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Fra: Briisch, Walter

Sendt: 13. juli 2015 09:08

Til: 'Gunner Buck'

Emne: SV: Grovvarenyt 28-2015
Kazere Gunnar

Blot til orientering.
Her er et klip fra abstract fra Helsel. Det er den sidste szetning du skal laegge maerke til:

methods for dealing with nondetects already exist, and ai
nondetects should be used rarely, and should generally t
Published by Elsevier Ltd.

Jeg har vedlagt hele artiklen, som du si selv kan bedgmme.
God sommer.

Walter

Fra: Gunner Buck [mailto:gb@grovvarenyt.dk]
Sendt: 10. juli 2015 18:03

Til: Briisch, Walter

Emne: Re: SV: Grovvarenyt 28-2015

Keere Walter

Som naevnt er Grovvarenyt ferielukket i kommende uge og udkommer igen om
14 dage og om 4 uger - og derpa regelmaessigt hver uge.

Har du en kollega, jeg skal sende til, hvis der i din ferie kommer yderligere tekst
om dette emne??

I mellemtiden finder jeg nok ud af, om jeg bliver nadt til at fordybe mig i Helsel
for at redigere Grovvarenyt.

Tak for din hjzelp og god ferie

Gunner



Den 10/07/15 16.47 skrev "Brisch, Walter" <wb@geus.dk>:
Kzere Gunnar

Hvor morsomt
Helsel skriver netop, at man IKKE skal medtage non detects (ND} - og han skriver at det er ikke
"videnskabeligt vaiidt". (Chemosphere2006; 65:2434-39)

Mht fortyndingen - du kan selv foretage eksperimentet med at beregne en gennemsnits koncentration:
Du har 600 vandprgver, der er analyseret for et stof pr ar - Stoffet er fundet i 60 prgver (du kan ogsa selv
indsaette fx 10, 20, etc), og gennemsnits koncentrationen for prgverne med fund er fx 0,1 pg/I.

Nu vil man nu gerne fortynde med de prgver, hvor stoffet ikke er fundet/malt (alle prover er 1 liter) :

Den samlede stofmzengde i 60 prover - 60 x 0,1 = 6 pg/.

Daviialt har m&it i 600 praver fas en gennemsnits koncentration pa 6 pg/l : 600 = 0,01 pg/l - altsa hvis vi
satter koncentrationen i de gvrige 540 prgver til 0,0 pg/l. Du kan ogsé satte veerdien til en sterre stgrre
fast vaerdi, hvis man vedtager at et miljgfremmet stof fx findes i 100 &r gamle prgver, og s bliver
koncentrationen selvfglgelig noget hgjere.

Det er maske her CH gér galt i byen - Helsel er geostatistiker og skriver netop om fx kortlaegning af
mineraler i fx grundfjeld, hvor der ALTID vil vaere en baggrundskoncentration - men prev selv at laese
artiklen - hvis du ikke kan skaffe den, sender jeg den gerne til dig :-), og Helsel skriver netop, at man IKKE
méa medtage ND - altsd prover som ikke indeholder det stof man gnsker at kortlaegge.

ler holder ferie fra midt i naeste uge .

God Weekend

Walter

Fra: Gunner Buck [mailto:gb@grovvarenyt.dk]
Sendt: 10. juli 2015 11:17

Til: Briisch, Walter
Emne: FW: Grovvarenyt 28-2015

Kaere Walter

Hermed Grovvarenyt 28, pdf-filen, der rummer Streibigs udtalelse og dit svar.
Da jeg spurgte Streibig om de 10.000 — 100.000 henviste han til fglgende titler:

Helsel DR. Fabricating data: How substituting values for nondetects can ruin results and
what can be done about it. Chemosphere2006; 65:2434-39.

Helsel! DR. Less Than Obvious - Statistical Treatment of Data Below the Detection

Limit. Environmental Science & Technology 1990; 24: 1766-74.

Helsel DR. Statistics for Censored Environmental Data Using Minitab and R, 2. Ed., Wiley,
2012.

Jeg har ikke haft tid til at se naermere pa indholdet.



Jeg foler afgjort, at der er brug for at skrive mere om emnet, hvis omgivelserne skal
forstd bade jeres arbejde og jeres kritikeres synspunkter.

Mdske er det virkelige problem, at nogle bruger jeres tal fra en mélrettet kontrol af
grundvandet i forskellige omradder, som om det er inholdet af "gift" i drikkevandet
generelt set.

Du er velkommen til at komme tilbage med yderligere informationer

Grovvarenyt udkommer naste gang om 14 dage — og derpa efter nok en uges ferie hver
uge fra uge 32.

Med venlig hilsen
Gunner Buck

98 57 40 55

Fra: Grovvarenyt <hl@grovvarenyt.dk>
Svar til: Grovvarenyt <hl@grovvarenyt.dk>
Dato: fredag den 10. juli 2015 10.01

Til: Gunner Buck <gb@qgrovvarenyt.dk>
Emne: Grovvarenyt 28-2015

Lzes i vedlagte Grovvarenyt nr. 28-2015 10. juli 2015

Heftig debat om pesticider i grundvandet

GEUS har deemoniseret dansk landbrug i rtier, mener professor Jens Carl Streibig,
men seniorrddgiver Walter Briisch, GEUS, tager til genmaele og mener, at
professoren tager fejl.

