads to equations that are too
complex to be solved.

- Paul Dirac, 1933 Nobel Prize winner

Using novel simulation algorithms, however, as well as the
high-powered computing resources of CHPC, very ac-
curate simulations of molecules and their electrons can
EH REWDLQHG 6XFK VLPXODWLRQV
of quantum chemistry. Along with other members of the
Henry Eyring Center for Theoretical Chemistry at the Uni-
versity of Utah, our research group develops faster and
more accurate methods for performing such simulations
and solving problems at the forefront of chemistry.
Water-Splitting Mechanisms: Electrons & Nuclei
OTalkO

The water-splitting chemistry mentioned above involves
the motion of atoms following removal of an electron from
water. In the ion-
ized water dimer,
(H,0),*, which has
been the prototypi-
cal species studied
to date, removal of
an electron occurs
from the hydrogen-
bonding  acceptor.
Rapid proton motion

€

drives this system toward an open-shell radical species,
nominally considered HO-**H3O*. The remaining unpaired
electron is shared between the two partners, however,
suggesting that they continue to interact.

Indeed, using newly developed techniques for sampling

o Xh@/quaiurD idediRnlcd nPOAf e tatdmg, W& heveRdis-
covered a rather peculiar structure, in which the hydrogen-
bonded proton and the terminal hydrogen atoms undergo
ODUJH DPSOLWXGH PRWLRQ 7KLV-
al than a static picture implies. In short, every hydrogenic
moiety in the complex is delocalized, in spite of the fact
that this complex is stable.

The most interesting questions arise when larger water
clusters are examined. While the dimer prototype exhib-
its the initial proton movement indicative of water ripping
apart, what happens when other water molecules are
present? Does this ion-radical contact pair remain intact?

L 74
¥

# i Co¥ .
ANAVAS
. ' & : >
9 ’3 Q ﬁsg 4 |
{4 ff, . § e
‘ ,‘ E ; dn l
i (1,0),

Proton-shutting dynamics Ion-radical separation

Quantum chemistry simulations of the structure and dy-
| Rabhies WV KiderFecRdiers lBvVieaWMhatit dodsh6t. Instead,
the hydronium cation (H30%) is found to diffuse away from
the hydroxyl radical (OH) via a Grotthuss proton-hopping
mechanism. This mechanism allows protons to quickly
diffuse through solution by hopping between water mol-
ecules, rather than via the crowd-parting motions required
for diffusion of more standard ions though solution. Solva-
tion of hydronium serves as a driving force for separation
R
our calculations in large clusters. This result promisingly
suggests that hydronium does not linger to become in-
volved in the catalytic mechanism and can quickly diffuse
from the reactive center to complete the balance of charge
in an electrolytic cell.

While this result is a key piece of the water-splitting story,
it is only one of four total oxidation steps and, most no-
tably, ignores the catalyst! Current work in our group is
deciphering the role that the catalyst now plays compared
to this reference mechanism. Recent methodology devel-
opments will also provide computational access to these
previously intractable problems.
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For CHPC Users:

View The Users in Your
Project

By Walter Scott, CHPC Web Developer

At CHPC we try to keep our account records as up-to-date
as possible. Keeping accurate records not only helps us
know who is utilizing our services, but it also improves our
security position by allowing us to limit access to only our
current users. Principal investigators (PIs) are our greatest
asset when it comes to keeping account records updated
because they can more easily tell us who is in their group
and who has moved on.

We have implemented a utility on our web site to help prin-
FLSDO LQYHVWLIJDWRUV YLHZ D OLV
for their group. We ask that our researchers review this list
periodically and inform us of any changes that need to be
made.