Laes mere i vedlagte pdf

Nu 30,6 fravaennede grise pr. 8rsso
Laes mere i vedlagte pdf



Grovvarenyt holder ferielukket i ugerne 29 og 31 - men udkommer som normalt i uge 30

Annoncer
Fensmark: Rensning af tagrender

Med venlig hilsen

Gunner Buck Helge Lynggaard
Tif.: +45 21 26 42 20 Tif.: +45 2047 16 11
gb@grovvarenyt.dk hl@grovvarenyt.dk

Fra: Briisch, Walter

Sendt: 8. juli 2015 13:02

Til: '‘Gunner Buck'

Cc: Larsen, Flemming; Sgrensen, Laerke Thorling
Emne: SV: SV: Indleeg i Grovvarenyt

Kaere Gunnar

Det betyder ikke noget, om man bruger den tidligere rapport.

Der er kun gennemfgrt 5-700 analyser pr ar i den periode figurerne deaekker, og for f.eks. bentazon er

der i 2012 en fundandel pa 3,5% (24 fund ud af 691 analyser), mens den er mindre for
glyphosat/AMPA.
Lad ham blot blive i sin vildfarelse — det er ikke mit problem.

Jeg har ikke behov for at aendre i svaret, som jeg ikke mener skal vaere for teknisk.
Mvh Walter

Fra: Gunner Buck [mailto:qgb@gb-presse.dk]
Sendt: 8. juli 2015 11:36

Til: Briisch, Walter

Emne: Re: 5V: Indlzeg i Grovvarenyt

Keere Walter

Spgrgsmalene i din mail i gar, sendte jeg videre til Streibig.

Han svarer bl.a., at de i hans gruppe har forholdt sig til Grundvand Status og
udvikling 1989 - 2012, hvor du refererer til nyeste rapport, der daekker til og
med 2013.

Han ger specifikt opmaarksom pa figur 39 og 40 i rapporten for 1989-2012, hvor
det i figurteksten bl.a. hedder: Analyser uden fund er udeladt, og han
sammenligner dette med tekster fra nyeste udgave.

Det tyder p3, at Streibig har lzest jeres rapporter.



Med venlig hilsen
Gunner Buck

Grovvarenyt
98 57 40 55

Fra: Briisch, Walter

Sendt: 6. juli 2015 14:10

Til: 'gb@gb-presse.dk’'

Cc: Hgjmark Thomsen, Henrik; Sgrensen, Laerke Thorling; Larsen, Flemming
Emne: SV: WB et par rettelser, hvad siger du Henrik?

Kaere Gunnar Buck

Tak for din henvendelse. Vi vil meget gerne have et indleeg bragt, der tilbageviser de ukorrekte
pastande i den fremsendte artikel.

Historien om pesticidkoncentrationer har for ca. et halvt 3r siden vaeret omtalt i et
landbrugstidsskrift og GEUS tilbageviste ogsa den gang de forkerte p&stande, si der erintet ny i
denne sag.

Hvis du har spgrgsmal er du selvfglgelig velkommen til at ringe/skrive til mig.

Her er et kort resume:

GEUS har efter gnske siden 2011 i den arlige grundvandsrapport udarbejdet tre figurer som

viser udviklingen i median- og gennemsnitskoncentrationer pr. ar for seks udvalgte pesticider og
nedbrydningsprodukter i den pesticidpévirkede del af grundvandsmagasinerne. Disse pesticider er
bl.a. bentazon, glyphosat og giyphosats nedbrydningsprodukt AMPA.

Hensigten med de tre figurer er at vise, om der er en udvikling gennem tid i gennemsnits- og
mediankoncentrationer i den pdvirkede del af grundvandet, altsd det grundvand som indeholder det
udvaigte pesticid eller nedbrydningsprodukt. | forbindelse med figurerne er der i tabelform vist, hvor
mange analyser der er gennemfart for det enkelte stof, antal analyser med fund og antal fund over
graensevaerdien pa 0,1 pg/l for de enkelte stoffer, samt hvor stor en ande! af grundvandet der
indeholder de seks stoffer. Der er sdledes ikke udeladt analyser, hvilket heller ikke er tilfaeldet i de
mange andre opgdrelser i rapporten.

| rapporten er der taget en raekke forbehold, og det naevnes bl.a. at de tre figurer ikke er
repraesentative for grundvandet som sadan, fordi nogle af stofferne kun findes i ganske fa
vandprgver.

Hvis man medtager alle analyser ved en koncentrationsberegning pr. ar, medtages f.eks. analyser af
grundvand dannet fgr pesticidet blev anvendt i Danmark og analyser af grundvand fra omrader i
Danmark, hvor det enkelte pesticid ikke har vaeret anvendt. Medtages alle analyser vil det derfor
betyde, at man ikke kan vurdere om der er udvikling i koncentration gennem tid, da det pavirkede
grundvand vil blive “fortyndet” med grundvand, der ikke indeholder det enkelte pesticid.

Andelen af grundvandsindtag med hgje koncentrationer i de gvre dele af magasinerne har gennem
de senere dr har vaeret faldende, hvilket viser at landbrugets og andres indsats har virket.



Hvis dette giver dig anlednlng til, @ndringer i dit svar, er der fortsat mulighed
for det - blot det kan ske pa den plads der er sat af. Vi skal ggre denne uges
Grovvarenyt feerdig i morgen midt pa dagen.

Med venlig hilsen

Gunner

Gunner Buck
Grovvarenyt
98 57 40 55

Fra: Briisch, Walter

Sendt: 7. juli 2015 12:27

Til: 'Gunner Buck'

Cc: Larsen, Flemming

Emne: 5V: Indleeg i Grovvarenyt

Keere Gunnar
Teksten er ok. Bort set fra to ”..” i teksten med Streibig.

For gvrigt forstar jeg ikke de 10.000 - 100.000 gange.

Da koncentrationerne er beregnet pr ar, og da der kun udtages ca. 5-600 prgver pr ar i grumo kan
man umuligt komme frem til en fortyndingsfaktor pa 100.000 gange — det er en overdrivelse der er
mere 150 gange for stor, sdfremt der kun er et fund i grundvandet ud af 600 analyser pr &r......
hvilket jo ikke er tilfaeldet. Har du spurgt Streibig, om han har laest afsnittet i rapporten — det lader
det ikke til.

Mvh Walter

Fra: Gunner Buck [mailto:gb@gb-presse.dk]
Sendt: 7. juli 2015 12:07

Til: Brisch, Walter
Cc: Grovvarenyt
Emne: Indlzeg i Grovvarenyt

Keere Walter Briisch

Hermed fremsendes siden til Grovvarenyt, der rummer dit indlag.
Jeg har skrevet en manchet, som jeg haber er OK.

I teksten har jeg aendret sidste til seneste — foran
grundvandsovervagningsrapport. Desuden har jeg lagt link til rapporten ind
under ordene "kan hentes her". Det er jo en af fordelene ved at udgive
nyhedsbrev i pdf, at vi kan udvide med links til rapporter mm.



Med hensyn til nitrat er, som navnt i rapporten, medtaget alle vandprgver analyseret for nitrat i den
iltede del af grundvandet.

Den sidste grundvandsovervagningsrapport kan findes p3 adressen: http://www.geus.dk/DK/water-
soil/monitoring/groundwater-monitoring/Documents/g-0-2013.pdf
Pesticidafsnittet: side 79- 114. Afsnittet med de tre figurer med koncentrationer + tabel: side 96-99.

Jeg haber, at jeg med dette indlaeg, har rettet misforstielsen fremsat i artiklen.

Med venlig hilsen
Seniorradgiver Walter Briisch

Geokemisk afdeling
De Nationale Geologiske Undersegeiser
for Danmark og Grenland

Dster Voldgade 10
DK 1350 Kebenhavn K
Denmark

9133 3589, mobil 6178 8929
rmail: wb@geus.dk, web: www.geus.dk
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Abstract

The most commonly used method in environmental chemistry to deal with values below detection limits is to substitute a fraction of
the detection limit for each nondetect. Two decades of research has shown that this fabrication of values produces poor estimates of
statistics, and commonly obscures patierns and trends in the data, Papers using substitution may conclude that significant differences,
correlations, and regression relationships do not exist, when in fact they do. The reverse may alse be true. Fortunately, good alternative
methods for dealing with nondetects already exist, and are summarized here with references to original sources. Substituting values for
nondetects should be used rarely, and should generally be considered unacceptable in scientific research. There are better ways.

Published by Elsevier Ltd.

Keywords: Nondetect; Detection limit; Censored data; Statistics

1. Introduction

In his satire “Hitchhiker's Guide To The Galaxy”,
Douglas Adams wrote of his characters’ search through
space to find the answer to “the question of Life, The Uni-
verse and Everything”. In what is undoubtedly a commen-
tary on the inability of science to answer such questions,
the computer built to process it determines that the answer
is 42. There is beauly in a precise answer — a totally arbi-
trary, but precise, answer.

Environmental scientists often provide a similar answer
to a different question — what to do with “nondetect” data?
Nondetects are low-level concentrations of organic or inor-
ganic chemicals with values known only to be somewhere
between zero and the laboratory’s detection/reporting lim-
its. Measurements are considered tog imprecise to report as
a single number, so the value is commonly reported as
being less than an analytical threshold, for example
“<1”. Long considered second class data, nondetects

" Tel.. +1 303 2365340; fax: +1 303 2361425,
E-mai! address: dhelsel@usgs.gov

0045-6535/3 - see front matter Published by Elsevier Litd.
doi: 10.1016fj.chemosphere.2006.,04.051

complicate the familiar computations of descriptive statis-
tics, of testing differences among groups, and of correlation
coefficients and regression equations.

The worst practice when dealing with nondetects is to
exclude or delete them. This produces a strong upward bias
in all subsequent measures of location such as means and
medians, After exclusion, comparisons are being made
between the mean of the top 20% of concentrations in
one group versus the top 50% of another group, for exam-
ple. This provides little insight into the original data.
Excluding nondetects removes the primary signal that
should be sent to hypothesis tests - the proportion of data
in each group that lies above the reporting limit(s), the shift
producing the difference between 20% and 50% detects.