Here are the steps to access this utility:

1. Point your web browser to our web site at http://www.
chpc.utah.edu

2. Click “PROFILE” on the left hand side of the page .

CENTER FOR
HIGH PERFORMANCE COMPUTING
THE UNIVERSITY OF UTAH

CHPC SERVICES | STAFF | G

PROFILE

NEWS

3. Log in using your uNID and campus password.

UNIVERSITY OF UTAH

THE
u UNIVERSITY

OF UTAH HEALTH CARE
Log In
UNID: Forgot your uip?

|

( |
Password: Eorgot your password?

(

Notify me when I switch between authenticated websites.

LOG IN Ualpt

©2011 THE UNIVERSITY OF UTAH CAMPUS HELP DESK 801 581.4000

UNIVERSITY INFORMATION TECHNOLOGY HELP DESK DISCLAIMER PRIVACY

4. Click “Show Users in Project” on the left hand side of
the page.

Personal Details [edit profile] [unsubscribe from all email list
Name: |
Username: |

Shell: )

PROFILE

View Quota Details
Past Account Email: il
Applications

Campus Phone:

Show Users in Project

P e Cubicle/Office Location:
Account Department: |

Bl

Allocation Form

Quick Allocation Form . o
Pending Applications

View Allocation
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5. You will be presented with a list of the users in your
project. For each user, you will be able to see his or her full
name, uNID, the group name (most researchers will only
have one group, but some have more than one), the email
address, and whether we have the account currently locked
(see image below).

Now that we have this utility in place, CHPC will send Pls
periodic requests that they check for users who are no lon-
ger in their group. Please let us know if you want any users
removed from the system by sending a list (please include
names and uNIDs) to issues@chpc.utah.edu.

*Note: user deletions are permanent and the home direc-
tories of users are removed, usually 30 days after we have
received the PI's request for removal.

Name UNID

Group Email
Full Name u0000000 lastname full.name@utah.edu No
First Last u0000001 lastname first.last@utah.edu Yes

Account Locked?




XYZ in 3D

by Jimmy Miklavcic, CHPC Media Manager

The Center for High Performance Computing and Another
Language Performing Arts Company presented the world
premiere of XYZ (2013) on February 22, 2013. XYZ was a
telematic cinema performance integrating live performance
and 3D stereographic cinema performed in INSCC'’s Vis-
Lab Blackbox Theater.

XYZ was written by Elizabeth Miklavcic as a digital poem
where four transcendental entities from space arrive to
Earth, posing questions that engage our existence within
WKH FRVPRV 7KH ¢(IWK FKDUDFWHU
Miklavcic, represented the planet Earth. Gaia prepared
the audience for the pending visit of Colored-By-Numbers
(Hanelle Miklavcic), Ghost (Alexis Leavitt), Marooned (Jim-
my Miklavcic) and Rose (Elizabeth Miklavcic) and returned
after the visit to aid the audience become reacquainted
with solid ground.

The performance incorporated 3D active stereographic

*

cinema, made possible by the aid of Nvidia’s Quadro 5000
graphics card and an Acer h5360bd 3D DLP Projector. Ac-
tors were recorded in front of a green screen. The video
was then processed and edited with Apple’s Final Cut
Pro 7 and the rendered image sequences were mapped
onto plane surfaces in Maya 2012. Thin circular objects,
with one character in each object, were created by using
a Boolean intersection between the planar surface and a
ADWWHQHG F\OLQGHU
objects were then placed inside clear bubble objects that

SL[HOV LQ GLI
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of the piece. NASA images of several different space envi-
ronments such as the Green Ring Nebula, the Eagle Neb-
ula and the Fantastic Four Galaxies were incorporated to
HVYWDEOLVK D SODFH LQ VSDFH IRU

The entire production was developed by co-directors Eliz-
abeth and Jimmy Miklavcic. This included image process-
ing, editing original video, animating the choreographic
movement of the entities and rendering left and right eye
nage s&1QeDaes.( hE \ef and]riylR ey iknage sequenc-
es were then imported and edited again in Final Cut Pro
where audio and original music was added. Once complet-

W KH
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a stereographic player and displayed on the large screen
in the VisLab Blackbox Theater. Further development in-
cludes creating an anaglyph (red/cyan) video for additional
screenings in larger venues and video streaming over the
Internet.