The most common procedure within environmental
chemistry to deal with nondetects continues to be substitu-
tion of some fraction of the detection limit. This method is
better labeled as “fabrication™, as it reports and uses a sin-
gle value for concentration data where a single value is
unknown. Within the field of water chemistry, one-half is
the most commonly used fraction, so that 0.5 is used as if
it had been measured whenever a <1 (detection limit
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of 1) occurs. For air chemistry, one over the square root of
two, or about 0.7 times the detection limit, is commonly
used. Douglas Adams might have chosen 0.42. Studies 20
years ago found substitution to be a poor method for com-
puting descriptive statistics (Gilliom and Helsel, 1986).
Subsequent justifications for using one-half the reporting
limit when data follow a uniform distribution (Hornung
and Reed, 1990) only considered estimation of the mean.
Any substitution of a constant fraction of reporting limits
will distort estimates of the standard deviation, and there-
fore all (parametric) hypothesis tests using that statistic.
This is illustrated later using simulations. Also, justifica-
tions such as these have never considered errors due to
changing reporting limits arising from changing interfer-
ences between samples or similar causes. Substituting val-
ues tied to those changing limits introduces a signal into
the data that was not present in the media sampled. Substi-
tuted values using a fraction anywhere between 0 and 0.99
times the detection limit are equivalently arbitrary, equiva-
lently precise, equivalently wrong.

Examples of substitution of fractions of the detection
limit for nondetects abound in the scientific literature.
McCarthy et al. (1997) computed descriptive statistics of
organic compounds in relatively uncontaminated areas.
They employed substitution of a ‘sliding scale’ fraction of
the detection limit, setting the fraction to be a function of
the proportion of nondetects in the data set. The accuracy
and value of their resulting statistics is unknowable.
Another scientist using different fractions to provide values
for nondetect data would get different results. Similarly,
Tajimi et al. (2005) computed correlation coefficients after
substituting one-half the detection limit for all nondetects.
They found no correlations between dioxin concentrations
and the factors they investigated. Was this because there
were none, or was it the result of their data substitutions?
Barringer et al. (2005) tested for differences in mercury con-
centrations of groundwater in areas of differing land use.
Were their results due to concentrations actually found in
the aquifer, or to the fact that one-half the detection limit
was substituted for some nondetects, while other nonde-
tects were simply deleted? Finally, Rocque and Winker
(2004) substituted random values between zero and the
detection limits in order to compute sums and test hypoth-
eses. How would those results have changed if different
random values had been assigned?

Statisticians use the term “censored data’ for data sets
where specific values for some observations are not quanti-
fied, but are known to exceed or to be less than a threshold
value. Techniques for computing statistics for censored
data have long been employed in medical and industrial
studies, where the length of time is measured until an event
occurs such as the recurrence of a disease or failure of a
manufactured part. For some observations the event may
not have occurred by the time the experiment ends. For
these, the time is known only to be greater than the exper-
iment’s length, a censored “greater-than” value. Methods
for computing descriptive statistics, testing hypotheses,

and performing correlation and regression are all com-
monly used in medical and industrial statistics, without
substituting arbitrary values. These methods go by the
names of “survival analysis” and “reliability analysis”,
There is no reason why these same methods could not also
be used in the environmental sciences, but to date, their use
1s rare.

Two early examples using methods for censored data in
environmental applications are Millard and Deverel (1988)
and She (1997). Millard and Deverel (1988) pioneered the
use of two-group survival analysis methods in environmen-
tal work, testing for differences in metals concentrations in
the groundwaters of two aquifers. Many nondetected values
were present, at multiple detection limits. They found differ-
ences in zinc concentrations between the two aquifers using
a survival analysis method called a score test. Had they
substituted one-half the detection limit for zinc concentra-
tions and run a -test, they would not have found those dif-
ferences (Helsel, 2005b). She (1997) computed descriptive
statistics of organics concentrations in sediments using a
survival analysis method called Kaplan-Meier, the standard
procedure in medical statistics. Means, medians and other
statistics were computed without substitutions, even though
the data contained 20% nondetects censored at eight differ-
ent detection limits. Substitution would have given very dif-
ferent results, More recently, Baccarelli et al. (2005)
reviewed a variety of methods for handling nondetects in a
study of dioxin exposure. They found that imputation meth-
ods designed for censored data far outperformed substitu-
tion of values such as one-half the detection limit, Qther
examples of the use of survival analysis methods for envi-
ronmental data can be found in Helsel (2005b).

The goal of this paper is to clearly illustrate the prob-
lems with substitution of arbitrary values for nondetects.
Methods designed expressly for censored data are directly
compared to results using arbitrary substitution of values
for nondetects when computing summary statistics, regres-
sion equations, and hypothesis tests.

2. Methods

Statisticians generate simulated data for much the same
reasons as chemists prepare standard solutions - so that the
conditions are exactly known. Statistical methods are then
applied to the data, and the similarity of their results to the
known, correct values provides a measure of the quality of
each method. Fifty X, ¥ pairs of data were generated for
this study with X values uniformly distributed from 0 to
100. The ¥ values were computed from a regression equa-
tion with slope = 1.5 and intercept = 120. Noise was then
randomly added to each Y value so that points did not fall
exactly on the straight line. The result is data having a
strong linear relation between ¥ and X with a moderate
amount of noise in comparison to that linear signal.

The noise applied to the data represented a ““mixed
normal” distribution, two normal distributions where the
second had a larger standard deviation than the first. All
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of the added noise had a mean of zero, so the expected
result over many simulations is still a linear relationship
between X and Y with a slope = 1.5 and intercept = 120.
Eighty percent of data came from the distribution with
the smaller standard deviation, while 20% reflected the sec-
ond distribution’s increased noise level, to generate outli-
ers. The 50 generated values are plotted in Fig. 1A,

The 50 observations were also assigned to one of two
groups in such a way that group differences should be dis-
cernible. The mean, standard deviation, correlation coeffi-
cient, regression slope of Y versus X, a t-test between the
means of the two groups and its p-value for the 50 generated
observations in Fig. I A were then all computed and stored.
These “benchmark” statistics are the target values to which
later estimates are compared. The later estimates are made
after censoring the points plotted as gray dots in Fig. 1A.

Two detection limits (at 150 and 300) were then applied
to the data, the black dots of Fig. | A remaining as detected

A. DATA BEFORE CENSORING
BRAY DOTS BECOME NONDETECTS

D.R. Helsel | Chemosphere 65 12006) 2434-2439

values with unique numbers, and the gray dots becoming
nondetects below one of the two detection limits. In total,
33 of 50 observations, or 66% of observations, were cen-
sored below one of the two detection limits. This is within
the range of amounts of censoring found in many environ-
mental studies. Use of a smaller percent censoring would
produce many of the same effects as found here, though
not as obvious or as strong.

All data below the lower detection limit of 150 were
changed to <150, Half of the data between 150 and the
higher detection limit of 300 were randomly chosen and
recorded as <300. In order to mimic laboratory results with
two detection limits, up to half of the values at the lower
limit of <150 were randomly selected and changed to
<300. The result is censored data that can be considered
a “‘best-case scenario” in regard to the censoring process.
In practice, data may come from multiple laboratories,
and laboratories differ in their protocols for setting

» 300 21 300
= f2 Y ;; .
2 200 . :‘ % ¥ &, :
2] 20t % 150
% 100 * »
»
Q 25 S0 75 100
ORIGINAL X
B. ESTIMATES OF MEAN C. ESTIMAYES OF STD DEV.
-~ A S
240 - 5 1001 S
g i s
- 1981 © N
g . g 75 \
=~ 160 » n “
7 -~ £ \\ £
i . 0 5y - £ 524
BO{ » L w N
000 025 0S50 075 100 000 025 050 075 100
FRACTION OF DL USED FRACTION OF DL USED
D. ESTIMATED CORRELATION COEFF. E. ESTIMATED REGRESSION SLOPES
it o8 077 15 1458
8 0.6 g
. 0. -
g - ﬁ 1.0 o~ ~a
] f, ~ = e
< 04 . N & ~-u
b= - A w -
i e h 0.5
002 02% 050 073 100 000 025 050 075 100
FRACTION OF DL USED FRACTION OF DL USED
F. ESTIMATED T-TESTS G. P-YALUES FOR T-TESTS
1<) . ,/ " ’
7l . , S 04 b
= ~ P ’, < z
=< o - ?
b -2 d 0.2 ™~y i
o E S ”
i [*] b T
o -2.735 W
w - 0.0 0.0068
000 025 050 075 1.00 000 0.25 050 0795 100
FRACTION OF DL USED FRACTION OF DL USED

Fig. 1. (A) Generated data used, Horizonltal lines are detection limits. {B)<{G) Estimated values for statistics of censored data (Y) as a function of the
fraction of the detection limit (X) used to substituie values for each nondetect. Horizontal lines are at target values of each stalistic obtained using
uncensored dala.
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detection limits. Within a single lab, detection limits change
over time due to changes in methods, protocols, and instru-
ment precision. Interferences by other chemicals cause
detection limits for the chemical of interest to change from
sample to sample. Laboratories sometimes use biased
reporting conventions known as “insider censoring”, in
which all values measured as <150 are instead reported
as <300 while values measured between 150 and 300 are
reported as single numbers (Helsel, 2005a). All of these
practices introduce more movement of detection limits
than is being considered here. Substituting a fraciion of
these variable limits for nondetects may introduce patterns
into the data that were not there originally, or obscure pat-
terns that were (Helsel, 2005b). Therefore, substituting
values as a function of detection limits that change due
to these influences is likely to produce less accurate results
in practice than those reported here for substitution based
on two static detection limits.

3. Results

Fig. 1B-G illustrate the results of estimating a statistic
or running a hypothesis test after substituting numbers
for nondetects by multiplying the detection limit value by
a fraction between 0 and 1. Estimated values for each sta-
tistic are plotted on the Y axis, with the fraction of the
detection limit used in substitution on the X axis. A frac-
tion of 0.5 on the X axis corresponds to substituting a value
of 75 for all <150 s, and 150 for all <300 s, for example. On
each plot is also shown the value for that statistic before
censoring, as a “‘benchmark” horizontal line. The same
information is presented in tabular form in Table 1.