Back Up Your Data!

Examples of Recent Research
Using CHPC Resouces

2Q )HEUXDU\ WK &+3& H[SHULHQFH
failure that affected the home directories for users in 23 of
our research groups. The incident was the result of a rare
simultaneous failure of a disk and the disk controller that
should have recognized the disk failure and prevented data
corruption. Within a week the majority of users had their
home directories fully restored and back online. Restora-
tion for the remaining users had to be handled individually.
All restores were completed by March 22nd.

&+3& GRHV QRW EDFN XS VFUDWFK ¢
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is a complete backup every weekend, with daily incremen-
tal backups. Users should not rely on this backup as their
only protection. We strongly encourage you to make cop-
ies of your own data. Having multiple copies of your most
crucial data is the only guarantee that you will have the
data should a machine failure occur. Hardware can and
does periodically fail. This can be done in a few ways:

T Keep a copy on an external storage device.

f ,I\RX KDYH PXOWLSOH (OHV\VWHP
than one.

Take advantage of the CHPC archival service. Users
can buy tapes and have us make a copy of their data.
We will do this for a group only once a quarter.

Explore other backup services offered by campus.
See the UIT website for their cloud services: http:/
it.utah.edu/services/cloud/index.html

t

Congratulations to Dr. Anita Orendt, CHPC staff scien-
tist, who received the W.W. Epstein Outstanding Educator
Award from the Department of Chemistry. She is seen here
(back row far left) with chemistry students and co-advisor
Dr. Holly Sebahar (back row right) at the American Chemi-
cal Society’s national meeting. The group was honored

G KBcafsM R Yiehikhs, WAY MYddder, S., Mandel, J., Bee-
zley, J. (2013). “Real time simulation of 2007 Santa Ana
fires.” Forest Ecology and Management 294: 136 - 149.

Olson, J. K., Boldyrev, A.l. (2013). “Planar to 3D Transition
in the B6Hy Anions.” J Phys Chem A 117(7): 1614 - 1620.

Staten, P. W. (2012). Understanding the causes and mech-
anisms of atmospheric circulation change. Ph.D., Depart-

ment of Atmospheric Sciences, University of Utah.
OH VA\VWHPV DQG WKH +3¢&

F HhME, RIS L akgDY, RisEma 3. (284 8)HEBluation of
1-D and 3-D seismic models of the Pacific lower mantel with
S, SKS, and SKKS travetimes and amplitudes.” Journal of
Geophysical Research: Solid Earth 118: 1 - 11.

Thorne, M. S., Garnero, E.J., Jahnke, G., Igel, H., McNa-
mara, A.K. (2013). “Mega ultra low velocity zone and mantel
flow.” Earth and Planetary Science Letters 364: 59 - 67.

Yeager, K. N., Steenburgh, W.J., Alcott, T.I. (2013). “Contri-

VbL'ftlQn\é 9t I\Qk@é\‘fe@t%é’ﬁ&jsﬁo(}hg BoblKeason hydrocli-
mate of the Great Salt Lake Basin.” J. Appl. Meteor. Climate
52: 341 - 362.

For a full bibliography go to: http://www.chpc.utah.edu/docs/
research/CHPCBIbliography.pdf

with the Commendable ACS Student Chapter Award.
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TOTAL HPCUSAGE
(TRACKED) BY
DEPARTMENT

B Chemical and Fuels Engineering Total

® Medicinal Chemistry Total

B Chemistry Total

B Materials Science and Engineering Total
B Atmospheric Sciences Total

B Physics and Astronomy Total

B Mechanical Engineering Total

¥ Geology and Geophysics Total

B Human Genetics Total

H All Other

2%

3% 2%_\ 1%

5%

For a summary of CHPC's activities over the past two
years, see our bi-annual report at http://www.chpc.utah.
edu/docs/CHPCActivities_2011-2012.pdf

CHPC Growth

CHPC has experienced considerable growth over the last

two years. This growth is illustrated in two graphs from

&+3& UHFHQW EL DQQXDO UHSRUW  7KI
cant increases in the number of groups and users. The
number of research groups grew from 379 in 2011 to 447

by the end of 2012. The number of user accounts has
steadily increased linearly at a rate of 6% per year. We

now have nearly 1800 users, although not all are currently

using our resources.