Estimates of the mean of ¥ are presented in Fig. 1B. The
mean Y before censoring equals 198.1. Afterwards, substi-
tution across the range between 0 and the detection limits
(DL) produces a mean Y that can fall anywhere between
72 and 258. For this data set, substituting data using a frac-
tion somewhere around (.7 DL appears to mimic the
uncensored mean. But for another data set with different
characteristics, another fraction might be “best™. And 0.7
is not the “best” for these data to duplicate the uncensored
standard deviation, as shown in Fig. 1C. Something larger
or smaller, closer to 0.5 or 0.9 would work better for that

Table |
Statistics and test results before and after censoring data as nondetects

Procedure Before Range after Using censored
censoring using substitution methods

Estimating mean 198.1 72-258 191.3
Estimating std. dev. 524 41-106 54.0
Correlation coeff. 0.77 0.29-0.54 0.55
Regression slope 1.46 0.62-1.12 1.46
-statistic ~2.74 —1.8 to —(1.68 1.81

p-value for 1 0.009  0.08-0.50 0.07

Data in the middle two columns are also shown in Fig 1. The right
column reports the results of tests expressly designed to work with cen-
sored data, withoul requiring substitution for nondetects.

statistic, for this set of data. Performance will also differ
depending on the proportion of data censored, as discussed
later. Results for the median (not shown} were similar to
those for the mean, and results for the interquartile range
{not shown) were similar to those for the standard devia-
tion, The arbitrary nature of the choice of fraction, com-
bined with its large effect on the result, makes the choice
of a single fraction an uncomfortable one. As shown later,
it is also an unnecessary one.

Substitution results in poor estimates of correlation
coefficients (Fig. 1D} and regression slopes (Fig. 1E), much
further away from their respective uncensored values than
was true for descriptive statistics. The closest match for the
correlation coefficient appears to be near 0.7, while for the
regression slope, substituting 0 would be best! With data
having other characteristics, the “best™ fraction will differ.
Correlation coefficients, regression slopes, and their p-val-
ues should be considered particularly suspect when values
are substituted for nondetects, especially if the statistics
are found to be insignificant.

The generated data were split into two groups. In the
first group were data with X values of 0-40 and 60-70,
while the second group contained those with X values from
40 to 60 and then 70 and above. For the most part, values
in the first group plotied on the lefi half of Fig. 1 A, and the
second group plotied primarily on the right half. Because
the slope change is large relative to the noise, mean ¥ val-
ues for the two groups should be seen as different. Before
the data were censored, the two-sided s-statistic for the test
of whether the mean Y values were equal was —2.74, with a
p-value of 0.009. This is a small p-value, so before censor-
ing the means for the two groups are determined to be
different.

Fig. 1F and G and Table 1 report the results of two-
group f-tests following substitution of values for non-
detects. The s-statistics never reach as large a negative value
as for the uncensored data, and the p-values are therefore
never as significant. At no time do the p-values go below
0.05, the traditional cutoff for statistical significance.
Results of r-tests after using substitution, if found to be
insignificant, should not be relied on. Much of the power
of the test has been lost, as substitution is a poor method
for recovering the information contained in nondetects,
Fig. IF and G show a strong drop-ofl in performance when
the best choice of substituted fraction, which in practice is
always unknown, is not chosen.

Clearly, no single fraction of the detection limit, when
used as substitution for a nondetect, does an adequate
job of reproducing more than one of the statistics in
Fig. 1. This study should not be used to pick 0.7 or some
other fraction as “best’; different fractions may do a better
job for data with different characteristics. The process of
substituting a fraction of the detection limits has repeatedly
been shown to produce poor results in simulation studies
(Gilliom and Helsel, 1986, Singh and WNocerino, 2002;
and many others - see Helsel, 2005b for a list). As demon-
strated by the long list of research findings and this simple
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study, substitution of a fraction of the detection limit for
nondetects should rarely be considered acceptable in a
quantitative enalysis. There are better methods available.

‘When might substitution be acceptable? Research scien-
tists tend to use chemical analyses with relatively high pre-
cision and low detection limits. These chemical analyses are
often performed by only one laboratory, and detection lim-
its stay fairly constant. Research data sets may include
hundreds of data points, and in comparison our 50 obser-
vations appears small. For large data sets with a censoring
percentage below 60% nondetects, the consequences of
substitution should be less severe than those presented
here. In contrast, scientists collecting data for regulatory
purposes rarely have as many as 50 observations in any
one group; sizes near 20 are much more common. Detec-
tion limits in monitoring studies can be relatively high com-
pared to ambient levels, so that 60% or greater nondetects
is not unusual. Multiple detection limits arise from several
common causes, all of which are generally unrelated to
concentrations of the analyte(s) of interest. These include
using data from multiple laboratories, varying dilutions,
and varying sample characteristics such as dissolved solids
concentrations or amounts of lipids present. Resulting data
like that of She (1997) with eight different detection limits
out of 11 nondetects is quite typical. In this siluation, the
cautions given here must be taken very seriously, and
results based on substitution severely scrutinized before
publication. Reviewers should suggest that the better meth-
ods available from survival analysis be used instead.

Is there a censoring percentage below which the use
of substitution can be tolerated? The short answer is
“who knows?” The US Environmental Protection Agency
(USEPA) has recommended substitution of one-half the
detection limit when censoring percentages are below
15% (USEPA, 1998). This appears to be based on opinion
rather than any published article. Even in this case, answers
obtained with substitution will have more error than those
using better methods (see Helsel and Cohn, 1988; She,
1997; and other references in Helsel, 2005b). Will the
increase in error with substitution be small enough to be
offset by the cost of learning to use better, widely available
methods of survival analysis? Answering that question
depends on the quality of result needed, but substitution
methods should be considered at best *‘semi-quantitative™,
to be used only when approximate answers are required.
Their current frequency of use in research publications is
certainly excessive, in light of the availability of methods
designed expressly for analysis of censored data.

3.1. Statistical methods designed for censored data

Methods designed specifically for handling censored
data are standard procedures in medical and industrial
studies, and have been applied to the environmental sci-
ences by Helsel (2005b). Results for the current data using
one of these methods, maximum likelihood estimation
(MLE), are reporied in the right-hand column of Table 1.

MLE assumes that data have a particular shape (or distri-
bution), which in Table 1 was a normal distribution, the
familiar bell-shaped curve,

The right-hand column of Table 1 shows that methods
designed for censored data produce values for each statistic
that are as good or better than the best of the estimates
produced by substitution. These methods accomplish this
without substituting arbitrary values for nondetects.
Instead, MLE fits a distribution to the data that matches
both the values for detected observations, and the propor-
tion of observations falling below each detection limit. The
information contained in nondetects is captured efficiently
by the proportion of data falling below each detection
limit. The correlation coefficient reported is the “likelihood
r” coefficient, computed by comparing the MLE solutions
that best fit the data with and without the X variable. If
errors decrease and the fit improves by including the X var-
iable, a significant likelihood correlation coefficient is pro-
duced. The traditional Pearson’s r correlation coefficient is
the uncensored analogue to the likelihood r coefficient
(Allison, 1993).

MLE can be used to compute hypothesis tests between
groups of censored data (Helsel, 2005b). Multiple detection
limits can be incorporated. No substituted values are used.
Instead, likelihood ratio tests determine whether splitting
the data into groups provides a better fit than leaving all
the data as one group. If so, the test is significant and the
means differ among the groups. Results for an MLE ver-
sion of a two-group test are reported in the #-test row of
Table 1. That statistic provides a closer approximation to
the uncensored statistic than any of the substitution results,
The test statistic is not as significant as was a ¢-test prior to
censoring. The difference between the MLE test results and
those prior to censoring is a measure of the loss of informa-
tion caused by changing numerical values into values
known only as less than the detection limits.

Maximum likelihood methods generally do not work
well for small data sets (fewer than 30-50 detected values),
in which one or two outliers throw off the estimation, or
where there is insufficient evidence to know whether the
assumed distribution fits the data well (Singh and Nocerino,
2002; Shumway et al., 2002). For these cases, nonparamet-
ric methods that do not assume a specific distribution and
shape of data would be preferred. See Helsel (2005b) for a
full list of nonparametric procedures for censored data,
including variations on the familiar rank-sum test and
Kendall’s 7 correlation coefficient.

3.2, Availability of software for censored data methods

All of the maximum likelihood methods shown here,
and equivalent nonparametric tests, are found in the “sur-
vival analysis” or “reliability analysis™ sections of standard
statistics software, including Minitab, SAS, Stata or S-Plus.
MLE routines are generally coded to handle nondetects,
called “left-censored data™ by statisticians, as well as
right-censored “‘greater-thans” more common to the
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medicalfindustrial fields for which they were designed.
Nonparametric methods in software are currently coded
to use only greater-thans. A transformation called “flip-
ping” (Helsel, 2005b) allows these nonparametric methods
to use the nondetects of environmental sciences. None of
these methods are available in Excel, although there are
add-on packages that compute some of them.

Macros or scripts that either add functionality to sofi-
ware or save steps in setting up these analyses are available
through the internet. Macros for Minitab statistical soft-
ware that were produced to follow the textbook by Helsel
(2005b) are available no cost at: http://www.practical-
stats.com/nada. Scripts (named NADA for R) for the R
statistics package, which runs on PCs, Macintosh and Unix
computers, are available through the Comprehensive R
Archive Network (CRAN) at hitp://www.r-project.org/
or at the Enviro-R software page on the Source Forge
archive sile, htip://enviror.sourceforge.net/. However,
though free, R is a complex software package. Those not
already familiar with it will find that it takes about the
same amount of effort to master it as required by the soft-
ware for modeling and spatial analysis familiar to environ-
mental scientists.

4, Conclusions

When a fraction of the detection limits is used to substi-
tute (fabricate) values for nondetects, resulting estimates of
correlation coefficients, regression slopes, hypothesis tests,
and even simple means and standard deviations are inaccu-
rate and irreproducible. They may be very far from their
true values, and the amount and type of deviation is
unknown. Given the current expense and technological
sophistication of sampling equipment and chemical analy-
ses, fabricating values for data at the end of a study is
nowhere close to being “state of the science”. It wastes
the considerable expense of data collection and salaries
by producing inconclusive and potentially incorrect results.
Better methods than substitution are available for estimat-
ing descriptive slatistics, performing hypothesis tests, and
computing correlation coefficients and regression equa-
tions. Using these methods should provide better, more
accurate scientific interpretations.
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Professor:

GEUS har dsemoniseret
dansk landbrug i artier

Ved at holde prgver, hvor
analysen viste nul, uden
Jor beregning af gen-
nemsnit fortalte GEUS
offentligheden, at der er
langt, langt stgrre kon-
centrationer af pesticider
og nitrat i dansk grund-
vand, end der er i virke-
ligheden.