Growth is also shown in the increase in us-
age data. We measure usage in service units.
A service unit is one hour walltime per core normalized
to a 2 Ghz speed. We split usage into two categories:
tracked and non-tracked. The tracked metrics on the com-
putational nodes contains usage at the user, Pl, depart-
ment and college levels. The non-tracked data are more
coarsely summarized only by the “ownership” of the com-
putational resource. Examples of non-tracked data are in-
teractive nodes on the clusters, mid-range nodes owned
by departments, virtual machines and other miscellaneous
computation resources supported by CHPC. The tracked
usage data shows a 25% increase over the past two years:
in 2011 our users used 56,906,106 service units while in
2012 they used 71,156,043 service units.

As shown in the graph to the left, half of our tracked us-

age comes from users in Chemical and Fuels Engineering;
however, many other departments are well represented.
$PRQJ WKRVH LGHQWL¢HG RQ WKLV JU
users from Biology, Mathematics, Finance, and Internal
Medicine.

Growth in CHPC Users and a measure of
institutional impact
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CHPC Staff Directory

Administrative Staff  Title Phone*  Email Location
Julio Facelli Director
Julia D. Harrison Associate Director
Guy Adams Assistant Director, Systems
Joe Breen Advanced Network Initiatives
Jimmy Miklavcic Manager, Media Services
Janet Ellingson Administrative Manager &

Newsletter Editor

Scientific Staff Expertise Phone*  Email Location

Wim Cardoen Scientific Applications

Martin Cuma Scientific Applications

Sean Igo Natural Language Processing

Anita Orendt Molecular Sciences

Ron Price Software Eng/Grid Architect

Jody Smith Database Manager
Technical Support Staff Group Phone*  Email Location

Irvin Allen Systems Admin

Robert Bolton Systems Admin

Wayne Bradford Systems Admin

Erik Brown Systems Admin

Brandon Day Tech Assistant

Nathaniel Ellingson Tech Assistant

Jake Evans Network Engineer

Steve Harper Systems Admin

Brian Haymore HPC Systems

Eric Hughes Systems Admin

Samuel T. Liston Systems Admin

Beth Miklavcic Multimedia

Michael Palmer Systems Admin

David Richardson Network Engineer

Walter Scott User Services

Steve Smith Systems Admin

Neal Todd Systems Admin

Alan Wisniewski Network Support

*All phone numbers are preceded by area code 801 unless otherwise noted.

The University of Utah seeks to provide equal access to its programs, setwicess enpeople widlsabilities.
Reasonable prior notice is needed to arrange accommodations.
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uThe University of Utah

Center for High Performance Computing
155 South 1452 East, RM #405
SALT LAKE CITY, UT 84112-0190

Welcome to CHPC News!

If you would like to be added to our mailing list,
please fill out this form and return it to:

THE UNIVERSITY OF UTAH

Center For High Performance Computing
155 S 1452 E ROOM 405

SALT LAKE CITY, UT 84112-0190

FAX: (801)585-5366

(room 405 of the INSCC Building)

Name:
Phone:

Department or Affiliation:
Email:

Address:
(UofU campus or U.S. Mail)

Thank you for using our Systems!

Please help us to continue to provide you with access to
cutting edge equipment.
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prints, and reprintsathich the CHPC is acknowledged to: ((
for High Performance Computing, 155 South 1452 East
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