- Jeg er ikke i tvivl om, at
dansk landbrug og danske
landmand er blevet voldsomt
demoniseret og stigmatiseret
de seneste irtier, fordi offent-
ligheden har fiet at vide, at
koncentrationen af pesticider i
dansk grundvand er mange
gange stgrre, end der er tale om
i virkeligheden.

Det siger Jens Carl Streibig til
Grovvarenyt. Han er i fordret
fyldt 70 og derfor fratridt som

professor ved Landbohgjskolen /
Kgbenhanvs Universitet efter 40
ir med bekempelse af ukrudt
som speciale - heraf 20 ir som
professor..

Jens Carl Streibig sztter nu
fokus pd, at GEUS - De nationa-
le Geologiske Undersggelser for
Danmark og Grgnland - r efter
ar har offentliggjort alt. alt for
hgje resultater fra overvagnin-
gen af pesticider i grundvand.

- Jeg er lidt besk@mmet
over, at jeg som Bekzmpelses-
radets formand i 11 &r ikke for
lang tid siden har rabt vagt i
gevar og offentlig gaet ud for
at s=ztte spgrgsmal ved den
méde, hvorpd GEUS har be-
handlet tallene, fastslar Jens
Carl Streibig og fortsetter:

<
Jens Carl Streibig.
Arkivfoto.

- De tal for koncentrationer
af pesticider i grundvand, som
GEUS har offentliggjort, er for
kerte, fordi GEUS helt undlod
at medregne alle de prgver,
hvor analysereaultaterne blev
nul, nir de regnede gennem-
snitsvardier.

- Det piviste Claus Hansen,
tidligere ansat i Miljgministeri-
el, sidste efterfr,

- Nu er vi nogle, som sam-
men med Claus Hansen, har set
nzrmere pi den sag.

- Hvis GEUS havde regnet
“nullerne” med, si var de niet
frem til gennemsnitlige kon-
centratiomner for glyphosat og
bentazon, der ville have varet
10.000 - 100.000 gange lavere,
end dem, der er offentliggjort,

- Vi har alene regnet pd, hvad
de forkerte beregninger betyder
for glyphosat og bentazon i grund-
vand, siger Jens Carl Streibig.

Grovvarenyt kan tilfgje, at
tilsvarende formentlig gzlder
for gvrige pesticider og nitrat,
hvor GEUS har benyttet sam-
me metode.

Gunner Buck

Svar fra GEUS:

Professoren tager

Ndr udviklingen skal folges
Sor et pesticid i den pavirke-
de del af grundvandet, sa
duer det ikke ot “fortynde”
resultatet ved at medregne
analyser med nul.

Af Seniorrddgiver

Walter Briisch

Geokemisk afdeling

De Nationale Geologiske
Underspgelser

Jor Danmark og Gronland

GEUS har eller gnske siden
2011 i den arlige grundvands-
rapport udarbejdet re figurer
som viser udviklingen i median-
og gennemsnitskoncentrationer
pr. ir for seks udvalgte pestici-
der og nedbrydningsprodukter i
den pesticidpivirkede del af
grundvandsmagasinerne. Dis-
se pesticider er bl.a. bentazon,

Walter Briisch.

glyphosat og glyphosats ned-
brydningsprodukt AMPA.
Hensigten med de tre figurer
er at vise, om der er en udvik-
ling gennem tid i gennemsnits-
og mediankoncentrationer i den

fejl

pavirkede del af grundvandet,
altsd det grundvand som inde-
holder det udvalgte pesticid
eller nedbrydningsproduke.

I forbindelse med figurerne
er der i tabelform vist, hvor
mange analyser der er gennem-
fort for det enkelte stof, antal
analyser med fund og antal
fund over grznsevardien pa
0,1 pg/l for de enkelte stoffer,
samt hvor stor en andel af
grundvandet der indeholder de
seks stoffer. Der er siledes ikke
udeladt analyser, hvilket heller
ikke er tilfzldet i de mange
andre opggrelser i rapporten.

[ rapporten er der taget en razk-
ke forbehold, og det nazvnes bl.a.
at de tre figurer ikke er reprasen-
tative for grundvandet som si-
dan, fordi nogle af stofferne kun
findes i ganske fi vandpragver.

Hvis man medtager alle analy-
ser ved en koncentrationsbereg-

ning pr. ir, medtages f.eks. analy-
ser af grundvand dannet figr pesti-
cidet blev anvendt i Danmark og
analyser af grundvand fra omré-
der i Danmark, hvor det enkelte
pesticid ikke har varet anvendt.

Medtages alle analyser vil det
derfor betyde, at man ikke kan
vurdere om der er udvikling i
koncentration gennem tid, da det
pavirkede grundvand vil blive
“fortyndet” med grundvand, der
ikke indeholder det enkelte pesti-
cid.

Andelen af grundvandsindtag
med hgje koncentrationer i de
gvre dele af magasinerne har gen-
nem de senere &r har veret fal-
dende, hvilket viser at landbru-
gets og andres indsats har virket,

Med hensyn til nitrat er, som
nzvit 1 rapporten, medtaget alle
vandprgver analyseret for nitrat i
den iltede del af grundvandet.

Den seneste grundvandso-
vervigningsrapport, 134 sider
pdf, kan hentes her.

Pesticidafsnittet findes side
79-114. Afsnittet med de tre
figurer med koncentrationer +
tabel - se side 96-99.






